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Abstract
Electron spins are envisioned to play a key role in future information technologies. Apart from complementing charge-based functionalities, spin-based electronics
(spintronics) offers entirely new possibilities. They emerge particularly from spintronic effects allowing for the mutual conversion of charge (or heat) and spin currents. Consequently, widespread applications already exist, including the magnetic
random-access memory, which became commercially available only recently. On the
other hand, field-effect transistors reaching cut-off frequencies of up to 1 THz have
been demonstrated. This strongly suggests that future spintronic devices eventually
need to operate at terahertz (THz) speeds.
Consequently, the following questions will be studied in this thesis: Are central
spintronic effects operative up to highest THz frequencies? What are the initial
elementary processes in their formation? How can we exploit new functionalities?
Thereby, intriguing, new phenomena may be found since many fundamental excitations in solids resonate with THz radiation. Most importantly, the spin-orbit interaction, one of the cornerstones of spintronics, typically falls into the THz energy
range. Apart from these exciting fundamental motivations, innovative spintronic
concepts might advance other application fields, in particular THz photonics.
In this work, we first demonstrate the anomalous Hall effect at highest THz
frequencies in technologically relevant metals. Remarkably, we find an anomalous
Hall angle ~2 %, nearly constant from 1-40 THz. This result is understood in terms
of the largely disordered materials, strongly blurring any spectral features.
Second, we exploit spintronic effects at THz frequencies to build an efficient
and ultrabroadband THz spintronic emitter, based on nanometer-thin magnetic and
strongly spin-orbit-coupled metals. It relies on ultrashort photoexcitation and the
combination of the ultrafast spin-dependent Seebeck effect with the inverse spin
Hall effect, and outperforms standard emitters in terms of bandwidth, ease of use,
low cost, and scalability. By upscaling, we develop a THz spintronic high-field
source allowing for nonlinear THz spectroscopy. Furthermore, we use THz-emission
spectroscopy to characterize spintronic materials all-optically.
Third, we aim at revealing the fundamental processes in the ultrafast conversion
of heat gradients into spin currents. Therefore, we measure the spin Seebeck effect at
THz frequencies in prototypical magnetic-insulator/normal-metal bilayers. We find
an ultrafast rise time of ~100 fs, which is ascribed to carrier multiplication during
the thermalization of the photo-excited metal electrons. Our findings are relevant
for all processes involving photo-induced spin transfer.
In conclusion, this work demonstrates the synergies released upon combining
two vibrant fields of research: spintronics and THz spectroscopy.

V

Kurzfassung
Elektronenspins wird eine Schlüsselrolle in der zukünftigen Informationstechnologie
vorhergesagt. Neben der Ergänzung ladungsbasierter Funktionen bietet die spinbasierte Elektronik (Spintronik) zahlreiche Chancen, die einer Fülle von spintronischen Effekten zur gegenseitigen Umwandlung von Ladungs- (oder Wärme-) und
Spinströmen entspringen. Dementsprechend existieren breite Anwendungen, wie
z. B. der seit kurzem verfügbare magnetische Arbeitsspeicher. Andererseits wurden
bereits Feldeffekttransistoren mit THz-Bandbreiten demonstriert. Dadurch wird
es wahrscheinlich, dass zukünftige spintronische Anwendungen bei THz-Frequenzen
arbeiten.
Diese Arbeit geht folgenden Fragen nach: Funktionieren spintronische Effekte
noch bei THz-Frequenzen? Welche grundlegenden Schritte führen zu ihrem Auftreten? Wie können wir neue Funktionen nutzen? Dabei werden spannende neue
physikalische Phänomene erwartet, da viele elementare Festkörperanregungen in
den THz-Frequenzbereich fallen. Speziell gilt dies auch für die Spin-Bahn-Wechselwirkung, die grundlegend für die Spintronik ist. Neben diesen grundlegenden Einsichten können wir auf neue Anwendungen spintronischer Effekte im Hochfrequenzbereich hoffen, wie etwa in der THz-Photonik.
In dieser Arbeit wird zuerst der anomale Hall-Effekt in technologisch relevanten
Materialien bei THz-Frequenzen untersucht. Die stark störstellenbehafteten Proben
bewirken eine extreme Verschmierung der Frequenzabhängigkeit, wodurch wir einen
fast konstanten anomalen Hall-Winkel von ~2 % zwischen 1 und 40 THz vorfinden.
Darauf aufbauend nutzen wir spintronische Effekte bei THz-Frequenzen, um
eine effiziente und breitbandige THz-Quelle zu entwickeln, die aus nanometerdicken
magnetischen und Metallen mit starker Spin-Bahn-Kopplung besteht. Dieser THzEmitter basiert auf ultrakurzer Fotoanregung und der Kombination des ultraschnellen spinabhängigen Seebeck-Effektes mit dem inversen Spin-Hall-Effekt. Er übertrifft Standardemitter hinsichtlich Bandbreite, Nutzerfreundlichkeit, Bezahlbarkeit
und Skalierbarkeit. Durch Größenskalierung entwickeln wir einen spintronischen
THz-Hochfeldemitter, der im Stande ist, nichtlineare Prozesse anzutreiben. Wir
nutzen die THz-Emission zudem zur Charakterisierung spintronischer Materialien
mit optischen Mitteln.
Schließlich untersuchen wir den Ursprung der ultraschnellen Umwandlung eines
Temperaturgradienten in einen Spinstrom. Dazu messen wir den Spin-SeebeckEffekt im THz-Bereich in prototypischen magnetischen Isolator-Metall-Doppellagen
und finden eine Anstiegszeit von 100 fs, die auf die Vervielfachung der ElektronLoch-Paare während der Thermalisierung der fotoangeregten Ladungsträger zurückgeführt wird. Unsere Einblicke sind hinsichtlich einer Vielzahl optisch induzierter
Spintransferprozesse relevant.
Zusammenfassend zeigt diese Arbeit die Vielzahl der Synergien auf, die durch
die Kombination zweier dynamischer Forschungsfelder, Spintronik und THz-Photonik, freigesetzt werden können.
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1. Introduction
The 21st century is an era of unprecedented rate of progress in nearly all parts of our
society. Fueled by innovative fundamental research, new technologies emerge and
profoundly transform our everyday life. For future developments, the electron spin
is envisioned to be a major player due to its rich physics and its enormous potential
for applications.

1.1. Spintronics
As conventional charge-based electronics approaches its physical limits regarding
miniaturization and heat management, the search is on for new concepts that meet
the projected requirements for increased computational speed and data-storage density [Wol01].
The electron spin offers a large potential for future information technology. It is
foreseen to complement conventional electronics, which relies on the charge degree
of freedom to encode information [San17, Joh85, Pri95]. This field of spin-based
electronics (short spintronics) holds the promise for reduced heat dissipation, potentially simpler device architecture, and faster operation [Wol01, Jun16]. To make
spintronics competitive with electronics, the overarching goal is to efficiently manipulate, transport and process spin information [Sve15].
An important prerequisite is the generation and detection of spin currents. In this
regard, recent progress led to the discovery of the spin (-dependent) Seebeck and Hall
effects, allowing for the mutual conversion of charge (and heat) into spin currents
[Sin15, Bau12]. Two distinct carriers are particularly important for the flow of
spin angular momentum: charges and spin waves (magnons). The latter lay the
foundation for magnonics in which electron flow is unnecessary, thereby minimizing
Ohmic losses [Chu15].
These possibilities enabled broad spintronic applications for instance in the field of
computation and data storage. A prime example is the magnetic random-access
memory. The next generation of such magnetic data-storage device will most likely
rely on the spin-orbit torque used to switch a magnetic layer [Wal16, Liu12a]. Future
developments aiming at even higher density and reliability in magnetic recording are
envisioned to be driven by the field of antiferromagnetic spintronics [Jun16].
However, it remains a challenge to accomplish spintronic operations entirely without
any charge flow [San17]. Moreover, the spin is locally not a conserved quantity,
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and typically an efficient spin-to-charge conversion requires large spin-orbit coupling
which, however, increases the rate of spin relaxation [Žut04]. These issues make the
field of spintronics a complex but exciting field of research.
As modern information technology is inherently demanding ever higher speeds, spintronic concepts must keep pace with other technologies. Recently, field-effect transistors with cut-off frequencies of about 1 THz have been demonstrated [DA11].
Moreover, fiber-based telecommunication as well as wireless local area networks are
about to reach terahertz bandwidths [KO11]. This demonstrates the urgent need
to transfer spintronic functionalities from the gigahertz into the terahertz frequency
range, thereby paving the way towards future spin-based applications at highest
speeds.

1.2. Terahertz spectroscopy
The terahertz (THz) spectral window, with frequencies from about 0.3 to 30 THz
and wavelengths from 10 to 1000 µm, bridges microwave-based electronics with laserbased photonics [Brü12].
As THz photon energies (4 meV at 1 THz) are resonant with many elementary modes
in all phases of matter, THz pulses can excite and probe them on the ultrafast time
scale. Such THz resonances include vibrational and rotational motions of molecules
in gases and liquids [Saj17] as well as many fundamental excitations in solids: lattice
vibrations, spin waves in antiferromagnets, internal excitation energies of electronhole pairs, binding energies of Cooper pairs and many more [Hwa15]. Importantly,
also the energy scale of the spin-orbit interaction, central for the field of spintronics,
often coincides with the THz spectral range [Wal16].
Based on this high spectral selectivity, many applications have emerged. These
include imaging, e. g. in security scanners at airports or in biologically relevant
environments exploiting the sensitivity of THz radiation to water [Dhi17]), quality
control through nondestructive testing of food [Mit99], or monitoring the drying
process of paints [Yas05].
State-of-the-art THz time-domain spectroscopy allows for a direct and simultaneous measurement of the amplitude as well as the phase of the THz electric field.
This feature greatly facilitates the interpretation of experiments and requires no
challenging reconstruction methods such as the Kramers-Kronig relations [Pei12].
Despite all these remarkable prospects, a profound exploration of the THz spectral
window has been impeded by the lack of efficient THz sources and detectors. Even
though considerable progress has been made, certain THz spectral ranges have remained challenging. Thus, new efficient and broadband schemes are needed for THz
generation and detection, optimally combining ease of use, durability, flexibility, low
cost and scalability [Dhi17].

2

1.3 Spintronics with terahertz radiation
So far, THz spectroscopy has mostly addressed the electronic or ionic charge, resulting in spectacular new findings in a multitude of physical systems [Ton07, Kam13b,
Ulb11]. These include the THz-selective driving of chemical reactions on surfaces
[LaR15], controlling the Cooper-pair binding energy in a superconductor with THz
pulses [Mat14], and tracking the ultrafast motion of single molecules with nanometer
spatial and femtosecond temporal resolution [Coc16].
However, the electron spin degree of freedom has been widely neglected. To fill
this gap, new schemes are required to explore spin-dependent phenomena in the
THz range. In particular, THz-emission spectroscopy has proven useful for studying
ultrafast spin and charge dynamics [Lei99b, Kam13a]. However, it has been used
only by a few groups worldwide thus being far from routinely reaching a femtosecond
time resolution.

1.3. Spintronics with terahertz radiation
As seen above, future spintronic devices are likely to operate at THz speeds. Thus,
the question arises if central spintronic effects allowing for spin-current generation
are still operative at THz frequencies. An advanced understanding might open
highly unexploited fields such as the resonant [Mae17a] and off-resonant [Nov16] coupling of the spin to the phononic or magnonic subsystems of a solid. Moreover, the
switching dynamics of antiferromagnets supposedly proceed at the sub-picosecond
time scale [Jun16], which however remains to be shown.
For all these exciting examples, we expect new physics, due to the multitude of THz
resonances [Shi11]. Pressing questions immediately arise: What happens if spin-tocharge conversion schemes are driven at typical quasiparticle scattering rates? Do
THz resonances provide a means for advanced spintronic control? Which impact
does the ultrafast coupling of the spin to other degrees of freedom have? Can we
exploit highly nonequilibrium states in future high-speed spin-based devices?
To target these intriguing open points with THz radiation, new, all-optical schemes
need to be employed since electrical circuitry is largely limited to frequencies below
1 THz [Wal16]. In this regard, also the field of THz photonics might benefit from
innovative spintronic approaches.
Most recently, several studies demonstrated the potential of combining spintronics
with THz radiation. Jin and coworkers used linear THz spectroscopy to investigate
the giant magneto-resistance [Jin15], in which the resistance of a heterostructure
depends on the magnetization state of the individual constituents. They found
that Mott’s two-current model remains valid up to THz frequencies. Moreover,
Shimano and coworkers were the first to demonstrate that the anomalous Hall effect remains operative up to 1.5 THz [Shi11] followed by works in the mid-infrared
[Kim07, Kim10, Kim13] and below 5 THz [Hui15, Hui17b]. Furthermore, opticallyinduced spin-polarized carriers in semiconductors were shown to experience a spin-
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dependent deflection at THz frequencies [Pri15]. Finally, Ref. [Kam13a] showed
the large potential of THz-emission spectroscopy for studying spintronic phenomena such as the inverse spin Hall effect at THz speeds. However, broadband studies
eventually closing the THz spintronic gap and disclosing the fundamental physical
processes, have remained challenging.
Generally, merging these two vibrant research fields might foster unforeseen opportunities when exploring terra incognita.

1.4. This thesis
This work aims at gaining a deeper understanding of spintronic effects at highest
speeds employing terahertz radiation. We not only want to speed-up central spinto-charge conversion schemes but also hope to discover new high-speed spin-based
functionalities possibly even facilitated by the plenty of THz resonances. Eventually,
a positive feedback advancing THz spectroscopy and spintronics may be expected.
After first providing the necessary theoretical and experimental background to explore spintronics with THz radiation (Chapters 2 and 3), we present a broadband
study of the anomalous Hall effect employing THz ellipsometry in technologically
relevant materials in Chapter 4. We find sizable anomalous Hall angles of ~2 %,
essentially independent of frequency from DC to 40 THz. This surprising result is
explained by the short velocity-relaxation time which strongly broadens any spectral
features.
We next exploit such ultrafast charge-to-spin conversion to build a spintronic THz
emitter in Chapter 5. It is based on a thin-film stack involving magnetic and heavy
metals. After photoexcitation with an ultrashort optical laser pulse (photon energy
of 1.6 eV), the concerted action of the ultrafast spin-dependent Seebeck effect and
inverse spin Hall effect leads to the emission of a THz transient. The developed
THz source features a remarkably broad emission from 1 to 30 THz without gaps,
is competitive with standard THz emitters in terms of efficiency and even superior
regarding cost, ease of use, flexibility and scalability. In Chapter 6, we upscale
the spintronic THz emitter to deliver strong THz pulses even capable of driving
nonlinear processes.
On a more fundamental level, we next show that THz-emission spectroscopy of magnetic metal multilayers can complement the workbench of spintronics by providing
a convenient, all-optical spintronic material characterization (Chapter 7). To gain
further insights into the fundamental steps of the spin-dependent Seebeck effect,
we drastically reduce the pump photon energy to 0.1 eV. Our preliminary findings
highlight the importance of ultrafast electron heating for spin-current generation.
To further test this hypothesis in a less complex structure, we replace the magnetic
metal.

4

1.4 This thesis
Accordingly, THz-emission studies on yttrium-iron-garnet/heavy-metal bilayers are
presented in Chapter 8. This experiment is a straightforward extension of the spin
Seebeck effect to THz frequencies. Remarkably, the spin current rises on a time
scale of ~100 fs, directly monitoring the metal-electron thermalization dynamics.
We identify carrier multiplication during the relaxation of photo-excited electrons
and subsequent electron-phonon coupling as the pace-setting mechanisms for the
ultrafast dynamics of the spin Seebeck effect.
Finally, we turn from using THz pulses as a probe to driving spins with THz stimuli.
In Chapter 9, we show promising preliminary results of THz-speed switching of an
antiferromagnetic memory device. Our findings suggest that the current-induced
Néel spin-orbit torque in metallic antiferromagnets remains equally efficient from
seconds down to picoseconds, potentially paving the way toward THz antiferromagnetic data storage.

5

2. Theoretical background
2.1. Ultrafast optical excitation of metals
Femtosecond laser pulses allow for the investigation of ultrafast dynamics in solid
state systems [Gam11]. Such ultrashort bursts of electromagnetic radiation are the
main tool throughout this work which aims at studying spintronic phenomena with
THz radiation.
Modern laser systems can routinely provide laser pulses with a femtosecond duration and a typical central photon energy of 1.6 eV. In metallic systems, these laser
pulses interact primarily with the metal electrons. The absorption of light creates a nonequilibrium state which subsequently relaxes through various processes
[Gam11]. Figure 2.1 summarizes these excitation and equilibration processes within
a single-electron framework.
Initially, the laser pulse induces a coherent polarization composed of the superposition of states above and below the Fermi energy εF . Thereafter, interactions lead to
dephasing, eventually quenching the induced polarization [All12]. In this state, the
nonthermal electron distribution is fully characterized by the occupation numbers.
Further thermalization involves simultaneous interactions within the electronic system and with other subsystems of the solid (lattice vibrations, magnetic excitations
etc.) which finally equilibrate all subsystems [Gam11].
The fastest processes are determined by electron-electron interactions taking place
on a sub-picosecond time scale (see Figs. 2.1b and c). Due to electron-electron
scattering, more electron-hole pairs are formed, known as carrier multiplication.
Eventually, this results in a thermalized electronic system, which can be described
by a Fermi-Dirac-distribution function at an elevated temperature. Electron-phonon
and electron-magnon interactions, on the other hand, proceed on a time scale of
0.1-10 ps (see Figs. 2.1d and e), balancing the electronic, magnonic and phononic
temperatures [Gam11, Tve15]. Finally, heat diffusion leads to an equilibration with
the surrounding on much longer timescales (typically on a nanosecond time scale)
[Gam11].
Importantly, in systems with broken inversion symmetry, photoexcitation may also
lead to a transport of charge carriers within the sample. This may also imply
the transport of spin angular momentum, resulting in spin (-polarized) currents
[Kam13a, Tve15, Kal12, Bat10]. The symmetry-breaking can result from the bare
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crystal structure (bulk inversion asymmetry) or by heterostructures involving several
materials (structure inversion asymmetry).
In this thesis, we investigate the generation, interconversion, and relaxation of spin
and charge currents in metallic systems with the help of ultrashort laser pulses and
THz radiation. In the following, a theoretical background will be established.
a

b
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-12
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time

Figure 2.1.: Ultrafast optical excitation of metals. a, An incident ultrashort laser pulse
(pump; central frequency ωpump ) induces a coherent polarization of states above and below the
Fermi energy εF in the metal. b, Within a few tens of femtoseconds, dephasing quenches this
polarization and pairs of electrons (e) and holes (h) are created, above and below εF , respectively.
c, Electron-electron (e-e) interactions thermalize the electronic system on a sub-picosecond time
scale, after which the electron occupation is described by a Fermi-Dirac distribution at an elevated
temperature. d, Meanwhile, energy is exchanged between the electronic, the magnonic and the
phononic systems with temperatures Te and Tp , Tm < Te , respectively. Electron-phonon (e-ph)
and electron-magnon (e-m) interactions equilibrate the three subsystems on typical time scales
of a few picoseconds. e, Charge carrier transport and heat diffusion out of the excited volume
eventually equilibrate the system with its surrounding. Figure adapted from [Kam06] with the
permission of T. Kampfrath.

2.2. Electrons in a crystalline solid
Bloch electrons. In a solid, atoms are arranged in a periodic manner obeying
symmetries which can be classified by crystal classes such as for instance cubic
or hexagonal. This regular arrangement and the corresponding discrete translational symmetry have tremendous consequences for the behavior of electrons inside
the crystal. In the independent-electron picture, each electron moves in a periodic potential (mean-field) generated by the lattice and the other electrons. The
eigenfunctions of the electron are so-called Bloch waves
Ψn,k (r) = eik·r uk (r) ,

(2.1)

where the plane waves eik·r are modulated by a periodic function uk (r) following
the same periodicity as the crystal lattice, and k is the crystal momentum [Kit05].
These wave functions constitute a complete basis of the Hilbert space and can be
classified by the crystal momentum k and the integer index n. The latter is referred
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to as the band index. The corresponding eigenenergies εn,k form the band structure
of the solid (see Fig. 2.2).
In general, electrons in a solid behave differently than free electrons: their group
velocity becomes v = h̄−1 dεn,k /dk, where h̄ = h/2π is the reduced Planck constant,
and their effective mass is determined by the electron-band’s curvature.

Statistics. As electrons are Fermions, they obey the Pauli exclusion principle,
implying that they are not allowed to occupy the same quantum mechanical state.
Consequently, at T = 0 K electrons fill the energy bands up to a certain energy,
the Fermi energy εF [Kit05]. Importantly, certain combinations of electron energy
and crystal momentum can be forbidden in a solid, resulting in band gaps. For
insulators, εF lies in a band gap, whereas for metals it does not. The latter results
in a partially filled upper electronic band, which is called the conduction band, and
a filled lower electronic band, which is called the valence band (see Figs. 2.2a and
b). For T > 0 K, thermally activated electrons can occupy higher lying states within
an interval of about kB T . In general, the electron distribution is characterized by
the Fermi-Dirac distribution function given by [Kit05]
f (ε, µ, T ) =

1
,
1 + exp [(ε − µ) /kB T ]

(2.2)

where µ is the chemical potential, which accounts for the conservation of the total
electron number (see Fig. 2.2c).

Excitation of electrons. If electrons are excited to higher-lying states, empty
states below εF remain, which gives rise to states that are called holes (see Figs.
2.1 and 2.2b). They have opposite crystal momentum, mass and energy than the
missing electron, but have the same band velocity [Kit05].
If electrons are subject to an external electric field with a frequency ω, they can be
excited to energetically higher-lying states, which is called an optical transition (see
Fig. 2.1). Within linear response theory, the transition rate between an initial state
|ii and a final state |ji can be evaluated by Fermi’s golden rule [Kit05]:
wij =

2π
|Mij |2 δ (εj − εi − h̄ω) .
h̄

(2.3)

Here, Mij is the matrix element of the electric-dipole operator and the term involving the delta distribution ensures energy conservation during the optical transition.
Importantly, in Eq. 2.3, the initial and final states can be combined states (possibly
involving other degrees of freedom, e. g. phonons or magnons) with their respective
total energies εi and εj .
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Figure 2.2.: Schematic band structure of a solid and Fermi-Dirac function. a, Schematic
of a free-electron-like parabolic dispersion relation of a metal at T = 0 K, which is characterized by
a partially filled conduction band. b, Same band structure as in a but with the Fermi energy εF
inside the band gap between conduction and valence band. This results in an insulating behavior
at T = 0 K. Upon excitation (e. g. by a photon), an electron-hole pair (e and h) is formed. c,
Fermi-Dirac function f (T ) for different temperatures, describing the population of electronic states
at a given temperature T .

2.3. Spin interactions
2.3.1. Spin angular momentum
In addition to the orbital angular momentum, electrons possess an intrinsic angular
momentum which is called the electron spin. An elegant way to derive its properties
is provided by the Dirac equation. It is a relativistic version of the Schrödinger
equation that is also of first order in the time derivative. However, in contrast to
the classical Schrödinger equation, the scalar wave functions become spinors, and
the coefficients in the Dirac equation are matrices instead of scalars. These special
properties allow for the existence of the electron spin s [Nol09].
Experimentally, the electron spin was first indirectly observed through the study
of atomic spectra in the presence of external magnetic fields [Uhl25]. The first
direct measurement was achieved through asymmetric spin-dependent scattering of
electrons off heavy atoms, known as Mott scattering [Mot29]. Previously, Stern and
Gerlach had observed a separation of a beam of silver atoms in an inhomogeneous
magnetic field but interpreted their results incorrectly [Stö07].
Similar to the orbital-angular-momentum operator l̂, the components of the spinangular-momentum operator obey the commutation relation
[ŝi , ŝj ] = ih̄ijk ŝk ,

(2.4)

where ijk is the Levi-Civita permutation symbol [Nol09]. The eigenvalues of any
component of the spin operator with respect to an eigenstate of the free electron
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are ±h̄/2. Conventionally, a set of eigenstates of the commuting operators ŝ2 and
ŝz is chosen as a basis for the spin-subspace. These two operators possess the
eigenvalues h̄2 s (s + 1) and ±h̄s , respectively, where the electron spin quantum
number is s = 1/2 . The latter two orientations of the spin with respect to a defined
axis are typically referred to as spin-up and spin-down states, respectively.
Importantly, the electron spin is associated with a magnetic moment by
µ̂s = −

ge µB
ŝ,
h̄

(2.5)

where ge ≈ 2 is the electron g-factor, µB = eh̄/2me is the Bohr magneton with the
electron mass me and the elementary charge is e = |e| [Nol09].
With respect to the Bloch wave function ψn,k of the electron (see Eq. 2.1), the spin
degree of freedom is contained within the band index n. If the Hamiltonian of the
system is independent of the electron spin, the Bloch functions (Eq. 2.1) factorize
into spin and orbital part [Nol09].
In the following, however, we will see that spin-dependent electron interactions have
important consequences such as spin-dependent band structures and magnetic ordering.

2.3.2. Single-electron relativistic Hamiltonian: Zeeman and
spin-orbit interaction
In solids, the band velocity of electrons is typically on the order of 1 nm/fs (see
Section 2.2). Although this equals only about one hundredth to the vacuum speed
of light c = 300 nm/fs, relativistic corrections become important in solids [Kit05].
A rigorous derivation of the single-electron relativistic Hamiltonian involves the
expansion of the Dirac Hamiltonian up to first order in 1/c yielding [Nol09]
Ĥrel = T̂ + T̂rel + ĤC + ĤDarwin + ĤZ + Ĥso .

(2.6)

Here, the first two terms are the kinetic energy and its relativistic correction, respectively. The third term is the Coulomb interaction. The fourth term is called Darwin
term, and it is responsible for a relativistic correction known as Zitterbewegung
[Whi72]. Typically, it is negligible compared to the other terms in Eq. 2.6.
Zeeman interaction. The fifth term in Eq. 2.6 is the Zeeman interaction. It
describes the coupling of the magnetic moment of an electron to a classical magnetic
tot
field B̂ . For small magnetic fields (i. e. Zeeman energy is minor compared to other
spin-dependent interactions in Eq. 2.6), it takes the simple form [Nol09]
tot

ĤZ = −µ̂e · B̂ ,

(2.7)
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is the total magnetic field at the position of the electron.

For an electron, two parts contribute to its magnetic moment µ̂e , namely the orbital
magnetic momentum µ̂orb = µB h̄−1 l̂, and the spin magnetic moment µ̂s (see Eq.
2.5):
µ̂e = µ̂orb + µ̂s .
(2.8)
Importantly, since the spin operator does not commute with the Zeeman Hamiltonian (Eq. 2.7), the band structure of the solid can become spin-dependent [Nol09].
Spin-orbit interaction. The sixth term in Eq. 2.6 is the spin-orbit interaction
(SOI), which reads:
!

µB
ih̄
v̂ e
+
(∇ × E) (r̂) ,
Ĥso =
ŝ · E (r̂) ×
ch̄
c
2cme

(2.9)

where E is the total electric field at the position of the electron and v̂ e is the electron
band velocity. It results from the interaction of the electron spin with an effective
magnetic field generated by other charges in relative motion [Hel12]. In the typical
situation of a stationary magnetic field, the second term in Eq. 2.9 vanishes (i. e.
∇ × E ∝ ∂B/∂t = 0 if B is static).
The remaining first term of Eq. 2.9 can be understood as an effective spin-orbit
magnetic field B so
eff ∝ E (r̂) × v̂ e /c that interacts with the electron spin in close
analogy to the Zeeman interaction (see Eq. 2.7).
In a classical view (neglecting quantum-mechanical-operator notation), the SOI can
be explained in the following way: In the rest frame of the moving electron, the
electric field E close to the nucleus transforms into an effective magnetic field (see
Fig. 2.3) given by
ve
.
(2.10)
B so
eff ∝ E ×
c
Since the electric field in Eq. 2.10 depends on the distance r between electron and
nucleus, one obtains B so
eff ∝ r × v e ∝ l. Consequently, the Zeeman-like interac−1
tion HZ = ge µB h̄ s · B so
eff couples the electron spin and orbital degrees of freedom
[Whi72].
It can be shown that for a spherically symmetric electric potential, the SOI takes
the familiar form [Nol09]
Ĥso = λl̂ · ŝ,
(2.11)
−1
with the spin-orbit parameter λ = µB h̄−1 c−2 m−1
e r E (r).

Order-of-magnitude estimate. In the following, we give some estimates to see the
relative importance of certain interactions.
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a

b
ve

+

= L+ S
Figure 2.3.: Classical view of the spin-orbit interaction. In the rest frame of the moving electron
(yellow
S
sphere; velocity v e ), the electric field E, caused by the
nucleus (green sphere), transforms into an effective magnetic field B eff . The interaction of the electron
spin with
L
this effective field represents the spin-orbit
interaction.
Figy
ure reproduced from [Mäh16] with the permission of S. F.
Mährlein.
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We first consider the SOI energy. Starting from Eq. 2.9 and restricting ourselves to
the case of a static vector potential, the spin-orbit Hamiltonian is given by the term
−1
µB c−2 m−1
e h̄ ŝ (E (r̂) × p̂). Thus, for the SOI energy, we obtain approximately
D

E

Ĥso ≈

µB
hE (r̂)i hp̂i .
2c2 me

(2.12)

For a single electron, the Coulomb potential is given by hE (r̂)i =Ze/4π0 r2 with
the vacuum permittivity 0 . We can approximate the electron momentum by means
of the uncertainty principle, i. e. hp̂i ≈ h̄/2r. Here, the radius is approximated by
the scaled Bohr radius r ≈ aB /Z where Z is the atomic number [Ash98], yielding:
D

E

Ĥso ≈

µ2B
Z 4 ≈ 0.1 meV · Z 4 .
8π0 a3B c2

(2.13)

Already these basic considerations demonstrate that SOI energies can fall into the
THz to infrared energy range (1 THz=4.1
ˆ
meV). However, in a more rigorous derivation, the energy in Eq. 2.13 is reduced for electrons further away from the nucleus
due to the screening of the nuclear charge by the electrons closer to the nucleus.
This often results in an effective Z 2 -dependence [Lan58].
Following a similar derivation, the effective spin-orbit magnetic field can be estimated to be on the order of
µB
Z ≈ 4 Tesla · Z.
(2.14)
hB so
eff (r̂, v̂ e )i ≈
8π0 a3B c2
Such effective spin-orbit fields are orders of magnitude stronger than typical laboratory external magnetic fields (~1 T).
On the other hand, the Zeeman energy for |B tot | = |B ext | = 1 T is on the order of
0.1 meV (see Eq. 2.7). This is much smaller than the SOI energy in materials with
large Z (compare with Eq. 2.13).
Apart from such static magnetic fields, dynamic electric and magnetic fields arise
when light is incident. For the magnetic component of the light field, one must
distinguish between two regimes: For optical frequencies, i. e. for hundreds of THz,
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the electron magnetic moment cannot follow the fast oscillations of the light field.
On the other hand, it can follow the much slower oscillation frequencies in the THz
range.
Nowadays, the highest achievable THz electric field strengths are on the order of
103 MV/m which correspond to a magnetic field component on the order of 1 T
[Kam13b, Sha15]. Thus, the Zeeman interaction of electron spins with the magneticfield component of light is typically weaker than the SOI. It can be shown [Mon16]
that the relativistic interaction of the light field with the electron spin only leads to
minor corrections under typical laboratory conditions.

2.3.3. Many-electron relativistic Hamiltonian: spin interactions
and magnetic order
For a system containing many electrons, a similar treatment can be applied as in
the previous Section for a single electron. The crucial difference is that the magnetic
and electric fields experienced by one electron (see Eqs. 2.7 and 2.9) also contain
the magnetic and electric fields generated by all other electrons j 6= i [Hel12]. In
tot
other words, E tot
i contains the Coulomb field of all other electrons and B i contains
the magnetic field due to the spins and orbital motions of the other electrons.
The many-electron system can be described by the Breit-Pauli Hamiltonian which
reads [Hel12]


ĤBP =

X
i

T̂i

+ V̂i +

X

V̂ijee  + Ĥrel .

(2.15)

j>i

Here, V̂ijee is the electron-electron Coulomb interaction, T̂i is the kinetic energy, and
V̂i is the potential energy of the ith electron which includes external fields and
internal fields deriving from the atomic nuclei. In the following, we will see how the
nonrelativistic part of this Hamiltonian can lead to magnetic ordering via isotropic
exchange interaction.
On the other hand, relativistic corrections are contained within Ĥrel such as SOI
and spin-spin magnetic dipole interaction. As discussed below, they can give rise
to anisotropic interactions such as the Dzyaloshinskii-Moriya interaction, magnetocrystalline anisotropy, and shape anisotropy [Whi72].
Spin-spin magnetic dipole interaction. One specific interaction between spins
included in the relativistic part of the Breit-Pauli Hamiltonian (see Eq. 2.15) is the
spin-spin magnetic dipole interaction [Blu03]. For two spin magnetic moments µsi
separated by a distance r, it takes the form
3
µ0
µ̂s1 · µ̂s2 − 2 (µ̂s1 · r̂) (µ̂s2 · r̂) .
=
3
4πr
r


Ĥssmd
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This interaction favors a parallel alignment of neighboring spins. However, by taking
typical values of r = 1 Å and µs = µB , one obtains hHssmd i ≈ 0.1 meV. This value
is negligible compared to other spin-ordering interactions as we shall see in the
following [Nol09]. Nevertheless, the spin-spin magnetic dipole interaction can lead
to important anisotropic contributions to the total energy such as the magnetic
shape anisotropy [Cha07b].
Pauli principle and isotropic exchange interaction. In 1925, Wolfgang Pauli postulated that two electrons have two differ in at least one of their quantum numbers.
In a modern parsing, this postulate reads: The wave function Ψ of a quantum
mechanical system is anti-symmetric under exchange of electrons [Nol09].
If we consider a two-particle system with the wave function Ψ (r 1 , s1 ; r 2 , s2 ), Pauli’s
principle requires Ψ (r 1 , s1 ; r 2 , s2 ) = −Ψ (r 2 , s2 ; r 1 , s1 ). If s1 = s2 , we immediately
see that Ψ = 0 for r 1 = r 2 . Thus, electrons circumvent each other, thereby likely
lowering their Coulomb-interaction energy compared to the situation of antiparallel
spins. This makes parallel spin alignment energetically favored. However, the gain in
Coulomb energy may be counteracted by a potentially larger kinetic energy caused
by wave functions with a larger curvature in the region r 1 ∼ r 2 .
For a more explicit example of the consequences of the Pauli principle, we neglect
SOI for the moment, such that the free-electron-like wave function factorizes, i. e.
|Ψi = |Φ, Ξi = |Φi ⊗ |Ξi ,

(2.17)

into its one-particle orbital part |Φi and spin part |Ξi. There are four possible wave
functions obeying the Pauli principle: one for a symmetric orbital wave function Φs =
Φ (r 1 ) Φ (r 2 ) + Φ (r 2 ) Φ (r 1 ) and three for an antisymmetric orbital wave function
|Φas i = Φ (r 1 ) Φ (r 2 ) − Φ (r 2 ) Φ (r 1 ):
√
|Ψsinglet i =
|Φs i (|↑, ↓i − |↓, ↑i) / 2



|↑, ↑i
√
(2.18)
|Ψtriplet i = |Φas i (|↑, ↓i + |↓, ↑i) / 2



|↓, ↓i ,
where the singlet state Ψsinglet has the total spin S = 0 and the triplet state Ψtriplet
has S = 1h̄.
Let us now consider the case of two electrons (labeled a and b) interacting with a
nucleus of positive charge Ze, as in the Helium atom. The orbital wave functions
Φa,b (r) of the one-electron Hamiltonian are assumed to be known. The corresponding
nonrelativistic Hamiltonian for the two electrons is the sum of the electron kinetic
energy T̂ and the Coulomb potential energy V̂ (r̂) (compare with Eq. 2.6). The
eigenenergies of the one-electron system may be termed Ea and Eb . We now add an
interaction term Ĥa,b resulting in
Ĥ = Ĥa (r̂ 1 ) + Ĥb (r̂ 2 ) + Ĥint (r̂ 1 , r̂ 2 ) ,

(2.19)
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where Ĥint = e2 /4π0 |r̂ 1 − r̂ 2 | represents the electron-electron interaction, whose
eigenenergy is assumed to be minor compared to Ea and Eb . Under the assumption
that there is no coupling between different orbital states, and that the orbital functions are orthogonal, it can be shown [Whi72] that the two states in Eq. 2.18 are
eigenfunctions of Eq. 2.19 with the eigenenergies
Esinglet = Ea + Eb + Kab + Jab
Etriplet = Ea + Eb + Kab − Jab ,

(2.20)

with the overlap integral
Kab =

Z Z

e2
|Φa (r 1 )|2 |Φb (r 2 )|2
dr 1 dr 2
4π0 r12

(2.21)

and the exchange integral
Jab =

Z Z

dr 1 dr 2 Φa (r 1 ) Φb (r 2 )

e2
Φb (r 1 ) Φa (r 2 ) .
4π0 r12

(2.22)

Importantly, Jab in our model system is always positive which has the important
consequence that the triplet state is energetically favored over the singlet state (see
Eq. 2.20) [Whi72]. Thus, a parallel spin alignment can result. We conclude that the
Pauli exclusion principle and the Coulomb interaction can lead to a spontaneous
spin ordering. Importantly, this exchange interaction is present even for a spinindependent Hamiltonian.
As noticed first by Dirac, the very same eigenenergies as in Eq. 2.20 result if the
wave functions in the above example (see Eq. 2.18) are only taken as products of
the spin states, and a spin-dependent term is added to the Hamiltonian [Whi72].
This exchange Hamiltonian reads
1
Ĥex = const. − Jex ŝ1 · ŝ2 /h̄2 ,
4

(2.23)

where the exchange constant Jex = Esinglet − Etriplet . In this way, the exchange
interaction can effectively be expressed as a spin-spin interaction.
Magnetically ordered solids. As we have seen, exchange interactions can result in
a spontaneous ordering of the individual magnetic moments of a solid. The magnetization M of a solid is defined as the sum of the quantum mechanical expectation
value of the magnetic moments hµ̂i i per mesoscopic volume V :
M=

1 X
hµ̂i i .
V i

(2.24)

As seen in Eq. 2.8, orbital and spin magnetic moment both contribute to the total
electron magnetic moment. However, in a solid, the orbital part is often largely
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quenched due to the orbital bonding [Stö07]. In the classical ferromagnets Co, Fe,
and Ni it accounts for less than 10 % of the entire magnetic moment. Also, nuclear
magnetic moments can be neglected since they are typically orders of magnitudes
smaller than the electron spin magnetic moments [Stö07].
To describe magnetic ordering, two models have proven especially useful covering
two limiting cases: localized and itinerant magnetic moments.
Localized moments: Heisenberg model. The simple situation of the above example (exchange interaction in a Helium atom) can be generalized to many electron
spins in a solid. A crucial assumption is the localization of the individual electrons
at a certain lattice site. In this case, the exchange term in the Hamiltonian prevails
its simple form of Eq. 2.23 and can be written as [Whi72]
solid
= const. −
Hex

where S =

P

X
α>α0 ,n,n0

nn ,αα
Jex
S α · S α0 /h̄2 ,
0

0

(2.25)

si is the total electron spin at each lattice site α with the electron

i

in the orbital state n. For simplicity, we have made the transition from the quantum mechanical operators to their expectation values as representing the physical
observables because the system contains many particles. Equation 2.25 is known as
the Heisenberg exchange Hamiltonian. Although it is only valid under quite restrictive assumptions, it has proven to be very useful as the starting point for studies of
magnetic phenomena especially in insulators [Whi72].
In many cases, it is sufficient to restrict Eq. 2.25 to nearest neighbor interaction
(since the overlap integral of electronic wave functions decays exponentially) and to
the case of the lowest lying orbital states (low temperature limit). By neglecting
the spin-independent energy offset, the Heisenberg Hamiltonian then reduces to the
simple form
X
eff
Hex
= −Jex
S α · S α0 /h̄2 ,
(2.26)
α>α0

where the summation includes nearest neighbors only [Nol09]. In the following,
Equation 2.26 will be referred to as the Heisenberg exchange Hamiltonian and Jex
will be called the exchange constant which, in general, can take negative and positive
values [Whi72].
Thus, two limiting cases of magnetic ordering can be distinguished: ferromagnetic
(parallel orientation of neighboring spins) for Jex > 0 and antiferromagnetic (antiparallel orientation of neighboring spins) for Jex < 0. If the solid consists of more
than one magnetic sublattice, a ferrimagnetic ordering can arise in which the two
magnetic sublattices have an opposite orientation but do not exactly cancel each
other [Nol09].
Experimentally measured direct exchange constants between neighboring spins in,
for instance, the ferrimagnetic insulator yttrium-iron garnet are on the order of millielectronvolts [Che93]. Importantly, the Heisenberg model is strictly only valid for
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localized magnetic moments, i. e. for insulators. However, magnetic interactions in
metals can often be mapped onto an effective Heisenberg Hamiltonian. For instance,
calculated exchange constants for the ferromagnetic metals Ni, Co, and Fe, are on
the order of 10 meV and the sum over all nearest neighbors is on the order of 100 meV
[Stö07].
Apart from the direct exchange interaction, exchange coupling may also occur
through various indirect mechanisms. These include super exchange, double exchange, sd-exchange, and Ruderman–Kittel–Kasuya–Yosida (RKKY) exchange which
can mediate spin interactions in metals and insulators [Nol09].
Itinerant moments: Stoner model. The Stoner model is a classical model to predict if a solid with delocalized electrons shows spontaneous ferromagnetic ordering
[Stö07] (see Fig. 2.4).
It assumes separate band structures for the d-like spin-up and spin-down states
(defined by the direction of an external magnetic field B ext ). Depending on the
strength of the exchange interaction (see Eq. 2.26) and on the density of states
at the Fermi energy, it can be energetically favorable that the two spin channels
are split by an energy ∆Eex . This leads to a population asymmetry (majority and
minority spins) and causes a finite spin polarization of the d-like charge carriers near
the Fermi energy. If a charge current is passed through the system (typically carried
by delocalized sp-electrons), it can become spin-polarized through interactions with
the more localized d-electrons [Cha07b].
Typical experimental values of the exchange splitting ∆Eex in metals are on the
order of 1 eV [Moh06].

ext

Energy
spin up

spin down

ex

Figure 2.4.: Stoner model of ferromagnetism. A model band structure
(only d-like bands shown) of a metallic
ferromagnet subject to an external magF
netic field B ext . The two spin channels
(spin up/down) are split by an exchange
energy ∆Eex and populated up to the
Fermi energy εF . The population asymmetry leads to majority (blue) and miDensity
of states nority (red) spins, resulting in a net spin
polarization of the electrons in the d-like
bands near εF .

Temperature dependence. As the exchange interaction (see Eq. 2.26) competes
with other energies in a solid, one observes a drastic dependence of the magnetization (see Eq. 2.24) on the temperature. Consequently, there exists a critical
temperature Tcrit above which the magnetic order vanishes. In ferro-/ferrimagnets,
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it is called the Curie temperature TC , whereas in antiferromagnets, it is known as
the Néel temperature TN . The magnetization is often found to follow a temperature
dependence proportional to (Tcrit − T )α where α is called critical exponent [Stö07].

Magnetic anisotropy and hysteresis. In a real solid, that is, with finite dimensions, a spatially uniform magnetization would cause large stray fields around the
solid, which is energetically unfavorable. Therefore, the uniform magnetization
breaks up into magnetic domains. These are macroscopic parts of the solid in which
the magnetic moments align uniformly. They orient among each other in such a way
that the total magnetization and thus the stray field around the solid are minimized.
This situation may change in the presence of an external magnetic field, favoring a
uniform (single-domain) magnetization [Stö07].
The dependence of the magnetization on an external magnetic field is called a hysteresis curve (see Fig. 2.5). The width of such a curve is called the coercivity and it
describes how resistive the magnetization is against an external field. The height of
the hysteresis is called the saturation magnetization. The energy it takes to reverse
a solid’s magnetization is proportional to the area under the hysteresis loop.
The detailed shape of the hysteresis crucially depends on material properties and the
sample geometry. As seen above, the exchange interaction is isotropic. However, due
to SOI and spin-spin magnetic dipole interaction, also anisotropic spin-dependent
energy terms may appear (see Eq. 2.15). This can cause energetically favored
directions of the magnetization [Stö07].

M
Msat
Bcoer
0

Bext

Figure 2.5.: Magnetic hysteresis curve.
Typical dependence of the magnetization M
on the external magnetic field Bext . The
width is called coercivity (Bcoer ) and the
height is called saturation magnetization
(Msat ).

2.4. Spin dynamics
So far, we have considered equilibrium states of the spin system only. However, to
eventually manipulate and control electron spins, their dynamics are essential.

19

Chapter 2

Theoretical background

2.4.1. Spin precession
In quantum mechanics, the Ehrenfest theorem states that the time evolution of the
expectation value of an operator is given by the expectation value of its commutator
with the Hamiltonian [Nol09]. For a single electron spin, it reads
iE
d
i Dh
hŝi =
Ĥ, sb ,
dt
h̄

(2.27)

where h...i denotes the quantum mechanical expectation value.
We concentrate for the moment on the special case of an externally applied timedependent classical magnetic field B ext (t). By considering the Zeeman term, i. e.
Ĥ = ĤZ = ge µB h̄−1 ŝ · B ext (t) (see Eq. 2.7), it can be shown [Lak11] that using the
spin commutation relations (Eq. 2.4), the spin dynamics are given by
ge µB
d
hŝi = −
hŝi × B ext (t) .
dt
h̄

(2.28)

Equation 2.28 describes an undamped precession of the spin around an external
magnetic field at a characteristic frequency ωL = µB Bext /h̄ which is called the Lamor
frequency [Mon16].
In the following, we omit the quantum-mechanical operators and only consider their
expectation values as the representation of the classical physical variables, e. g.
hŝi → s.

(2.29)

In the many-electron system, the Hamiltonian (Eq. 2.15) contains additional spindependent terms. Phenomenologically, they can lead to isotropic and anisotropic
exchange terms (see Section 2.3.3), as well the magneto-elastic and the demagnetization contributions [Whi72]. The net effect of all these additional energy terms in
the Hamiltonian H is that the spin precesses around an effective field given by
B eff =

h̄ ∂H (s)
.
ge µB ∂s

(2.30)

Here, H (s) is the spin-dependent energy of the system [Mae17b]. As a result,
various torques can act on the spin via B eff such as spin-orbit or exchange torques
[Man09].
Note that s is just one spin at site i and its motion depends on all other spins at
sites j 6= i.
Precessional damping. It is an empirical fact that the disturbed (i. e. precessing)
system will eventually return to equilibrium meaning that a damping term needs to
be added to Eq. 2.28. It can be understood by considering the interaction of the
spin system with other degrees of freedom (also called baths) such as the crystal
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lattice or orbital degrees of freedom [Eva14]. Accordingly, it results from a coupling
of the spin system to the bath and the corresponding back action. The interaction
of the spin to the bath alters the effective field given by
B eff → B eff + ∆B eff .

(2.31)

In linear response theory, ∆B eff can be related to s by a convolution (see App. A.2)
with a linear response function χbath :
∆B eff = χbath ∗ s =

Z ∞
−∞

dt0 χbath (t0 ) s (t − t0 ) .

(2.32)

Here, the symbol ∗ denotes the convolution. Thus, ∆B eff depends on past events at
times (t − t0 ) weighted by χbath . By expanding s (t − t0 ) in Eq. 2.32 up to first order,
i. e. s (t − t0 ) ≈ s (t) + ṡ (t) (t − t0 ), we can rewrite the effective-field correction as
∆B eff = a1 s (t) + a2 ṡ (t) ,

(2.33)

where ai are constants given by χbath .
By inserting this result into Eq. 2.28, we obtain
ṡ =

ge µB
(s × B eff + a2 s × ṡ) .
h̄

(2.34)

In this equation, the first term induces the precessional motion and is referred to as
the field-like torque. The second term in Eq. 2.34 causes damping of the precession
and is called the damping-like torque.
To see the effect of the damping term in Eq. 2.34 in more detail, we note that the
energy dissipation is given by
dH
dH
=
· ṡ ∝ B eff · ṡ.
dt
ds

(2.35)

Thus, only the damping term in Eq. 2.34, which contains the memory of the past
(t0 < t), can relax the spin precession through the interactions of the spin system
and the bath degrees of freedom.

2.4.2. Landau-Lifshitz-Gilbert equation
In systems involving many spins, one is typically interested in the dynamics of
the normalized average magnetization, the so-called macrospin, given by m =
PN
i=1 µi /N µs , where µi is the local magnetic moment and µs is the electron spin
magnetic moment (compare with Eq. 2.5) [Atx16]. It can be shown [Gil04] that the
dynamic equation of m for T  TC has an analogous form as for a single spin (Eq.
2.34). The resulting Landau-Lifshitz-Gilbert (LLG) equation reads
∂m
∂m
= −γG m × B eff + α |γG | m ×
,
∂t
∂t

(2.36)
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where γG = γ/(1 + α2 ) with the gyromagnetic ratio γ and the Gilbert damping
parameter α. Conceptually, the damping term (i. e. the second term in Eq. 2.36)
describes the dissipation of energy and angular momentum of macroscopic motion to
microscopic thermal motion (coupling to the baths of conduction electrons, phonons,
and magnons) [Atx16]. In real systems, however, details of the damping are typically
very complex [Gil04].
A qualitative picture of the magnetization dynamics resulting from Eq. 2.36 is given
in Fig. 2.6. Importantly, the LLG equation (Eq. 2.36) preserves the length of m
[Mon16].

Figure 2.6.: Magnetization dynamics. Schematic
of the dynamics of the macrospin m according to the
Landau-Lifshitz-Gilbert equation (see Eq. 2.36). The
effective magnetic B eff exerts a torque ∝ B eff × m
on m, resulting in a precessional motion. Meanwhile, dissipation causes an additional damping torque
∝ m × ṁ, eventually leading to a parallel alignment
of the magnetization and the effective field.

2.4.3. Magnons
The Heisenberg exchange Hamiltonian (Eq. 2.26) favors a collinear spin orientation
at T = 0 K. However, for T > 0 K, thermal excitations will diminish the spin
ordering. Consequently, small transverse components appear, which can be treated
as a superposition of harmonic modes called spin waves or magnons.
To understand their origin, we note that in a solid, the spins do not only follow the
damped precessional motion described by Eq. 2.34 but are also coupled to neighbor
spins by for instance the exchange interaction (see Section 2.3.3) [Whi72]. Thus, the
perturbation of a single spin will lead to a collective response of the spin system.
A systematic derivation follows a harmonic approximation of the spin Hamiltonian
(see Eq. 2.26) [Kit05]. We consider a spin at site α interacting only with nearestneighbor spins at sites α ± 1 described by the Hamiltonian
ex

nn
Ĥex
= −Jex ŝα · (ŝα−1 + ŝα+1 ) /h̄2 =: ŝα · B̂ α ,

(2.37)

ex

where we have defined the effective exchange field as B̂ α = −Jex (ŝα−1 + ŝα+1 ) /h̄2 .
The corresponding spin dynamics can be obtained by an Ehrenfest equation of motion. A similar problem has been considered in Section 2.4.1 and the solution is a
ex
precession of the spin around B̂ α :
iE
ex E
i Dh nn
ge µB D
d hŝα i
=
Ĥex , ŝα =
ŝα × B̂ α .
dt
h̄
h̄
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(2.38)

2.4 Spin dynamics
By evaluating Eq. 2.38 for the different components of hŝα i under the assumptions
x
that sx,y
α  sα , neglecting terms in the z-component containing products of s and
y
s , and replacing the operators by their expectation values, we obtain the three
coupled equations [Kit05]:
d x
Jex ge µB
sα = −
(2syα − syα−1 − syα+1 )
dt
h̄

d y
Jex ge µB  x
sα = −
2sα − sxα−1 − sxα+1
dt
h̄
d z
s =0.
dt α

(2.39)

We are interested in solutions that describe traveling waves proportional to
exp [i (αka − ωt)], where a is the lattice constant and k is the length of the wave
vector [Kit05]. It can be shown that the system of coupled Equations 2.39 has
nontrivial solutions if
ka1

ω = −2Jex ge µB [1 − cos (ka)] ≈ −Jex ge µB a2 k 2 ,

(2.40)

where the latter approximation is the long wavelength limit [Kit05]. Thus, the
single spins follow a circular motion with frequency ω ∝ k 2 in the x-y-plane diminishing effectively the z-component (although this has been explicitly neglected in
our derivation). Such collective excitations of the spin system are called magnons.
In a ferromagnet, the lowest spin angular momentum carried by a magnon is the
equivalent of flipping a single spin, i. e. ±h̄. Thus, magnons carry an integer spin
and obey Bose statistics [Kit05]. Their energy is quantized and given by


εmag = nmag +

1
h̄ω,
2


(2.41)

where nmag is the occupation number of a certain magnon [Kit05].
The above considerations are only valid for perfectly ferromagnetic systems. The
situation becomes more involved for systems with more than one magnetic sublattice,
e. g. ferri- and antiferromagnets [Cot86].

2.4.4. Spin currents and torques
So far, we were mainly concerned with the directional dynamics of spins (i. e. no
translational motion). However, in spintronics the spatial dynamics, that is, the
flow of spin angular momentum through space, is also of crucial importance.
As seen in Section 2.3.3, an electrical current in a magnetically-ordered solid may
become spin-polarized. On the other hand, pure spin currents may result from a
counter-flow of spin up and spin down electrons that exactly cancels the charge
current (see Fig. 2.7a). In addition to such conduction electron spin currents,
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there is an additional channel for the transport of spin angular momentum, that is,
magnon spin currents (see Fig. 2.7b and Section 2.4.3).
In the following, we want to formulate an equation for spins similar to the continuity
equation known for charges [Mae17b]. In contrast to the charge current (a vector),
the spin current is a tensor of 2nd rank. It contains the direction of flow and the
spin polarization (see Fig. 2.7). However, the spin is not a conserved quantity, only
its length remains constant (i. e. h̄/2) [Sun05].
Thus, the spin magnetic moment µs has two possible kinds of motion: a translational and a rotational. To describe the vector flow, essentially three quantities are
required: the local magnetization M (see Eq. 2.24), the linear velocity v, and the
angular velocity ω [Sun05]. It can be shown that the continuity equation for the
local spin density then reads [Sun05]:
dM
= −∇ · v ⊗ M + ω × M ,
(2.42)
dt
where (v ⊗ M )ij = vi Mj are the tensor elements of v ⊗ M . The first term of Eq.
2.42 describes the translational motion and the second term the rotational motion
(i. e. spin torques). By defining the linear current density as j s := v ⊗ M and the
angular current density (i. e the torque due to field ω) as j ω := ω × M , Eq. 2.42
turns into
dM
= −∇ · j s + j ω .
(2.43)
dt
This equation for the spin density very much resembles the charge continuity equation. However, an important difference is that the linear current density is not
conserved. Instead, we find in the steady state: ∇ · j s = j ω . This means that
torques acting on the local magnetic moments (represented by j ω ) can be sinks or
sources of the linear current density even in the steady state [Sun05].
However, it should be noted that the above considerations are only valid in the
nonrelativistic limit [An12, Rüc17]. In the relativistic treatment, Eq. 2.43 is reformulated in terms of the total angular momentum current density. Details can be
found in [An12].
In summary, we see that the spin can be changed by two distinct mechanisms: spin
torques (j ω = ω × M ) and spin transport (∇ · j s ). It should finally be noted
that transport of spin angular momentum in insulators is mediated by magnons
(see Section 2.4.3 and Fig. 2.7b), whereas in metals, it is dominated by conductionelectron spin currents (see Fig. 2.7a).

2.5. Spintronic transport effects
Spintronic devices rely on an efficient generation, transport, and detection of spin
currents [Sin15]. These functionalities can be implemented by different spintronic
effects that will be discussed in the following.
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a

Conduction electrons

b

Magnons

s

s

Figure 2.7.: Conduction-electron and spin-wave spin currents. a, Spin current j s in a
metal carried by conduction electrons through diffusive motion. Electrons having opposite spin
polarization flow in opposite directions, thereby leading to a pure spin current. b, Magnon spin
current carried by a collective magnetic moment precession which is also known as a spin wave.
Figure redrawn from [Kaj10].

As seen above, SOI has two important consequences: On one hand, it can lead to
torques and induce a precession of the electron spin. On the other hand, it can
influence the orbital motion of electrons resulting in the transport of spin angular momentum. The latter includes the spin-dependent Hall effects and the spin
(-dependent) Seebeck effect that will be discussed below.
Generally, spin-dependent forces can modify spin transport. The corresponding
Newton’s law reads
mr̈ = F (s, r, t) .
(2.44)
As shown by a classical treatment [Chu07], SOI can result in a spin-dependent
Lorentz-like force
e
orb
(2.45)
F ∝ v × B so,
eff
c
orb
on the orbital motion with the effective spin-orbit field B so,
∝ ∇ × (s × E). It
eff
causes a spin-dependent deflection of moving electrons enabling important spintronic
phenomena such as the anomalous Hall and the spin Hall effect (see Fig. 2.8).
orb
The spin-orbit field B so,
that acts on the orbital motion of the electron must be
eff
differentiated from the one acting on the directional dynamics of the electron spin,
s
that is, B so,
eff .

The SOI-Hamiltonian H = s · B so
eff (see Section 2.3.2 and Eq. 2.10) leads to a torque
on the spins of the form (see Section 2.4.1)
jω ∝ s ×

s
B so,
eff

v
,
∝s× E×
c




(2.46)

which is known as the spin-orbit torque [Man09].
In the following, we classify important spintronic effects by the mediator of the
spin current (i. e. electronic or magnonic spin currents) and by the stimulus (e. g.
heat-driven or electric-field-driven).
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Field-driven effects. The most prominent field-driven spintronic phenomena are
the spin-dependent Hall effects [Sin15], i. e. the anomalous Hall, the spin Hall effect and its inverse. Importantly, their realization is not limited to DC driving
currents. As we shall see later, free-space THz electromagnetic pulses may drive
ultrafast charge currents in the studied material. This allows for the realization of
the anomalous Hall effect and the current induced Néel spin-orbit torque [Jun16] at
THz speeds.
Another important class of field-driven spintronic transport phenomena occur in
heterostructures involving magnetic materials. An example are magneto-resistance
effects such as the giant, tunneling, and spin-Hall magneto-resistance [Nak13, Bai88,
Bin89, Jul75]. They manifest themselves as a dependence of the electrical resistance
on the magnetization state of the individual constituents.
Another example is spin pumping and its inverse, the spin transfer torque effect. In
spin-pumping experiments, a coherent precession of the magnetization in one of the
layers is driven by an external microwave field. The damping-like torque acting on
the precessing magnetization (see Eq. 2.36 and Fig. 2.6) results in the emission of
a spin current, polarized perpendicular to the magnetization, into an adjacent layer
[Mos10].
Thermal effects. So far, only electric fields, that is, gradients of electrostatic potentials, have been considered as the driver of spintronic effects. However, temperature gradients can also give rise to interesting phenomena, as explored in the field
of spincaloritronics. Such heat-driven effects allow for the transport of spin and are
even found in insulators.
Depending on the mediator of the spin current, two prominent spincaloritronic effects can be distinguished: The conduction-electron-mediated spin-dependent Seebeck effect (SDSE) and the magnon-mediated spin Seebeck effect (SSE; see Fig.
2.7). In heterostructures, these thermal effects can be enhanced due to the breaking
of inversion symmetry.
For the experimental realization of the ultrafast SSE and SDSE, we use ultrashort
optical laser pulses which induce a nonequilibrium state in a magnetic heterostructure on a femtosecond time scale. As will be shown later, the photo-induced SSE
and SDSE currents can be monitored by THz-emission spectroscopy.

2.5.1. Spin-dependent Hall effects
In the ordinary Hall effect, the Lorentz force deflects moving charges transversely to
their velocity and to an external magnetic field. In close analogy, the effective spinorbit field results in a spin-dependent electron deflection (see Eq. 2.45). In magnetic
materials this results in the anomalous Hall effect (AHE) whereas in nonmagnetic
materials it is known as the spin Hall effect (SHE; see Fig. 2.8). In spintronics,
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a

Hall effect
c

b

Anomalous Hall effect
c

c

Spin Hall effect
c

𝒔

Figure 2.8.: Hall effects. a, In the ordinary Hall effect, the Lorentz force deflects charges transversely to the direction of the driving charge current j c and to the direction of the external
magnetic field B ext , giving rise to a Hall charge current j HE
c . b, In a magnetic material (magnetization M 6= 0), the anomalous Hall effect induces a transverse spin-polarized charge current
(i. e. a transverse charge and spin current j AHE
c,s ). c, In a nonmagnetic material, the spin Hall
effect induces a transverse spin current j SHE
.
In b and c, an effective spin-orbit field causes the
s
spin-dependent deflection in analogy to the external magnetic field B ext in the Hall effect (a).
Figure redrawn from [Cha16].

both effects and the inverse SHE (ISHE) are employed for the mutual conversion of
charge and spin currents.
Importantly, the AHE describes a charge-to-charge conversion, whereas the SHE
describes a charge-to-spin conversion. In contrast to the charge, the spin is not a
conserved quantity in a closed system, making the theoretical understanding of the
SHE more involved [Sin15].
In modern theories [Sin15], the different contributions to the spin-dependent Hall
effects (AHE, SHE and ISHE) are classified with respect to their dependence on the
electron momentum scattering time τ . For this purpose, the disorder in a solid is
treated perturbatively with respect to τ .
In general, the spin-Hall-conductivity tensor σ SH can be defined by
js,ij =

X

SH
σijk
Ek ,

(2.47)

k

with the electric field E.
The spin Hall conductivity consists of three parts:
σ SH = σ INT + σ SS + σ SJ .

(2.48)

The intrinsic contribution σ INT is already present without any disorder and thus
independent of τ . There are two disorder-induced contributions to the spin Hall
conductivity: The skew scattering contribution σ SS is defined as the term that scales
linearly with τ , whereas the side-jump contribution σ SJ is defined as the term independent of τ . A pictorial representation of the different (historically-derived)
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contributions is given in Fig. 2.9. However, it should be noted that the mechanisms
shown in Fig. 2.9 differ in the detailed τ -dependence from the above definition (Eq.
2.48) within the modern theoretical framework [Sin15].
Importantly, the spin-dependent Hall effects cannot be entirely explained by semiclassical approaches such as Boltzmann theory. As we will see, they are instead
a consequence of coherent band mixing effects. This makes their treatment more
involved than classical diagonal single-band transport [Sin15].
a

Intrinsic deflection

b

Skew scattering
Impurity

c

Side-jump scattering

Figure 2.9.: Schematic of the spin-Hall-effect mechanisms. Three distinct spin-deflection
mechanisms historically evolved: a, The intrinsic contribution to the SHE is a direct consequence of
the perfect crystal lattice and induces an additional spin-dependent velocity component transverse
to the drift velocity along the driving electric field E. b, The skew scattering describes the spindependent inelastic scattering off impurities. Two main contributions can be distinguished: The
first is in close analogy to the Mott scattering [Mot29], where the SOI is solely included in the
impurity potential. The second arises due to the scattering of charge carriers moving in a spin-orbitcoupled band structure off an impurity without SOI. c, The side-jump scattering also describes
the electron scattering off an impurity but it conserves the electron momentum. Electrons get
displaced in the direction transverse to their velocity and dependent on their spin. Figure redrawn
from [Nag10].

Intrinsic mechanisms
SOI-induced spin-dependent scattering in a solid is much richer than the Mott scattering of atoms in vacuum, as it entails a contribution that originates from the
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perfect crystal lattice only and does not require any scattering [Sin15]. As observed
in early works on the intrinsic AHE [Kar54], electrons traveling through a solid can
be subject to an internal spin-orbit force (in addition to an external magnetic field).
This force is similar to the classical Lorentz force in which the external magnetic
field is replaced by a SOI-induced effective field resulting in an additional, transverse
electron velocity (see Fig. 2.9a and Eq. 2.45).
The emergence of this anomalous velocity might be understood by considering an
electron in a periodic lattice where its state is represented by a Bloch wave function
(see Section 2.2). The time evolution of the position hr̂ e i of an electron wave packet
centered at wave vector k can be found from the Ehrenfest theorem [Ong06]:
v e :=

iE
i Dh
1
d
hr̂ e i =
E × Ω (k) .
Ĥ, r̂ e = ∇h̄k εn,k +
dt
h̄
h̄




(2.49)

In Eq. 2.49, the first term is the ordinary band velocity whereas the second term
is called the anomalous velocity. It includes the Berry curvature Ω (k), which is a
gauge-invariant representation of the geometrical properties of the Bloch electrons in
the band structure and it is strongly enhanced near avoided electron-band crossings
[Sak95, Mae17b, Fre10]. The resulting anomalous velocity is oriented perpendicular
to both, the applied electric field E and the electron band velocity ∇h̄k εn,k . This
extra term takes the form of the classical Lorentz force, where Ω (k) acts as a
magnetic field in momentum space [Ong06].
The intrinsic spin Hall contribution can be calculated accurately by ab initio methods within the framework of linear response theory by the Kubo formula [Kub57].
It can be shown [Wei11, Yao04] that the (anomalous-Hall) charge-current response
to an electric field is directly proportional to the Berry curvature and given by
int
σxy
=−

e2 Z d3 k X
(fn − fm )Ωnm,z (k)
2h̄ (2π)3 n6=m

X
e2 Z d3 k
vnm,x (k) vmn,y (k)
=
(fn − fm )
,
3 Im
h̄
(2π)
(ωn − ωm )2
n6=m

(2.50)

where the indices n and m run over all electronic bands, whose occupation is described the Fermi function f (see Eq. 2.2). The summation further includes the
matrix elements vnm,i = hv̂nm,i i of the velocity operator v̂i = ∂ h̄ki Ĥ and the eigenfrequencies are ωn = εn,k /h̄.
Note that Eq. 2.50 is only valid for a DC driving field. However, for ω > 0 a
similar expression can be derived [Opp91]. Moreover, the effect of finite temperatures
might be considered by including a phenomenological band broadening in the energy
denominator of Eq. 2.50 [Opp91].
As is evident from Eq. 2.50, the intrinsic deflection mechanism arises from all
occupied states. This contrasts with the diagonal transport which only depends on
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the occupied states near the Fermi energy (see Section 2.1). Remarkably, it can
even be shown that the intraband contributions in Eq. 2.50 exactly cancel [Opp91].
The intrinsic mechanism tends to dominate in systems with large SOI [Sin15].
Extrinsic mechanisms
Skew scattering. As the diagonal conductivity, the skew scattering mechanism is
proportional to τ . Therefore, it tends to dominate for small disorder. As seen in
Fig. 2.9b, it involves a momentum change of the electron depending on its spin.
Two main contributions to σ SS can be distinguished: electrons scattering off an
impurity with strong SOI or electrons moving in a spin-orbit-coupled band structure scattering off an impurity without SOI. The former is closely related to Mottscattering (see Section 2.3.1). Thus, it also appears in Boltzmann theory without
taking interband-coherence effects into account. However, theoretical predictions
crucially rely on treating the disorder correctly [Sin15].
Side-jump scattering. In the modern parsing, the side-jump contribution is independent of τ and given through the above definitions by the relation
σ SJ = σ SH − σ INT − σ SS .

(2.51)

The mechanism that is historically-connected with side-jump scattering is depicted
in Fig. 2.9c and can be understood as a lateral spin-dependent displacement of a
Gaussian wave packet upon scattering off a spherical impurity with SOI. However as
pointed out in Ref. [Sin15], in systems with strong SOI, also the spin-orbit-coupled
part of the wave packet itself contributes to σ SJ .
The side-jump mechanism is an elastic scattering process. The electron keeps its
energy and momentum but is displaced in the transverse direction. The displacement is the same but opposite in sign for opposite spins (so the total momentum is
conserved, contrary to skew scattering) [Sin15].
The fact that this contribution derives from impurities but does not depend on their
density, probably makes it the most intriguing mechanism [Wei11].
Relative strengths of the spin Hall mechanisms
A way to estimate the relative strengths of the spin-Hall-effect mechanisms is to
distinguish between the regimes of strong and weak disorder (small and large τ ,
respectively). Experimentally, a strong dependence of the off-diagonal conductivity
on the diagonal conductivity could be observed as the sample temperature (and
thereby τ ) was varied [Miy07]. In the weak disorder regime (large τ ), the spin
Hall conductivity will be dominated by the mechanism proportional to the electron
lifetime, i. e. the extrinsic skew scattering mechanism. In the limit of strong disorder,
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on the other hand, side-jump and intrinsic contributions will dominate the spin Hall
response as they are independent of the electron lifetime. Their relative sizes depend
on specific material parameters [Sin15]. However, it has been shown experimentally
[Dhe67] and theoretically [Wei11] that in transition metals, the intrinsic contribution
tends to be much larger than the side-jump mechanism.

2.5.2. Spincaloritronic effects
a

Seebeck effect

Metal 1 Metal 2

b

Spin-dep. Seebeck effect

Magn. metal

c

Spin Seebeck effect

Magn. insulator

Figure 2.10.: Seebeck effects. a, In the Seebeck effect, a temperature gradient ∇T in a solid
leads to charge redistribution along the gradient. If two metals with different Seebeck coefficients
K1,2 are electrically connected, a charge current flows proportional to ∇T ·(K1 − K2 ). b, The spindependent Seebeck effect can be observed in metals with a net magnetization. In analogy to the two
materials in the classical Seebeck effect, the two spin species, called up and down, possess different
Seebeck coefficients Kup,down . This causes a spin-polarized charge current along and proportional
to ∇T · (Kup − Kdown ). For clarity, the two spin channels are laterally displaced c, The spin
Seebeck effect describes the appearance of a pure spin current carried by magnons along and
proportional to ∇T . This effect is also present in metallic magnets, but is typically overwhelmed
by the spin-dependent Seebeck effect. Consequently, it is typically observed in magnetic insulators.
Figure partially redrawn from [Uch08].

The SHE and its inverse (ISHE) are nowadays a standard tool for the measurement of
spin currents, having led to the discovery of the spin Seebeck effect [Uch08] opening
the vibrant field of spincaloritronics [Bau12].
In the Seebeck effect, two metals with different transport properties are brought
into electrical contact. Eventually, a thermal gradient ∇T drives a charge current
in the bulk (see Fig. 2.10a). This effect thus enables the conversion of a temperature
difference into an electrical voltage, which is the basis for thermocouples [Uch08].
Spin-dependent Seebeck effect
In the spin-dependent Seebeck effect (SDSE), a temperature gradient along a magnetic metal, induces a spin-polarized conduction-electron current (see Fig. 2.10b)
[Joh85].
The SDSE can be understood as the unification of the two metals from the Seebeck effect within a single magnetic material [Uch08]: Minority- and majority-spin
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electrons possess different transport properties (see Section 2.3.3) giving rise to a
spin-polarized current along the temperature gradient (see Fig. 2.10b).
Spin Seebeck effect
The spin Seebeck effect (SSE) has been first observed in magnetic insulators [Uch08].
A temperature gradient induces a pure spin current j s in the bulk which is carried
by collective spin waves, so-called magnons (see Section 2.4.3 and Fig. 2.10c). Since
pure spin currents are difficult to detect, the SSE is typically measured with the
help of an additional heavy-metal layer which converts the spin current into a charge
current through the ISHE (see Section 2.5.1).
In such a bilayer system, the SSE spin current inside the metal is thought to arise
from the temperature difference between the metal electrons and the magnetic insulator magnons (TN − TF ) [Ada13].
In the static SSE, the spin current js is given by
js = K · (TN − TF ) ,

(2.52)

where K is the spin Seebeck coefficient. According to theory [Ada13], the SSE is
thought to result from an effective exchange coupling (see Eq. 2.26) across the F/N
interface. Qualitatively, this mechanism is described in Fig. 2.11. However, it is an
open question, how Eq. 2.52 should be modified for time-dependent temperature
variations. We will answer this question in this thesis (see Chapter 8 and App. A.3).

F
Torque

N

Figure 2.11.: Model schematic of the sd-like exchange coupling at the F/N interface in the spin
Seebeck effect. To illustrate the action of the exchange
torque between the spins in the metal (N) and in the magnetic insulator (F), we consider the case of an N-cell spin
perpendicular to the magnetization M of the F layer. An
N-electron entering the interaction region of width 2a induces a fluctuation sN of the total N-cell spin, thereby exerting the effective exchange torque Jsd sN /h̄ on the adjacent F-cell spin sF .

2.6. Light-matter interaction
In this Section, we want to describe the basic interaction of light and matter on
a phenomenological level. This is of crucial importance because ultrashort optical
laser pulses and THz pulses are the experimental tool of choice to study spintronic
effects (see last Section). We will mainly focus on photo-induced currents.
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Apart from its amplitude, a wave (e. g. electromagnetic radiation) is characterized
by two further quantities: the angular frequency ω at which it oscillates in time
and the wave vector k which describes its spatial periodicity. For light, these two
quantities are related by ω = ck, where c is the speed of light in the medium. The
wavelength is related to the wave vector by λ = 2π/k and the energy carried by a
single photon of the light wave is given by h̄ω. Note that the light field is treated
classically throughout this work because we are always dealing with large photon
numbers.
In the following, we will always assume that the spatial component of the electromagnetic wave can be described by a plane wave:
E (ω, k) ∝ E (ω) exp (ik · r)).

(2.53)

This assumption is justified since for all cases in this thesis, the light-beam width
is much smaller than the typical lateral dimensions of the studied samples, and the
studied films are much thinner than the involved wavelengths. Therefore, we can
restrict ourselves to the case of propagation along a certain axis, defined as the zdirection, i. e. k = kêz . We further only consider the case of normal incidence, i. e.
surface normal along z. The case of oblique incidence can be conveniently treated
with a transfer-matrix approach (see below).
A laser pulse results from a superposition of electromagnetic waves spanning a certain spectral bandwidth and can be written in the frequency domain as
E (ω) =

X

Aj (ωj ) e−iωj t + Aj (ωj )∗ eiωj t ,

(2.54)

j

where the coefficients Aj describe the amplitude spectrum of the contributing electromagnetic waves with angular frequencies ωj . The electric field in the time domain
can be obtained by Fourier-transforming Eq. 2.54 (see App. A.1). The bandwidth
and the duration of a laser pulse are closely connected via the uncertainty principle, stating that the product of pulse duration and bandwidth has a lower bound.
Consequently, shorter laser pulses have a larger bandwidth [Boy03].
In the following, we will first consider local light matter interaction before we turn
to the propagation of electromagnetic waves.

2.6.1. Local light-matter interaction
The response of a medium to an electric field can be treated perturbatively if the
external electric field is much smaller than the atomic electric fields (typically on
the order of 109 V cm−1 ) [Boy03]. The macroscopic response of the medium to an
electric field can be described by the polarization it induces. It is defined as the total
electric dipole moment per unit volume. Phenomenologically, it can be expanded
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in powers of the driving field and may be symbolically expressed in the frequency
domain by:
P = 0

∞
X

χ(i) E i .

(2.55)

i=1

The (i + 1)-ranked susceptibilities tensors χ(i) depend on the material [Boy03].
The response of the medium to the magnetic component of the light wave is typically
neglected because the magnetic dipoles cannot follow the fast light field oscillations
[Pas13].
The induced current density is given by
j ind (ω) = −iωP (ω) .

(2.56)

These photo-induced currents provide the essential link to study spintronic transport
phenomena as introduced in Section 2.3.3 using ultrashort laser pulses.
The induced polarization P (or photocurrent j ind ) re-emits electromagnetic waves.
This radiated wave may have an altered spectrum and may even contain additional
frequency components due to higher-order terms in Eq. 2.55. They become increasingly important if the driving fields have large amplitudes as easily achieved with
state-of-the-art lasers [Boy03]. Throughout this work, it will be sufficient to consider
effects up to third order in the expansion of P (see Eq. 2.55). In the following, these
different orders will be discussed separately.
Linear response
The linear term in Eq. 2.55 reads
P (1) (ω) = 0 χ (ω) E (ω) .

(2.57)

The response function χ (ω) is a 3 × 3-matrix. In an isotropic medium, it reduces
to a scalar [Jen37].
Apart from the susceptibility, often other quantities are used to describe the linear
electric response. These include the dielectric function , the refractive index n, and
the electrical conductivity σ. They are related to the susceptibility in the frequency
domain by [Jen37]:
 = 1 + χ,  = n2 , and σ = −i0 ω ( − 1) .

(2.58)

In this way, the induced current density is related to the electric field by
j ind (ω) = σ (ω) E (ω) .

(2.59)

The diagonal components of the conductivity tensor are typically referred to as
the longitudinal electrical conductivity in the sense that it relates to the current
component parallel to the driving field.
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The off-diagonal components, on the other hand, give rise to Hall-like contributions
to the current which are transverse to the driving electrical filed. It can include
contributions from the spin and the anomalous Hall effect as introduced in Section
2.5.1.
The Drude model. A simple model relating the macroscopic response function to
microscopic quantities is the Drude model [Ash98]. Here, electrons are treated as
free independent particles in an isotropic medium. This often resembles conduction
electrons in real metals, where the Drude model has been applied with remarkable
success. When subject to an external electric field E (t), the conduction electrons get
accelerated. Collisions, e. g. with impurities, phonons or other electrons, appearing
at an average rate Γ , randomize the electron velocity v. This friction term causes a
diffusive electron motion characterized by a drift velocity vD [Ash98].
The corresponding equation of motion reads
me v̇ (t) + me Γv (t) = −eE (t) ,

(2.60)

where me is the effective electron mass.
For a driving field oscillating at a frequency ω 6= 0, Eq. 2.60 yields
vD (ω) = −

e/(me Γ )
E (ω) .
1 − iω/Γ

(2.61)

By relating the drift velocity to the current through j = −ene vD [Ash98], where ne
is the electron density, we arrive at the Drude formula for finite frequencies:
σDrude (ω) =

σDC
,
1 − iω/Γ

(2.62)

where the conductivity at ω = 0 is given by
σDC =

e2 ne
.
me Γ

(2.63)

Off-diagonal linear transport. Spin-dependent Hall effects can convert charge currents into transverse spin (-polarized) currents and vice versa (see Section 2.5.1). In
magnetic materials and at optical frequencies, these spin-dependent Hall effects are
better known as the magneto-optical Kerr effect (MOKE) or the Faraday effect
[Stö07]. Macroscopically, they are captured by the off-diagonal components of the
conductivity tensor. In an isotropic magnetically-ordered solid, this tensor reads




σ
σxy σxz

σ
σyz 
σ =  −σxy
,
−σxz −σyz σ

(2.64)
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with the diagonal conductivity σ and the Hall conductivities σij . Note that the
Onsager relations impose σij (M ) = −σij (−M ) [Kit05].
A schematic of the anomalous Hall effect at THz frequencies is depicted in Fig.
2.12. Here, a THz transient drives an in-plane charge current in an out-of-planemagnetized ferromagnetic metal. Consequently, a transverse anomalous Hall current
is induced, and a new electric field component is radiated into the optical far-field. As
a result, the initially linearly-polarized THz field acquires an elliptical polarization
upon traversing the sample.

𝟎


e

𝟎



Figure 2.12.: Anomalous Hall effect at terahertz frequencies. The electric field E of a
linearly-polarized THz pulse drives a y-directed charge current j 0 in the plane a ferromagnetic
sample with out-of-plane magnetization M . Due to the anomalous Hall effect, a transverse, xdirected spin-polarized current ∆j is induced. Consequently, the transmitted field acquires an
elliptical polarization with the two orthogonal electric field components E 0 and ∆E.

Second-order nonlinear response
According to Eq. 2.54, the second-order nonlinear polarization is given by
(2)

Pi

(ω) = 0

3 Z
X

dω1

Z

(2)

dω2 χijk (ω, ω1 , ω2 ) Ej (ω1 ) Ek (ω2 ) .

(2.65)

j,k=1

Importantly, to have a finite second-order nonlinear susceptibility χ(2) , the medium
needs to have a broken inversion symmetry. This can be accomplished by the
bare crystal symmetry or by the presence of additional structures such as interfaces [Boy03].
From Eq. 2.54, it is clear that mixing terms of the form ei(ω1 ±ω2 )t appear in the above
expression for P (2) . These terms are responsible for the generation of difference and
sum frequencies of the driving light field [Boy03].
Of special importance for the field of THz photonics is the difference-frequency
generation. It allows for the conversion of optical laser pulses into THz laser pulses.
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If the mixed frequency components originate from the same driving laser pulse, this
process is called optical rectification [Boy03].
Another effect of interest here is the linear electro-optic effect, in which the refractive
index of a medium is linearly proportional to an applied electric field. In the field
of THz spectroscopy, it allows for the detection of the THz electric field with a
second ultrashort optical laser pulse. The corresponding electro-optic sampling can
be described as a sum-frequency generation between the THz and the probing pulse
[Kam06].
Lastly, also photocurrents are found to depend on the square of the driving electric
field (i. e. light power) and thus obey the symmetries of a second-order nonlinear
response.
Higher-order nonlinear response
Out of the manifold of third-order nonlinear effects, the optical Kerr effect is of
importance within this thesis. It causes a change in refractive index proportional to
the square of the electric field [Boy03].
It is also found in inversion-symmetric media. For isotropic media, the change
in refractive index between the two axes along and perpendicular to the linearlypolarized driving field E (ω) is given by
∆n (ω) = n2 (ω) c0 E 2 (ω) ,

(2.66)

where n2 describes the strength of the nonlinear response [Boy03].
This effect is important for the operation of femtosecond lasers as transient Kerr
lenses represent one way to achieve mode-locking [Fer02b].

2.6.2. Wave propagation
So far, we have only considered the local response of matter to electric fields. Now
we will turn to the propagation of light inside a medium.
For a plane wave propagating in the z-direction, the wave equation in the time
domain as derived from the Maxwell equations reads [Boy03]:
∂ 2z

1 ∂2
1 ∂2
P (z, t) .
− 2 2 E (z, t) =
c ∂t
0 c2 ∂t2
!

(2.67)

It describes the propagation of an electromagnetic wave in time and space inside a
medium.
Accordingly, we find in the frequency domain:
ω2
ω2
∂ 2z + 2 E (z, ω) = − 2 P (z, ω) .
c
0 c
!

(2.68)
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Linear electric polarization
In linear optics, we are concerned with finding a solution of Eq. 2.68 for P containing
only terms linear in E.
In the following, we may restrict ourselves to the case of linearly-polarized E and
P (E), such that EkP (E), as well as to an isotropic, homogeneous, and nonmagnetic medium (i. e. the dielectric function is given by a complex scalar). Thus,
combining Eq. 2.68 with Eq. 2.57, and neglecting vectorial notation, we find
∂ 2z

ω2
+ 2  E (z, ω) = 0.
c
!

(2.69)

The solution of Eq. 2.69 is a plane wave traveling along z:
E (z, t) = E0 exp [i (kz z − ωt)] ,

(2.70)

where E0 is the amplitude and kz is the z-component of the complex-valued wave
vector. The latter is defined by
ω2
(2.71)
k2 = 2 .
c
In the more general case of an anisotropic nonmagnetic medium, the wave vector
will depend on the propagation direction (through ).
In the case of an isotropic magnetic medium, on the other hand, the MOKE (see
Section 2.6.1) may lead to a change of the spatial components of the electric field
with z. Thus, a linearly-polarized wave may become elliptically polarized.
These more complex cases can be treated by a transfer-matrix formalism, which will
be introduced below.

Nonlinear electric polarization
We now allow for a nonlinear polarization but restrict ourselves to the case of
an isotropic nonmagnetic medium, to linearly-polarized E and P (E), such that
EkP (E) and vectorial notation can be neglected.
For a nonlinear electric polarization P NL := P − P (1) , Eq. 2.68 turns into:
∂ 2z

ω2
ω2
+ 2 E (z, ω) = − 2 P NL (z, ω) =: S (z, ω) ,
c
0 c
!

where we have defined the source term S (z, ω).

38

(2.72)

2.6 Light-matter interaction
Analytical solution of the wave equation: a Green’s function approach
An elegant way to solve Eq. 2.72 employs Green’s functions. It can be shown [Mil12]
that if the function Gz0 (z, ω) is a solution of Eq. 2.72 for a delta-like source term
δz0 at z 0 , then the general solution to Eq. 2.72 is given by
E (z, ω) =

Z

dz 0 Gz0 (z, ω) S (z 0 , ω) .

(2.73)

The function Gz0 (z, ω) is called Green’s function, which can be seen as the propagator of the field of a delta-like source at position z 0 to the point of observation
z. The most interesting case for this thesis is the Green’s function of two infinite
half spaces with their interface at z = 0 (see Fig. 2.13). In medium 2, the outgoing
Green’s function reads [Kam06]
Gz0 (z, ω) =

exp (ik2 |z − z 0 |)
[1 + r21 exp (2ik2 z)] .
2ik2

(2.74)

With these tools at hand, we are ready to calculate the wave propagation for some
important examples.
Half space 1

Film stack

Half space 2

Transmission

Emission

Figure 2.13.: Film stack between two half spaces. A film stack of thickness d with the
conductivity distribution σ (z) is located in between two half-spaces 1 and 2 with refractive indices
n1,2 . In the transmission problem (upper part), an electric field Ein is propagating in z-direction
and incident onto the film stack. As a result, it induces the linear polarization P (1) . This re-emits
a wave in the forward and backward direction characterized by the reflection and transmission
coefficients r and t, respectively. Consequently, the incoming wave gets partially reflected (rEin )
and transmitted (tEin ). In the emission problem (lower part), a y-directed charge current density
inside the film stack acts as a source of electromagnetic waves. Two waves get emitted traveling
in the negative (Ef ) and positive (Eb ) z-direction.

Transmission through a thin-film stack. A typical problem in THz spectroscopy
is the transmission of an incoming electric field Ein through a thin-film stack in
between two half spaces (see Fig. 2.13).
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We first consider two infinite half spaces without any film stack, where the wave
equation reads
h
i
∂z2 + k02 (z, ω) E (z, ω) = 0,
(2.75)
and the solution is given by Eq. 2.70.
However, when a film of thickness d is brought into the medium, an additional term
appears in the wave-vector distribution k02 (z, ω) that is given by ∆(k 2 ) = iZ0 σω/c.
Here, we have assumed that the thin film stack, with conductivity σ (z, ω), replaces
the second half space with refractive index n2 ≈ 1 (as for air). Consequently, we
find for the wave equation
∂z2 + k02 (z, ω) + Δ(k 2 ) (z, ω)

h

i



E (z, ω) = 0.

(2.76)

We can bring Eq. 2.76 into the form:
∂z2 + k02 (z, ω) E (z, ω) = S (z, ω) ,
i

h

(2.77)

where S (z, ω) = −Δ(k 2 ) (z, ω) E (z, ω). With the help of the Green’s function
formalism (Eqs. 2.73 and 2.74), we can find the solution to Eq. 2.77 in medium
two (see Fig. 2.13). It is given by the superposition of the incoming wave and an
additional wave due to the thin film stack. We thus find
E (z, ω) = t12 Ein +

Z d
0

dz 0 Gz0 (z, ω) S (z 0 , ω) ,

(2.78)

where the Fresnel transmission coefficient is t12 = 2n1 /(n1 + n2 ) [Jen37] and the
Green’s function of the reference system without metal film is given by Eq. 2.74.
At this point, we make two important assumptions: Firstly, we consider a film
stack much thinner than the wavelength and the attenuation length of the light.
This allows us to approximate all phase factors by 1, resulting in Gz0 (z, ω) ≈
c/[iω (n1 + n2 )]. Secondly, we assume that the electric field E is constant throughout
the thin-film stack.
Consequently, Gz0 and E may be pulled out of the integral on the right-hand side
of Eq. 2.78 to yield:
Z d
0
c
0 iZ0 σ (z , ω) ω
E (ω) = t12 Ein (ω) −
dz
E (ω)
,
iω (n1 + n2 )
c
0

(2.79)

where Z0 = 377 Ω is the vacuum impedance. This finally yields for the transmission
function through the thin film stack
t (ω) :=

E (ω)
2n1
=
.
R
Ein (ω)
n1 + n2 + Z0 0d dz 0 σ (z 0 , ω)

(2.80)

Equation 2.80 may be understood as a generalization of the famous Tinkham formula
[GI57] to a stack of thin films. Notably, in Eq. 2.80, the film stack conductivities
add up to an overall conductance analogous to an electrical parallel connection. In
a sense, the thin film stack forms an effective medium with σ = hσi i [Lal03].
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Emission from a thin-film stack. A further typical problem in THz spectroscopy
is the emission of an electric field by a charge current density −ejc inside a thin-film
stack in between two half spaces (see Fig. 2.13).
We are interested in the radiated field in medium 2 (forward propagating wave). In
this case, the wave equation reads:
h

∂z2 + k 2 (z, ω) E (z, ω) = −eZ0 ωjc (z, ω) /ic =: Q (z, ω) .
i

(2.81)

Following the same perturbational approach as before, we find that the thin-film
stack changes the wave vector landscape to k 2 (z, ω) = k02 (z, ω) + Δ(k 2 ) (z, ω). By
again taking the part containing Δ(k 2 ) to the right-hand side of Eq. 2.81, we find:
E (z, ω) =

Z d
0

dz 0 Gz0 (z, ω) S (z 0 , ω) ,

(2.82)

where Gz0 (z, ω) is again the Green’s function for the reference system without any
film stack (see Eq. 2.74). The source term now contains two terms:
S (z, ω) = Q (z, ω) − Δ(k 2 ) (z, ω) E (z, ω) ,

(2.83)

where again ∆(k 2 ) = iZ0 σω/c, which assumes that the thin film stack, with conductivity σ (z, ω), replaces the second half space with refractive index n2 ≈ 1 (as
for air). Restricting to the case that all involved wavelengths of the electromagnetic
waves and their attenuation lengths are much larger than the film thickness, and
considering the quasi-static limit, i. e. the electric field E is constant within the
heterostructure, Eq. 2.82 turns into:
E (ω) =

Z d
0

eZ0 ωjc (z 0 , ω) iZ0 σ (z 0 , ω) ω
c
−
−
E (ω) ,
dz 0
iω (n1 + n2 )
ic
c
"

#

(2.84)

which is equivalent to
eZ0 0d dz 0 jc (z 0 , ω)
.
E (ω) =
R
n1 + n2 + Z0 0d dz 0 σ (z 0 , ω)
R

(2.85)

General transmission problem: transfer-matrix approach
If the thin-film limit does not apply and if more than one layer is involved in the
transmission process, the problem becomes more involved.
For the simple case of a single film in between two half spaces 1 and 2 (see Fig.
2.13), the solution can be written as
tfilm (ω) = t13 t32 F exp (ikd) ,

(2.86)

where tij = 2ni /(ni + nj ) is the Fresnel transmission coefficient for a wave traveling
from medium i to medium j [Jen37], k = n3 ω/c is the wave vector of the film with
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its refractive index n3 and thickness d. The Fabry-Pérot term F accounts for the
multiple reflections of the wave within the film and is given by
F = (1 − r32 r31 exp (i2kd))−1 ,

(2.87)

where rij = (nj − ni ) /(ni + nj ) is the Fresnel reflection coefficient [Jen37].
For more than one film, an elegant way to solve the problem analytically is a transfermatrix approach, which is even applicable to anisotropic magnetic materials [Zak90].
In general, the Maxwell equations impose certain boundary conditions at the interfaces between two media for the electromagnetic fields: The continuity of the electric
field E itself and of its derivative ∂ z E along the surface normal of the film [Boy03].
Based on these conditions, the transmission problem can be cast into a multiplication of matrices which involve two steps: the transmission from one medium into
another, and the propagation inside a medium. The detailed expressions for these
matrices may be found in [Zak90].
Accordingly, with the help of the transmission matrix D and the propagation matrix
P of the single layers, the complete transfer matrix T of the film stack composed of
i − 1 layers might be constructed as
−1
−1
T = D−1
1 D 2 T 2 D 2 ...D i−1 T i−1 D i−1 D i ,

(2.88)

where D1 and Di are the transmission matrices of the two outer half spaces. By
writing the (4 × 4) T -matrix in terms of four (2 × 2)-matrices G, H, I and J as
T =

G H
I J

!

,

(2.89)

it can be shown [Zak90] that the transmission and reflection coefficients can be
obtained from
!
tss tsp
= G−1
(2.90)
tps tpp
and
rss rsp
rps rpp

!

= IG−1 ,

(2.91)

where the subscripts s and p refer to the polarization directions of the electric field
perpendicular and parallel to the plane of incidence, respectively.
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To access spin and charge dynamics on the femtosecond time scale, an all-optical
approach involving optical and THz pulses is chosen. Two basic operational modes
of a THz spectrometer can be distinguished: First, the THz-emission mode, in which
a femtosecond optical pump pulse triggers the emission of a THz transient, which
is directly measured and contains information on the charge and spin dynamics in
the emitter. Second, the THz transmission mode, in which optical properties of a
material in the THz range can be characterized by sending a THz pulse through the
studied sample. In all cases, the detection is implemented via the linear electro-optic
effect (see Section 2.6.1) enabling electro-optic sampling.

3.1. Laser systems
A laser consists of an active medium, a device creating a population inversion inside
that medium (pump), and an optical cavity. Under these circumstances, the process
of stimulated emission can result in the amplification of coherent radiation [Fer02b].
If the active medium has a large gain bandwidth and the different laser modes
are mutually phase locked (mode locking), femtosecond-pulsed operation can be
achieved. Within this thesis, the laser medium capable of sustaining femtosecondpulsed operation is titanium-doped sapphire (Ti:Sapphire), which has a gain from
670 to 850 nm [Fer02b].
Two complementary laser systems are operated: A high-repetition-rate, low-pulseenergy system, and a low-repetition-rate, high-pulse-energy system. The latter is
used to create strong THz fields which allow not only for probing but also for driving
elementary excitations in solids [Kam13b]. However, if low THz peak fields are
sufficient, as for most experiments within this thesis, the oscillator-based setup (high
repetition rate, low pulse energy) has the big advantage of being substantially easier
to operate while delivering a similar or even better signal-to-noise ratio compared
to the amplified laser system. Importantly, the oscillator-derived laser pulses offer a
large bandwidth, thereby allowing for short pulses and a time resolution as fine as
10 fs [Bra16a].
High repetition rate laser oscillator. The high-repetition-rate laser oscillator
(Femtosource M1, Spectra-Physics) is shown in Figure 3.1. It is pumped by a
continuous-wave Nd:YVO4 laser at a wavelength of 532 nm. Mode locking is achieved
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by a passive scheme relying on Kerr lensing (see Section 2.6.1), in which a transiently
induced lens favors amplification of the most intense modes. To control the laserpulse duration, chirped mirrors are used for dispersion compensation. This laser
system can generate ultrashort laser pulses with a central wavelength of 800 nm,
a duration of 10 fs, a pulse energy of 11 nJ, and a repetition rate of 75 MHz. The
output is split at a ratio of 80:20 to seed the THz generation and detection path,
respectively. More details on this laser system are provided in [Bra16a].
FM2

Ti:Sa

532 nm

FM1
Lense
CM2

OC
ECDC

Pump laser: Nd:YVO4
532 nm, 6.75 W
CM1
EM

Oscillator pulses
11 nJ @ 75 MHz,
800nm, 10fs

Figure 3.1.: Megahertz laser oscillator. The active medium, a titanium-doped sapphire crystal
(Ti:Sa), is optically pumped with a continuous-wave Nd:YVO4 laser at a wavelength of 532 nm.
The optical cavity consists of an end mirror (EM) and a partially transmissive output coupler
(OC). Focusing mirrors (FM1/2) lead to high intensities inside the active medium. The laser-pulse
dispersion is controlled by a pair of chirped mirrors (CM1/2) inside the laser cavity as well as a
pair of wedges (part of the OC). The external cavity-dispersion control (ECDC) allows for fine
tuning of the pulse duration. Figure reproduced from [Bra16a] with the permissions of L. Z. Braun
and S. F. Mährlein.

Low repetition rate laser amplifier. The low-repetition-rate laser system relies
on the input from a femtosecond laser oscillator similar to the one in Section 3.1
but with slightly different specifications. In detail, it is a Venteon Pulse One PE
system operating at a repetition rate of 80 MHz, a pulse duration of 8 fs, a central
wavelength of 750 nm, and a pulse energy of 24 nJ (details can be found in [Mäh16]).
The output of this laser oscillator is split at a ratio of 25:75 to seed the detection
path as well as the subsequent laser amplifier, respectively.
An amplification of the low-energy oscillator-derived laser pulses by a factor of about
106 is achieved by a combination of a regenerative amplifier (Coherent Legend Elite
Duo USP) and a subsequent single-pass amplifier (see Fig. 3.2).
In order not to destroy the optical components and to avoid undesired nonlinear
effects, the pulse peak intensity is lowered by lengthening the pulse duration with
a grating stretcher from femtoseconds to hundreds of picoseconds. In addition, the
average heat load on the optical components is minimized by reducing the repetition
rate to 1 kHz with two Pockels cell.
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The two successive amplification stages result in laser pulses with a repetition rate
of 1 kHz, a pulse energy of 10 mJ, and a central wavelength of 800 nm. A subsequent
temporal shortening in a grating compressor gives a pulse duration of 35 fs. Details
can be found in [Mäh16].
Pump Laser
Frequency doubled Nd:YLF laser
527 nm, 45 W @ 1 kHz, ~150 ns

Ti:Sa
532 nm
Lense
800 nm

PC2
U

Ti:Sa
Beam
Splitter

U

PC1

kHz-Ampliﬁer

750 nm

Oscillator

Output pulse
10 mJ @ 1 kHz

Stretcher

Figure 3.2.: Kilohertz laser amplifier. The femtosecond seed pulses of a megahertz laser oscillator with a central wavelength of 750 nm are temporally lengthened by a grating stretcher. The
active media, two titanium-doped sapphire crystals (Ti:Sa), are optically pumped with a nanosecond Nd:YLF laser at a wavelength 527 nm. Two Pockels cells (PC1/2) reduce the repetition rate
from 80 MHz down to 1 kHz. The first amplification stage is passed several times by the laser
pulses (regenerative amplifier), whereas the second stage is a single-pass amplifier. The output
pulses have an energy of 10 mJ, a repetition rate of 1 kHz, and are compressed to a duration of
35 fs with a grating compressor (not shown). Figure reproduced from [Mäh16] with the permission
of S. F. Mährlein.

3.2. Terahertz generation: optical rectification
When light is incident onto a nonlinear optical medium (see Section 2.6.2), the
induced second-order nonlinear polarization P (2) contains frequency components at
the difference of the fundamental frequencies, i. e. at Ω = ω1 − ω2 . The femtosecond
laser pulses described in Sections 3.1 and 3.1 span a broad range of frequencies.
Consequently, the generated difference frequencies Ωi , situated in the far- and midinfrared, also span a large bandwidth (see Fig. 3.3). In a modern parsing, the farinfrared and a part of the mid-infrared spectral range are typically called the THz
window. It spans the frequency range from 0.1 to 30 THz [Ton07] which corresponds
to photon energies between 0.4 and 120 meV.
Importantly, the process of optical rectification can only take place in media with
broken inversion symmetry (see Section 2.6.2). The second-order nonlinear sus-
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ceptibility χ(2) (Ω, ω1 , ω2 ) determines the efficiency of the frequency conversion. It
contains material specific parameters, which strongly influence the spectral dependence of χ(2) [Boy03].
Apart from the conversion efficiency, a crucial factor is the so-called phase-matching
condition. To maximize the emitted THz radiation, the THz waves generated
throughout the thickness of the generation medium must be in phase with one
another. In this way, they can add up constructively along the propagation direction of the optical driving pulse. This is achieved by matching the group velocity
of the driving pulse to the phase velocity of the generated THz wave. Through a
proper choice of material and its thickness, phase matching can be achieved over a
broad THz-frequency range [Boy03]. The phase-matching condition may however
be relaxed in a thin (thickness is below half the THz wavelength inside the medium)
generation medium. Consequently, the generated THz waves cannot interfere destructively, regardless of the velocity mismatch between driving and THz field.
The resulting THz transients have a locked carrier-envelope phase which enables a
coherent detection scheme as introduced below.
Throughout this thesis, different THz emitters are used. They can be classified into
resonant and nonresonant sources with respect to the pump frequency [Zha17b].
The former includes the crystals zinc telluride (ZnTe), gallium phosphide (GaP),
and gallium selenide (GaSe). The latter comprise photoconductive switches (PCS)
and metallic heterostructures.
Depending on the requirements, different emitters are chosen as they vary in covered
THz bandwidth and conversion efficiency. For frequencies from 1 to 3 THz, a PCS is
the best choice [Win12]. It is based on a biased semiconductor. If a visible laser pulse
excites charge carriers above the band gap, they are accelerated in the biasing field.
The resulting current burst emits a THz pulse into the optical far-field [Win12]. The
transparent nonlinear crystals, on the other hand, cover the frequency ranges from
1 to 5 THz (ZnTe), 1 to 8 THz (GaP), and 10 to 40 THz (GaSe) [Lei99a]. The latter
is the best choice for THz frequencies above 10 THz [Sel08]. For the crystal-based
emitters, a further tuning of the spectral weight is possible by changing the crystal
thickness, which effectively alters the phase-matching condition [Boy03].
A new class of sources, the spintronic THz emitter (STE), is presented within this
thesis (see Chapter 5 and Ref. [Sei16]). It consists of a nanometer-thin heterostructure involving magnetic and heavy metals. When pumped with an optical femtosecond pulse, the ultrafast spin-dependent Seebeck effect (see Section 2.5.2) injects a
spin current into the heavy metal. There, it is converted into a transverse charge
current by the inverse spin Hall effect (see Section 2.5.1; further details can be found
in Chapter 5). As these photocurrents exhibit sub-picosecond dynamics, they give
rise to the emission of a THz pulse, covering a remarkably large bandwidth from 1
to 30 THz without spectral gaps. Meanwhile, its conversion efficiency is compatible
or even better than for the standard oscillator-driven THz sources introduced above.
Typical spectra of these THz emitters are shown in Fig. 3.4.
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2.3. Nonlinear Polarization: 2 Examples
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Figure 3.3.: Terahertz generation by optical rectification. In a second-order nonlinear prowith the abbreviation
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and ω2 can be generated by this 2nd-order process.

t is convenient to restrict oneself to positive frequencies ω, ω1 , ω2 > 0. By exploiting
eneral symmetry properties of χ(2) , the 2nd-order polarization can be written as [Boy92]
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[Boy03]. They relate real and imaginary part of the dielectric function through
The 1st term in thecausality.
integrand contributes
for ω = ω1 +ω
describes
sum-frequency
2 and thus
However, idealized
conditions
are
assumed
that are never met in reality
eneration (SFG), whereas the 2nd term becomes operative for ω = ω1 − ω2 and describes
(such as an infinitely fine time resolution).

ifference-frequency generation (DFG).

THz Generation Linear electro-optic effect.

The linear electro-optic effect, also called the Pockels
effect, describes a change in the refractive index of a medium in response and linear
As visualized by Fig. 2.1, DFG can be employed to generate THz radiation of frequency
to an applied electric field (such as a THz electromagnetic pulse) [Boy03]. It is a
Ω = ω1 − ω2 from (2)
spectrally broad visible light of high intensity. For example, one of
χ -effect and therefore only present in media with broken inversion symmetry (see
he lasers used in this work delivers pulses with a 100-nm bandwidth centered at 780 nm.
2.6.1).
Applying DFG to Section
these pulses
should result in THz pulses covering the spectrum from 0

o about 50 THz. In
reality, however,
propagation
effectstransiently
restrict the DFG
process to
Effectively,
the medium
becomes
birefringent
if those
the THz electric field is
requencies which fulfill the so-called “phase matching” condition. This point is discussed
present. This induced birefringence is proportional to the THz electric field, i. e.
n Section 2.6.1.

∆n ∝ ETHz [Zha10] and is probed by co-propagating visible short probe pulse from

t must be emphasized
that oscillator
the polarization
induced
by DFG does
depend birefringence
on the
the same
[Wu97].
It experiences
thenot
transient
and changes
bsolute phase of all spectral components Ej (ω) since only the phase differences enter in
its polarization state from linear to elliptical. Typical detection media used in this
Eq. (2.3).

work are ZnTe and GaP crystals [Lei99a].

27 using a balanced
Balanced detection. The induced probe ellipticity is measured
detection scheme [Zha10]. It consists of a λ/4-waveplate, a polarizing beam splitter, and two photodiodes (see Fig. 3.5). In absence of the THz electric field, the
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Figure 3.4.: Comparison of terahertz emitters. Spectral amplitudes of the electric field at
the detector position (see text below) for a 5.8-nm-thick spintronic THz emitter (STE), a photoconductive switch (PCS, TeraSED© from Laser Quantum), a 1-mm-thick zinc-telluride crystal
(ZnTe), and a 0.25-mm-thick gallium-phosphide crystal (GaP). Curves are all normalized by the
same value.

λ/4-waveplate transforms the initial linear probe polarization into circular. A subsequent polarizing beam splitter separates two orthogonal linear polarization components which gives rise to equally-sized signals on the two photodiodes. However,
in the presence of the THz electric field, a probe ellipticity is induced leading to an
unbalance on the photodiodes proportional to twice the probe ellipticity. Typically,
only slight changes in probe ellipticity are expected. Accordingly, by subtracting
the signals from the two photodiodes, of the large background can be eliminated
thereby significantly improving the signal-to-noise ratio.
In the limit of perfect phase matching, for small probe ellipticities, neglecting dispersion, and assuming a delta-like probe pulse, i. e. I (t) = I0 δ (t), the light intensities
I1,2 (where I1 + I2 = I0 ) measured with these photodiodes relate to the THz electric
field at the detector position Edet by
S (∆t) :=

2πdn30 reff
I1 − I2
=
Edet (∆t) .
I1 + I2
λpr

(3.1)

Here, ∆t is the relative time delay between probe and THz pulse, d is the crystal
thickness, n0 is its unperturbed refractive index, λpr is the central probe-pulse wavelength inside the crystal, and reff is the effective electro-optic coefficient that also
considers the polarization states of the THz and the probing light [Zha10].
The complete THz electric field can thus be temporally mapped out by delaying the
probe with respect to the THz pulse (see Fig. 3.5).
However, Eq. 3.1 is only valid under strict assumptions (no velocity mismatch, no
dispersion, infinite probe bandwidth). All these effects can be considered by the
detector response function, defined by S = hdet ∗ Edet and introduced below.
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Figure 3.5.: Electro-optic sampling and balanced detection. In the electro-optic-sampling
scheme, a THz and a femtosecond optical probe pulse co-propagate through a detection crystal
with a finite second-order nonlinear susceptibility χ(2) . The THz electric field induces a transient
birefringence in the crystal through the linear electro-optic effect, which changes the probe polarization from linear to elliptical. This change in probe ellipticity is measured with a balanced
detection setup. It consists of a λ/4-waveplate, a polarizing beam splitter (pol. BS), and two
photodiodes (P1/2). The normalized intensity difference between the two photodiodes’ signals is
proportional to the THz electric field at a given THz-probe delay ∆t. By varying this delay, the
complete THz waveform can be mapped out and visualized on a personal computer (PC). Figure
redrawn from [Zou13].

3.4. Terahertz transmission and emission setups
Parts of this Section have been published in [Sei16].
Two THz spectrometers are employed in this work. The first is driven by pump
pulses generated from the MHz laser oscillator (see Section 3.1) and the second by
pump pulses generated from the kHz laser amplifier (see Section 3.1). The nearinfrared femtosecond optical probe pulses used for electro-optic sampling (see Section
3.3) are derived from the corresponding laser oscillator. The general principle of both
setups is shown in Fig. 3.6.
Further details on the THz spectrometer driven by amplified laser pulses, which
has been constructed during the work of this thesis to upscale the spintronic THz
emitter, can be found in Chapter 6.
In the case of the MHz-oscillator-based setup, we increase the signal-to-noise ratio
by combining lock-in detection of the signal S and rapid scanning of S vs t [Bra16a].
For this purpose, we modulate the amplitude of the THz beam with a mechanical
chopper (frequency of 30 kHz) and vary the delay t at a frequency of 25 Hz with a
so-called shaker (APE GmbH). The result is a shot-noise limited detection of the
electro-optic signal S.
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Further details on the data acquisition for MHz- and kHz-spectrometer setups can be
found in the works of L. Z. Braun [Bra16a] and S. F. Mährlein [Mäh16], respectively.
Terahertz emission mode. In this mode, a THz emitter is placed in the first or
second focus of the spectrometer (see Fig. 3.6) and the resulting THz emission is
directly measured via electro-optic sampling.
Terahertz transmission mode. In addition to the THz emitter (placed in the first
focus), the sample under is placed in the second focus (see Fig. 3.6). Measuring the
THz waveform with (Ssample ) and without (Sno sample ) sample, by shifting the sample
mechanically back and forth, allows us to extract the sample transmission function
(see Section 2.6.2; assuming normal incidence) given by
t (ω) =

n1 + n2
Ssample (ω)
· eik2 (ω)d =
· eik2 (ω)d ,
Rd
0
0
Sno sample (ω)
n1 + n2 + Z0 0 dz σ (z , ω)

(3.2)

where n1 is the substrate refractive index, k2 = n2 ω/c is the wave vector of the
medium replacing the sample (typically air, i. e. refractive index n2 = 1), σ is the
sample conductivity, and d is the sample thickness.

3.4.1. From electro-optic signals to electric fields at the
detector position
To extract the THz electric field Edet incident onto the detector from the THz signal
S measured by electro-optic sampling (see Section 3.3), we note that these waveforms
are connected by the convolution (see App. A.2) [Kam07]
S (t) = (hdet ∗ Edet ) (t) .

(3.3)

Here, the detector response function hdet depends on the parameters of the electrooptic crystal and on the sampling pulse [Gal99, Kam07]. Figure 3.7 shows the spectral amplitude and phase of the calculated hdet (ω) for detectors used in this work.
The optical constants are taken from Refs. [Lei99a] and [Zhe06]. By equidistant
sampling of the measured S (t) and the calculated hdet (t), we rewrite Eq. 3.3 as an
overdetermined matrix equation and numerically solve for Edet . The resulting fields
in the frequency domain are obtained by calculating the Fourier transformation (see
App. A.1).

3.4.2. From electro-optic signals to electric fields at the sample
position
To extract the emitted THz electric field Eem at the sample position from the THz
signal S measured by electro-optic sampling at the detector position, we note that
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Figure 3.6.: Terahertz emission and transmission setup. A near-infrared femtosecond laser
pulse (optical pump) is focused by a 90°-off-axis parabolic mirror into a THz emitter. The generated
THz pulse is collimated and again focused onto the sample position. The residual pump light is
blocked by a silicon wafer inserted at Brewster angle to maximize THz transmission. Depending
on the operational mode, a sample is present (THz-transmission spectrometer) or absent (THzemission spectrometer) at the second focal spot. With an additional pair of 90°-off-axis parabolic
mirrors, the THz beam is collimated and eventually focused into the detection crystal (χ(2) ). A
co-propagating near-infrared laser pulse (optical probe) is coupled into the THz beam path by an
additional silicon wafer. The probe pulse samples the THz transient via the linear electro-optic
effect in the detection crystal (see Fig. 3.5). The resulting probe-pulse ellipticity is measured by
a balanced-detection (BD) unit. The relative THz-to-probe-pulse delay is adjusted by a variable
delay line.

these waveforms are connected by the convolution (see App. A.2)
S (t) = (h ∗ Eem ) (t) .

(3.4)

Here, the setup response function h includes the propagation from the sample to
the detector as well as for the detector response function (see Section 3.4.1) [Gal99,
Kam07].
In principle, the propagation function can be calculated [Bra16b, Kam13a]. However, this approach assumes a perfect alignment of the optical setup which is hard
to achieve. Therefore, we use an approach in which the propagation together with
the detector response function is directly measured.
To this end, we make use of a well-understood THz reference emitter for which the
emitted THz pulse can be calculated [Kam07]. To disturb the beam propagation as
little as possible, the reference emitter is chosen to be as similar as possible to the
THz emitter under study (i. e. similar thickness and substrate).
The actual extraction procedure consists of two steps:
First, the emission from the reference is measured and with the help of the calculated
THz emission Eref , the complete setup response function is found by deconvolving
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Figure 3.7.: Detector response function. Spectral amplitude and phase of the calculated response functions hdet (ω) of some electro-optic detectors used in this work. a, 10-µm-thick (110)oriented ZnTe on an inactive ZnTe(001) substrate. b, 1-mm-thick ZnTe(110). c, 50-µm-thick
GaP(110). d, 70-µm-thick Lemke/amorphous polycarbonate (LAPC) under 45° angle of incidence.
All curves are normalized to 1.

the relationship
Sref (t) = (h ∗ Eref ) (t) .

(3.5)

In a second step, the reference emitter is replaced by the actual sample and its
THz-emission signal S (t) is recorded. Subsequently, the electric field right behind
the sample is again obtained via deconvolving of Eq. 3.4 using the setup response
function h determined in the first step (Eq. 3.5).
All deconvolutions are done by equidistant sampling of the measured signals and
the calculated Eref (t), and by rewriting Eqs. 3.4 and 3.5 each as an overdetermined
matrix equation which are numerically solved for the sought-after quantity. The
resulting fields in the frequency domain are obtained by calculating the Fourier
transformation (see App. A.1).
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4. The anomalous Hall conductivity
of magnetic metals is flat from
DC up to 40 THz
In this study, we measure the anomalous Hall effect of common and relevant magnetic metals in the elusive THz-frequency window, broadband and contact-free from
0 to 40 THz. The extrapolated DC anomalous Hall conductivities of 0.8·104 S/m for
dysprosium-cobalt (DyCo5 ), 4.4·104 S/m for cobalt-iron (Co32 Fe68 ), and 2.3·104 S/m
for gadolinium-iron (Gd24 Fe76 ) are explicitly confirmed for DyCo5 by DC transport
experiments. In general, we find a very weak frequency dependence. Strikingly, the
anomalous Hall angle γ (ω) = σxy (ω) /σxx (ω) is virtually constant from DC up to
40 THz. We obtain γ = 0.026 for DyCo5 and γ = 0.029 for GdFe. Thus, the AHE is
operative up to the highest THz frequencies. The flat frequency response is explained
by the large electron scattering rate which strongly broadens the spectral response.
We argue that in this strongly diffusive regime, the intrinsic spin Hall mechanism
is dominant. Our results are highly relevant for future high-speed, ultrabroadband
spintronic applications as will be exploited in the Chapters hereafter.

4.1. Motivation
Incorporating the electron spin into future electronic devices is the key concept of
spintronics [San17]. This growing field aims at generating, controlling, and detecting
spin currents at the highest speeds possible, eventually approaching the THz regime
[Wal16]. For implementing such spin operations, SOI, despite being weak, plays a
key role because it couples the motion of an electron to its spin state [Man15]. From
a classical viewpoint [Chu07], SOI can be understood as a spin-dependent effective
magnetic field that deflects copropagating spin-up and spin-down conduction electrons in opposite directions (see Fig. 4.1a). Important consequences of SOI are the
spin Hall effect (SHE) and its ferromagnetic counterpart, the anomalous Hall effect
(AHE). For details see Section 2.5.1.
Such SOI-induced effects have found broad application in spintronic devices for
spin-current generation and detection as well as for switching operations [Sin15].
Up to now, however, most spintronics work has been limited to frequencies below
10 GHz, significantly lagging behind other information carriers such as electrons in
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field-effect transistors where cut-off frequencies of ~1 THz have been demonstrated
[DA11]. Therefore, the question arises how SOI-related effects evolve at THz frequencies. Previous ultrafast works have shown that the SOI-induced spin deflection
is still operative on a picosecond time scale [Wer11, Pri15], but its actual strength,
in comparison to low frequencies down to DC, is a relevant open question. Such
transfer of spintronic functionalities to the THz frequency range can provide access to magnetic excitations at their natural frequency [Wie12], including exchange
modes in ferrimagnets or collective spin excitations in antiferromagnets [Kam11].
Besides this applied motivation, studying the THz SHE and AHE is also expected
to allow for fundamental insights into the energetic structure of SOI because the
THz photon energy (4 meV at 1 THz) is comparable to typical SOI energy scales in
solids (~10 to 100 meV band splitting in 3d transition metals, see Section 2.3.2). So
far, neither SHE nor AHE data have been acquired over the entire range from 0
to 100 meV for magnetic metals relevant to spintronics. Rare exceptions are measurements below 3 THz on SrRuO3 [Shi11], magnetic semiconductors [Hui15], and
metals [Hui17b]. At the high-frequency end, there are a few works at infrared
frequencies >25 THz on SrRuO3 [Kim07, Kim10] and related compounds [Kim13].
Since pure spin currents are much more difficult to measure than charge currents,
it is reasonable to start with addressing the THz AHE.
Here, we present an experimental study of the AHE from 0 to 40 THz of magnetic
metals with high relevance for spintronics, thereby closing the gap between DC and
optical frequencies. We employ broadband THz time-domain ellipsometry to extract
the complete in-plane conductivity tensor of magnetic metals (see Fig. 4.1b). The
large electron scattering rate suggests that the intrinsic contribution to the AHE
dominates.
Cobalt-iron-boron (CoFeB) has been proven to be a versatile magnetic layer system for magnetic tunnel junction of up to 500 % tunnel magneto resistance ratio
[Lee07], exceptional out-of-plane anisotropy [Ike10, Bau15], large spin-Hall angles
in metallic double layer systems [Liu12a], generation of a skyrmion bubble [Jia15],
and low damping metallic film for magnonics [Len11]. It is therefore one of the leading materials for spintronic applications such as the spin-transfer torque magnetic
random-access memory, read heads and sensors [Ken15].
Metallic ferrimagnetic alloys containing rare-earth (RM) and transition (TM) metals, such as DyCo5 and Gd24 Fe76 , have been successfully used in high-density magneto-optical recording devices [Gre89]. Applications have been facilitated by their
strong perpendicular magnetic anisotropy, large magneto-optical effects, tunable
magnetic properties, and enlarged magneto-optical signals (caused by their amorphous state). In more recent studies, the all-optical magnetization switching has
been demonstrated on these materials [Sta07, Rad11, Man14]. Thus, RM-TM alloys are a material class of high interest in current research [Kir10].
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Figure 4.1.: Schematic of DC and terahertz anomalous Hall effect measurements. a, In
the static AHE measurement, an applied external voltage Vxx drives a DC charge current j 0 (xdirected) through the out-of-plane magnetized sample of length l and width b. SOI deflects spin-up
and spin-down electrons (black arrows) into opposite directions perpendicular to their velocity and
to the sample magnetization M kz. The different number of majority (spin-up) and minority (spindown) electrons in the magnet causes a perpendicular charge current ∆j (y-directed) measured
by a volt meter. b, In the all-optical AHE measurement, a THz electromagnetic pulse drives an
AC charge current j 0 with frequencies from 1 to 40 THz in the plane of the magnetic metal. SOI
induces a transverse current component ∆j which subsequently radiates into the optical far-field
and leads to an elliptically-polarized THz transient behind the sample. With the electric-fieldsensitive detector, both polarization components E 0 and ∆E are separately measured with a
femtosecond time resolution.

4.2. Experimental details
General idea. In the all-electrical measurement of the AHE (see Fig. 4.1a and Ref.
[Wei14]), a DC voltage drives a spin-polarized current through a magnetic sample
whose out-of-plane magnetization is saturated by an external magnetic field. Due to
SOI, spin-up and spin-down conduction electrons are deflected in opposite directions
perpendicular to the sample magnetization and the primary current. The resulting
transverse spin-polarized anomalous Hall current is measured electrically, typically
limited to gigahertz frequencies.
To cover much higher frequencies, we make use of an all-optical and contact-free
scheme as depicted in Fig. 4.1b. A linearly-polarized THz electromagnetic pulse
drives a spin-polarized current in the plane of the sample. The SOI-induced perpendicular anomalous Hall current consequently radiates into the far-field such that
the transmitted THz pulse acquires an elliptical polarization (see Section 2.5.1).
Employing broadband THz time-domain ellipsometry allows us to simultaneously
extract the driving and induced THz field from 1 to 40 THz (see Section 3.4). In
contrast to mid-infrared experiments, no use of Kramers-Kronig relations [Kit05]
or subsequent reflection and transmission measurements is necessary to reconstruct
amplitude and phase information. These features make our scheme less involved
and more accurate.
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We note our quasi-optical scheme is analogous to the familiar Faraday effect at optical frequencies (see Section 2.6.1). Following this analogy, an out-of-plane sample
magnetization maximizes the THz-AHE signal. In contrast, a very small signal
is expected for in-plane sample magnetization because the anomalous Hall current
would flow normal to the sample surface, and emission into the far field would be
hampered by the large THz refractive index of metals. Unlike with optical frequencies, our scheme allows us to study directly the Drude-response (see Section 2.6.1)
of conduction electrons (governed by intraband transitions) relevant for spintronics
(see Eq. 2.13). For photon energies in the MIR region (above ~0.1 eV), however, the
free-carrier-like dynamics would be masked by interband transitions.
Samples. We investigate various magnetic metals representative of a whole class of
materials with large SOI that become increasingly important in spintronic devices.
All samples have an out-of-plane magnetic anisotropy, perfectly suited to achieve
large THz-AHE signals. We study two crystalline (Co32 Fe68 and DyCo5 ) and one
amorphous (Gd27 Fe73 ) material.
The Co32 Fe68 samples were prepared and characterized by U. Martens and M.
Münzenberg (Institute of Physics, Ernst Moritz Arndt University, 17489 Greifswald, Germany). The ferromagnetic Co20 Fe60 B20 (CoFe) film with the layer stacking MgO(2 nm)/Co20 Fe60 B20 (1 nm)/Ta(8 nm)/Si3 N4 (150 nm) is prepared by magnetron sputtering and by electron-beam evaporation, respectively. As prepared,
Co20 Fe60 B20 grows extremely smooth because of its amorphous nature. Post growth
annealing at 300 °C for 1 hour allows a diffusion of the boron into the tantalum layer
which is known to exhibit strong out-of-plane magnetic anisotropy originating from
the MgO/CoFe interface after crystallization. A Co:Fe-ratio of 1:2.1 is obtained by
a detailed composition analysis. An atomically-smooth Co20 Fe60 B20 film surface is
revealed by transmission electron microscopy [Leu15].
The DyCo5 and Gd27 Fe73 samples were prepared and characterized by F. Radu and
I. Radu (Institute for Optics and Atomic Physics, Technical University Berlin and
Helmholtz-Zentrum Berlin für Materialien und Energie, Berlin, Germany). Ferrimagnetic amorphous Gd27 Fe73 (GdFe) and polycrystalline DyCo5 alloys with out-ofplane magnetic anisotropy having the layer stacking Ta(3 nm)/X(20 nm)/Ta(5 nm)
/Si3 N4 (150 nm) (where X is Gd27 Fe73 or DyCo5 ) are grown by magnetron sputtering at room temperature in a 1.5 · 10−3 mbar ultra-clean Ar atmosphere. The ferrimagnets’ stoichiometry is controlled by varying the deposition rate of the separate
elemental targets during the co-sputtering process [Rad12].
Sample characterization. We characterize our samples by Faraday rotation measurements (see Section 2.6.1) using a continuous-wave laser diode (wavelength of
628 nm). A typical square-like hysteresis curve for DyCo5 is shown in Fig. 4.3b.
The microstructuring and the electrical measurements were conducted by G. Woltersdorf [Institute of Physics, Martin-Luther Universität Halle-Wittenberg, 06120 Halle
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(Saale), Germany]. Static conductivity and AHE measurements are done by pattering the metallic layer in Hall bar structures. Subsequent magneto-transport
measurements reveal the longitudinal and transverse conductivities [Wei14]. In
more detail, the Ta/DyCo5 /Si3 N4 and Ta/Si3 N4 samples are patterned into Hall
bar structures by electron beam lithography and dry etching steps. A DC current
of j0 = 200 µA is passed along the Hall bar structure while the voltages Vxx and
Vxy are recorded (see Fig. 4.1a). A typical measurement of Vxy is shown in Fig.
4.2. The longitudinal and transverse resistance values, defined by ρxy = Vxy d/j0
andρxx = Vxx db/lj
are converted
into corresponding conductivities


 0 , respectively,
2
2
2
using σxx = ρxx / ρxx + ρxy and σxy = ρxy / ρxx + ρ2xy . The conductivity contribution of the Ta layer is separated using a Ta(8 nm)/Si3 N4 (150 nm) reference sample.
Importantly, because of the requirements for microstructuring, these DC measurements are performed on a part of the sample with a 500-µm-thick Si3 N4 .
For a complete sample characterization, we also measure THz transmission of our
metallic films. As a reference, we use samples without metal films as well as just air
(see Section 3.4).
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Figure 4.2.: Electrical anomalous Hall measurement of dysprosium cobalt. DC anomalous Hall voltage Vxy vs the out-of-plane-oriented
external magnetic field Bext measured electrically
on a microstructured DyCo5 sample.
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Technical details of the terahertz spectrometer. We use 80 % of the output of
a Ti:sapphire laser oscillator to generate THz pulses by optical rectification in a
nonlinear optical material [a GaSe crystal (thickness of 50 µm) or a spintronic THz
emitter (Co40 Fe40 B20 (3 nm)/Pt(2 nm))] (see Sections 3.2, 3.4 and Chapter 5).
First, the THz pulse traverses a wire-grid polarizer (WGP), making it p-polarized
(residual ellipticity in field < 10−2 ). Then, a parabolic mirror focuses the THz beam
onto the sample under an angle of incidence of 45°. Behind the sample, the beam is
collimated by a second parabolic mirror. Afterwards, a second WGP set to an angle
of 45° with respect to the table plane makes the detector equally sensitive to s- and
p-polarization. We emphasize that we employ a 45°-analyzer configuration, which
does not require rotation of the polarizer, in contrast to often-used (nearly-crossed)
crossed polarizer-analyzer configurations. In this way, we minimize systematic errors
arising from the inhomogeneity of the moving polarizer which are pronounced at
higher THz frequencies.
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Measurement procedure. The sample magnetization M is saturated by an external magnetic field (max. ±180 mT). Since the AHE is relatively small, the sample
magnetization is typically switched every 10 s (measurements are performed in remanence, except for the GdFe sample, where an external field of about ±50 mT is
applied owing to the non-square-like hysteresis) and we average over about 1000 cycles. By using various emitter and detector combinations, we can cover the entire
range from 1 to 40 THz (see Sections 3.2 and 3.3). All measurements are conducted
at room temperature in a dry N2 atmosphere.

4.3. Results
Raw data. Figure 4.3a displays the electro-optic signal of THz pulses obtained
from a DyCo5 sample for opposite orientations of the sample magnetization. We see
that the magnetization-induced modulation of the signal is small. To evaluate these
data, we assume the measurement signal S as a sum of a term independent of M
and a small term linear in M (see discussion below). Effects of higher order in M
are neglected. In this approximation, S0 = S (+M ) + S (−M ) is independent of M
whereas ∆S = S (+M ) − S (−M ) scales with the sample magnetization. Applying
this procedure to the waveforms of Fig. 4.3a, we find the magnetization-dependent
signal is on the order of ∆S/S0 ≈ 2 %. In addition, S (+M ) and S (−M ) are almost
in phase (see Inset of Fig. 4.3a), indicating that the transmitted THz pulse is still
linearly polarized.
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Figure 4.3.: Terahertz ellipsometry raw data of dysprosium cobalt from 10 to 40 THz.
a, Signal of an initially linearly-polarized THz pulse after having passed an out-of-plane magnetized
dysprosium cobalt layer (DyCo5 ). The anomalous Hall effect induces a new perpendicular polarization component, depending on the orientation of the sample magnetization (red and black curve).
Inset: A magnification shows that the effect is on the order of 2 %, suggesting an anomalous
Hall angle of similar magnitude. b, Faraday-rotation hysteresis curve at optical (628 nm=477
ˆ
THz,
black solid line) and terahertz (10 to 40 THz, blue circles) frequencies (root mean square, RMS).
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As a check, we also perform a reference measurement of the bare substrate (150-nmthick Si3 N4 membrane) which does not result in any detectable signal odd in sample
magnetization (see Fig. 4.4). To further verify the magnetic origin of the signal,
we measure the complete THz waveform for varying external magnetic field. Figure
4.3b shows the root-mean-square (RMS) of these THz waveforms vs the external
magnetic field B ext . We find that the THz hysteresis curve agrees well with the
optical Faraday-rotation hysteresis curve. Therefore, ∆S indeed scales with the
sample magnetization. Discrepancies in the coercivity field between DC and optical
hysteresis curves (compare Figs. 4.2 and 4.3b) may originate from the different
substrate thickness used in these two measurements (150 nm and 500 µm). This
scenario appears reasonable since the magnetic anisotropy and thus the coercivity
highly depend on the strain state of the material [Stö07].
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Figure 4.4.: Reference measurement using a Si3 N4 membrane without metallic layers.
THz signal odd (red curve) and even (black curve) in the external magnetic field for a bare 150nm-thick Si3 N4 membrane. The signal odd in magnetization is multiplied by a factor of 1000.

Conductivity-tensor extraction. The data presented so far still depend on extrinsic factors such as the spectrum of the driving THz pulse and the impact of the
substrate of the magnetic thin film. Significantly more material-specific information
is provided by extracting the conductivity tensor from our data. For the analysis, it
is sufficient to restrict ourselves to the x-y-plane (see Fig. 4.1) because all currents
flow in the sample plane. In an isotropic magnetically-ordered solid (sample magnetization M kz), a current j is related to a driving electric E field in the frequency
domain by (see Section 2.6.1)
j = σE =

σxx σxy
−σxy σxx

!

E,

(4.1)

with the diagonal conductivity σxx and the off-diagonal conductivity σxy . Note that
the Onsager relations impose σxy (M ) = −σxy (−M ) [Kit05].
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The
connection to the experiment is provided by a transmission matrix t =

tpp tps , tsp tss which relates the incoming and transmitted electric fields by
E trans = tE in (see Section 2.6.2). Using two independent measurements allows us
to determine first tpp from a THz transmission measurement (see Section 3.4) and
then tsp = tpp · ∆S/S0 from a THz AHE measurement.
In more detail, in our time-domain experiment, we measure a signal S (t), which is
related to E (t) by a convolution with a setup transfer function h (t) (see Section
3.4.2). This convolution turns into a simple multiplication upon Fourier transforming the signals S (t, M ) (see App. A.1). Thus, the measured signal behind the
wire-grid polarizer oriented at 45° with respect to the table plane reads
S (ω, M ) ∝ [1 + σxy (ω, M )] h (ω) E0 (ω) .

(4.2)

Then, by taking the ratio ∆S/S0 = tsp /tpp , all setup specific parameters cancel out.
With the help of a 4x4-tranfer-matrix formalism [Zak90], we establish a relation
between t and the in-plane conductivity tensor σ, which is solved for σ numerically
(see Section 2.6.2). We note this procedure provides a unique physically meaningful
solution because our samples are optically much thinner than the involved THz
wavelengths.
In the data extraction procedure, we assume that the conductivities of the multilayer
sample add up as in a parallel connection, which may lead to systematic errors as
interface resistances are neglected [Fuc38]. As a result, we obtain the complex-valued
conductivity tensor σ of all studied materials over more than 5 octaves from 1 to
40 THz (see Fig. 4.6).
Details on the conductivity-tensor extraction.
For the polycrystalline DyCo5
sample, the conductivity is the average of the ordinary and the extraordinary contribution because of the random orientation of crystallites in the sample plane
(DyCo5 has a hexagonal crystal structure with the c-axis oriented in the sample
plane [Rad12]). This is confirmed by rotating the DyCo5 sample around the sample
normal which has no impact on the measured conductivity (not shown).
For the CoFe sample, we only determine the average diagonal conductivity of the
Co32 Fe68 (1 nm)/Ta(8 nm)/Si3 N4 (150 nm) stack because a referencing with a
Ta(8 nm)/Si3 N4 (150 nm) sample is impossible. The reason is that the sample preparation includes annealing at 300 °C, which causes the boron to diffuse from the
Co40 Fe40 B20 layer into the Ta layer. Thereby the tantalum layer changes its chemical composition and most likely also its optical properties. However, for the offdiagonal conductivity of CoFe no such complications arise because a referencing is
unnecessary in this case (see Eq. 4.2).
The conductivity of the tantalum seed and capping layer (relevant for all samples not
involving CoFe) are measured on individual samples containing only the substrate
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and the substrate with an 8-nm-thick tantalum layer on top, respectively (see Fig.
4.5).
The optical properties of Si3 N4 are taken from Ref. [Cat12] according to which they
can be described with a superposition of five Lorentzians.
By using the literature values for the Si3 N4 substrate [Cat12], all extracted metal
conductivities show spectral features around 24 THz in the diagonal conductivity. It
is known that Si3 N4 has three pronounced phonon resonances in this frequency range
[Cat12]. A possible explanation is that during the growth of the metal films on top
of the only 150-nm-thick Si3 N4 membrane, a significant amount of strain is induced
in the membrane. This can cause changes in its optical constants. To correct for
this, the central frequency ωTj and the broadening Γj of the three Lorentzians in
this spectral range and the dielectric constant for large frequencies ε∞ of the Si3 N4
substrate are slightly adapted (see Table 4.1). In this way, the most-likely straininduced spectral feature around 24 THz in the metal conductivities is minimized. We
note that for samples fabricated in different laboratories (Berlin and Greifswald),
the Si3 N4 optical parameters are adapted separately.
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Figure 4.5.: Measured complex-valued diagonal conductivity of tantalum from DC to
THz. Diagonal conductivity σxx of Ta measured in the THz frequency range (real part: dark
circles, imaginary part: light circles) and at DC (diamond symbol). The fit (solid lines) is obtained
using the Drude model (see Eq. 4.3 and Table 4.2).

4.4. Discussion
Diagonal conductivity σ xx . Figure 4.6a shows the diagonal conductivity extracted
from THz transmission experiments from 1 to 40 THz for all studied materials. We
find a good match between the DC and THz conductivity for DyCo5 . In metals,
the conductivity is typically governed by the itinerant electrons close to the Fermi
energy (see Section 2.2). Its frequency dependence can often be well described by
the Drude model which treats the conduction electrons as classical particles which
scatter from immobile impurities at a characteristic rate Γ (see Section 2.6.1). For
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Parameter

Literature value
[Cat12]

ωT3 /2π (THz)
ωT4 /2π (THz)
ωT5 /2π (THz)
Γ3 /2π (THz)
Γ4 /2π (THz)
Γ5 /2π (THz)
ε∞

24.52
26.44
31.72
2.75
3.48
5.95
4.56 + 0.01i

Constants for
Ta, DyCo5 , and
GdFe
23.98
26.06
29.73
4.43
4.11
2.97
4.36 + 2.53i

Constants for
CoFe(1 nm)/
Ta(8 nm)
23.82
26.11
30.38
2.96
3.55
5.53
5.62 + 1.43i

Table 4.1.: Used optical constants of Si3 N4 . Constants used for the refractive index calculation Si3 N4 [Cat12]. Slight adaptions are necessary due to possibly strain-induced modifications
during sample growth (see text for details). For the samples prepared at the Helmholtz-Zentrum
Berlin (Ta, DyCo5 , and GdFe) different constants are used than for the sample prepared at the
University of Greifswald [CoFe(1 nm)/Ta(8 nm)].

all materials, we observe a typical Drude-like behavior, that is, a monotonously
decreasing Re (σxx ) with increasing frequency. By fitting the Drude formula
σDrude (ω) =

σDC
1 − iω/Γ

(4.3)

to our data, we obtain the DC conductivity σDC and the velocity relaxation rate Γ
given in Table 4.2. The large Drude scattering rate Γ implies strong disorder for all
samples (e. g. impurities, diffuse scattering at interface).
For CoFeB, we find good agreement with the reported value in Ref. [Wu13] (5 ·
105 S/m). For DyCo5 , the only literature value was measured for a much thicker film
and the conductivity is 2 orders of magnitudes larger than our result (285 · 105 S/m
in Ref. [Boc73]). However, we find good agreement between our conductivity and
the one reported for DyCo3 (3.3 · 105 S/m in Ref. [DP92]). In the case of GdFe, our
extracted conductivity matches the values reported in the literature (5 · 105 S/m)
[Hon85, Hau09].
Material
DyCo5
CoFe(1 nm)/Ta(8 nm)
GdFe
Ta

σDC (105 S/m)
3.1
5.8
9.0
5.7

Γ/2π (1/ps)
>200
132
99
133

Table 4.2.: Drude-model fit parameters for the experimental diagonal-conductivity data in Fig.
4.6a.

62

4.4 Discussion

a

b
THz

DC

Drude fit
real part
3

2

THz

10

5

real part

imaginary part

s

s

imaginary part

DC

DyCo5

yx

xx

DyCo5

)m/S 01(

5

)m/S 01(

4

0

0
60

6

3

2

CoFe(1)/Ta(8)

)m/S 01(

xx

5

)m/S 01(

4

40

CoFe(1)/Ta(8)

20

yx

s

s

0

0

30

3

GdFe

5

)m/S 01(

5

)m/S 01(

10

20

GdFe

yx

xx

10

s

s

0
0
0

10

20

30

Frequency w/2p (THz)

40

0

10

20

30

40

Frequency w/2p (THz)

Figure 4.6.: Measured complex-valued in-plane conductivity tensor of DyCo5 , CoFe,
and GdFe from DC to 40 THz. a, Diagonal conductivities σxx measured in the THz frequency
range (real part: dark circles, imaginary part: light circles) and at DC (red diamond symbol). For
the CoFe sample, only the average conductivity of the CoFe(1 nm)/Ta(8 nm) stack is extracted
(for details see main text). Fits (solid lines) are obtained using the Drude model (see Eq. 4.3 and
Table 4.2). b, Off-diagonal conductivities σxy measured in the THz frequency range (real part:
dark circles, imaginary part: light circles) and at DC (red diamond symbol).

Off-diagonal conductivity σ xy . Figure 4.6b shows the off-diagonal conductivity
extracted from DC and THz anomalous Hall measurements in the range from 0 to
40 THz. Again, we find a good agreement between DC and THz measurements.
Discrepancies may originate from different substrate thicknesses (0.15 vs 500 μm).
Surprisingly, we find a largely frequency independent σxx . A possible explanation
for this are the huge Drude scattering rates (see Table 4.2). They lead to a significant homogeneous broadening of optical electronic transitions underlying the AHE
(see Section 2.5.1), thereby smearing out any spectral feature in the off-diagonal
conductivity [Opp91].
In comparison to reported values, we find a good agreement for GdFe (2.5·104 S/m in
Ref. [Hau09]). For DyCo5 , the values reported in Ref. [Boc73] for much thicker films
are 3 times larger (3.3 · 104 S/m). For CoFeB, our measured spin Hall conductivity
agrees well with ab initio calculation of the intrinsic spin Hall mechanism (3.3 ·
104 S/m in Ref. [See11]).
We argue that the intrinsic AHE mechanism is the dominant one in our samples for
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two reasons. First, this contribution is inversely proportional to the conductivity
which is lower in samples with high disorder [Sin15]. This holds also true for the
extrinsic side-jump contribution (but not for skew scattering) which however is typically an order of magnitude smaller than the intrinsic contribution [Wei11]. Second,
the intrinsic contribution is favored by higher orbital momentum of electrons (as by
d-electrons around the Fermi energy in our samples), because it leads via SOI to a
larger spin current (see Sections 2.5.1 and 2.3.2).
In this sense, the large quasi-particle scattering rate has two important consequences.
First, it reinforces the intrinsic AHE contribution. Second, it smears out any spectral
feature in the off-diagonal conductivity [Opp91].
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Figure 4.7.: Measured terahertz anomalous Hall angle of DyCo5 and GdFe from DC
to 40 THz. Anomalous Hall angle in the THz frequency range [absolute value (left scale): dark
circles, phase (right scale): light circles] and at DC (diamond symbol).

Anomalous Hall angle. We find a largely frequency-independent anomalous Hall
angle (AHA) from DC to 40 THz with frequency-averaged values of 2.6 · 10−2 for
DyCo5 and 2.9·10−2 for GdFe (see Fig. 4.7). The THz AHA of DyCo5 approximately
agrees with its DC value of 1.9 · 10−2 .
We note that these results are consistent with the raw data of Fig. 4.3a, where
∆E/E0 ≈ 0.02. Note that E0 and ∆E are in-phase, thereby indicating a real-valued
AHA. In the electrostatic limit (see Section 2.5.1), this ratio corresponds to −∆j/j0
(see Fig. 4.1) implying that Re AHA ≈ 0.02.
Remarkably, in the division σxy /σxx , the phase of the complex-valued quantities σxx
and σxy seems to cancel exactly and results in a real-valued Hall angle. Thus, the
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AHA (as a real number) appears to be a meaningful physical concept here. In a
classical picture, the real-valued AHA implies that the longitudinal and transverse
electron oscillations are in phase.
We find a good agreement of our measured spin Hall angles with reported values
for GdFe (2.5 % in Ref. [Sto85] and 4 % in Ref. [Har83]). We are not aware of any
reported AHA for DyCo5 .

4.5. Conclusion and outlook
In summary, we have developed a new technique which allows us to study the AHE in
metals from DC to 40 THz, which is a highly relevant spectral window with respect
to SOI energy scales. We find that the AHE is operative even at highest THz
frequencies. In DyCo5 , our high-frequency AHE measurements match the results of
a DC-AHE measurement very well. We argue that the intrinsic contribution to the
AHE is dominant in the studied materials and that the spectrally-flat responses of
the off-diagonal conductivities are due to the huge quasi-particle scattering rates.
Future studies based on the methodology developed here will allow us to gain even
more insight into SOI at THz frequencies. Theoretically, we expect more pronounced
spectral features in the anomalous Hall conductivity for samples with small broadening on the order of 10 meV. Experimentally, such reduced level broadening can be
achieved by either measuring at low temperatures or by using samples with fewer
impurities. As Kim et. al [Kim10] could already show, a distinction between extrinsic and intrinsic contributions to the AHE conductivity becomes possible if Γ/2π
lies in the THz measurement window. This case may be especially interesting for
systems with roughly equally sized in-/extrinsic effects at low frequencies such as
L10 FePt [Wei11]. Finally, an extension of this measurement scheme to nonmagnetic
materials with the help of spin injection will permit the direct observation of the
dynamics of the SHE all-optically [Wer11, Pri15].
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5. Efficient metallic spintronic
emitters of ultrabroadband
terahertz radiation
Terahertz electromagnetic radiation is extremely useful for numerous applications
such as imaging and spectroscopy. Therefore, it is highly desirable to have an
efficient table-top emitter covering the 1-to-30-THz window whilst being driven by
a low-cost, low-power femtosecond laser oscillator. So far, all solid-state emitters
solely exploit physics related to the electron charge and deliver emission spectra
with substantial gaps.
Based on the spectrally-flat THz functionality of the anomalous Hall effect (see
Chapter 4), we take advantage of the electron spin to develop a conceptually new
THz source. It relies on tailored fundamental spintronic and photonic phenomena
in magnetic metal multilayers: ultrafast photo-induced spin currents, the inverse
spin Hall effect and a broadband Fabry-Pérot resonance. Guided by an analytical
model, such spintronic route offers unique possibilities for systematic optimization.
We find that a 5.8-nm-thick W/Co20 Fe60 B20 /Pt trilayer generates ultrashort THz
pulses fully covering the 1-to-30-THz range. Our novel source outperforms standard
emitters such as ZnTe(110) crystals in terms of bandwidth, THz-field amplitude,
flexibility, scalability, and cost.
Parts of this Chapter have been published in [Sei16].

5.1. Motivation
As the THz spectral window coincides with many fundamental resonances of materials [Fer02a, Ton07], THz radiation enables highly selective spectroscopic insights into all phases of matter with high temporal [Ulb11, Kam13b] and spatial
[Cha07a, Coc13, San14, Zei07] resolution. Consequently, numerous applications in
basic research [Ulb11, Kam13b], imaging [Cha07a], and quality control [Zei07] have
emerged.
To fully exploit the potential of THz radiation, energy-efficient and low-cost sources
of ultrashort THz pulses are required. Most broadband table-top emitters are driven
by femtosecond laser pulses that generate the required THz charge current by appropriately mixing the various optical frequencies [Rei07, Bla11]. Sources made
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from solids typically consist of semiconducting or insulating structures with naturally or artificially broken inversion symmetry (see Section 3.2). When the incident photon energy is below the semiconductor band gap, optical rectification
causes a charge displacement that follows the intensity envelope of the incident
pump pulse [Rei07, Bla11, Ric94, Kai99, Hub00, Zhe05, Zhe07, Bru08, Kat10]. For
above-band-gap excitation, the response is dominated by a photocurrent [Sha04,
Apo14, Kla10, She03, Win12, Hal14, Ber13] with a temporally step-like onset and,
thus, generally smaller bandwidth than optical rectification [Rei07]. Apart from
rare exceptions [Zhe05], most semiconductors used are polar (such as ZnTe, GaP
[Fer02a, Ton07], GaSe [Kai99, Hub00], GaAs [Kla10, She03], or organic materials
[Zhe07, Bru08, Kat10]) and strongly attenuate THz radiation around optical phonon
resonances, thereby preventing emission in the so-called Reststrahlen band located
between ~1 and 15 THz. Consequently, nonpolar materials should be used to achieve
broadband, gap-free THz emission.
The so far most promising sources covering the full range from 1 to 20 THz and
above are photocurrents in transient gas plasmas [Rei07, Bla11, Kim12, Tho07,
Lu14, Bar05, Buc15]. The downside of this appealing approach is that the underlying ionization process typically requires amplified laser pulses with high threshold
energies on the order of 0.1 mJ. Measurable THz waveforms can be obtained with
pump-pulse energies down to ~1 µJ, which is, however, still 2 to 3 orders of magnitude larger than what low-cost femtosecond laser oscillators can provide.
Another promising material class for realizing THz sources are metals[Ram14] because they exhibit a pump absorptivity largely independent of wavelength [Zha15],
short electron lifetimes of ~10 to 50 fs [Zhu06] (implying broadband photocurrents),
a featureless THz refractive index [Lam08] (favoring gap-free emission), and a large
heat conductivity (for efficient removal of excess heat). In addition, metal thin-film
stacks (heterostructures) are well established, simple, and cheap to fabricate, and
they can be scaled easily. Recent works have indeed demonstrated THz emitters
based on metal structures [Ram11, Pol11, Kad05, Wel07]. However, the bandwidth
did not exceed 3 THz and THz field amplitudes competitive with those of ZnTe emitters were obtained only in conjunction with amplified laser pulses [Kad05, Wel07].
Consequently, the full potential of metal-based THz emitters is far from being
achieved and the key issue remains: to develop efficient sources covering the range
from 1 to 30 THz without gaps, whilst being driven by laser pulses with an energy
of ~1 nJ from a typical, high-repetition-rate femtosecond laser oscillator.
At this point, it is important to acknowledge that all previously demonstrated THz
emitters have taken advantage exclusively of the charge but not the spin of the electron. On the other hand, very recent tremendous progress in the fields of spintronics
[Sai06, Hof13, Sin15, Wei14] and femtomagnetism [Bat10] has shown that the electron spin offers entirely new possibilities to generate, tailor, and optimize transient
currents in metals. In fact, spin-to-charge conversion has been revealed lately as
a new mechanism for the generation of ultrafast photocurrents [Kam13a, Hér06].
Unfortunately, even though fed by a millijoule-class laser, the resulting THz fields
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were much too weak for practical applications[Kam13a]. It remains to be shown
whether the spintronic route can lead to a competitive THz emitter.
In this work, we exploit the unique spintronic and photonic properties of ultrathin
metal films to develop a laser-oscillator-driven THz emitter that combines the benefits of existing emitters in one device: large bandwidth, large THz-field amplitude at
low pump power, straightforward operation, scalability, and low cost. This achievement results because our widely tunable approach provides access to a large set of
spintronic metals and geometrical parameters for optimization.

5.2. Experimental details
Figure 5.1a illustrates the basic principle of our spintronic THz emitter by means of
a bilayer structure consisting of a ferromagnetic (FM) and nonferromagnetic (NM)
metal thin film [Kam13a]. The FM layer is magnetized in-plane (antiparallel to the
y-axis). An incident femtosecond laser pulse excites electrons in the metals to states
above the Fermi energy, thereby disturbing thermal equilibrium. Since FM and NM
layers have different transport properties, a y-polarized primary current is launched
along the z-axis during thermalization (see Section 2.1). In addition, because the
product of density, band velocity and lifetime of spin-up (majority) electrons in FM
metals (such as Fe, Co, and Ni) is significantly higher than that of the spin-down
(minority) electrons [Zhu06, Jin15], the z-current is strongly spin-polarized [Bat10].
We note that the pump photon energy (~1.6 eV) leads to an electron distribution
function that has strong nonequilibrium character directly after sample excitation
[Ale17]. Since relaxation toward a Fermi-Dirac distribution proceeds on a time scale
of 100 fs [Hoh00], both nonequilibrium and equilibrium electrons are expected to
contribute to spin transport and THz emission [Nen16]. This mechanism can be
considered an ultrafast version of the spin-dependent Seebeck effect which arises
from the different transport properties of the photo-induced charge carriers [Ale17].
Once the spin current enters the NM layer, SOI deflects spin-up and spin-down
electrons in opposite directions [Sai06, Hof13, Sin15, Wei14, Wer11] (Fig. 5.1a). This
inverse spin Hall effect (ISHE) converts the longitudinal (z-directed) spin current
density js into an ultrafast transverse (x-directed) charge current density jc = γjs
acting as a source of THz radiation. Here, js and jc are measured in units of
electrons per area and time, and γ is the spin Hall angle which can be understood
as the mean deflection angle of a moving electron. Importantly, γ can have opposite
sign in different metals such that engineering of spin Hall currents becomes possible.
Sample fabrication. The samples from the Mainz group were prepared
acterized by S. Jaiswal, J. Henrizi, G. Jakob, M. Jourdan and M. Kläui
of Physics, Johannes Gutenberg University, 55128 Mainz, Germany).
deposited by Ar sputter deposition using a Singulus Rotaris deposition
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Figure 5.1.: Metallic spintronic terahertz emitter. a, Principle of operation. A femtosecond
laser pulse excites electrons in the metal stack having an in-plane sample magnetization. Since
the transport properties (mobility, lifetime, density) of excited spin-up (majority) electrons differ
significantly from that of spin-down (minority) electrons, a y-polarized primary spin current is
launched during thermalization into the normal metal (NM) layer. There, SOI deflects spin-up
and spin-down electrons in opposite directions and transforms the spin current js into an ultrafast
transverse charge current jc , leading to the emission of a THz electromagnetic transient. b, Electrooptic signal S (t) of THz pulses obtained from photo-excited Ta- and Ir-capped Co20 Fe60 B20 thin
films and detected by a 50-µm-thick GaP crystal. Inset: THz-signal amplitude as a function of the
incident pump power. c, Fourier spectra of the THz signal S (t) and the transient THz electric field
directly before the sensor as obtained by deconvolving the detector response function from typical
raw data such as those of b. Both spectra are normalized to peak amplitude 1. The double-arrow
illustrates the about 30-THz-large bandwidth of the emitter. The flat spectral phase attests the
THz pulse is Fourier-limited.
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targets of 100-mm diameter. The typical Ar pressure range is 2 to 4 · 10−3 mbar and
the power setting is 800 W. Typical deposition rates are 1.2 Ås−1 for the FM layer
and 2.1 Ås−1 for the NM layer. Prior to deposition, a short plasma etch is performed
to clean the substrate surface from organic contaminants. The epitaxial Fe(100) thin
film (thickness of 3 nm) is prepared by RF-sputtering on a MgO(100) substrate at
room temperature. After confirmation of the epitaxial growth by reflection highenergy electron diffraction, an epitaxial Pt(100) layer (3 nm) is DC-sputtered on
top.
The Co20 Fe60 B20 films from the Greifswald group were prepared and characterized
by U. Martens and M. Münzenberg (Institute of Physics, Ernst Moritz Arndt University, 17489 Greifswald, Germany). They are deposited by magnetron sputtering
while NM metal films are grown by electron-beam evaporation under ultrahighvacuum conditions (base pressure 5 · 10−10 mbar) using in situ transfer. Composition analysis of the films yields a Co/Fe ratio of 1/2.1. Characterization by
transmission-electron microscopy reveals smooth Co20 Fe60 B20 film surfaces below
the atomic-monolayer limit. The magnetic materials exhibit typical thin-film properties [Bou11], in-plane magnetic anisotropy, and a nearly rectangular hysteresis
curve with a coercive field well below 10 mT. Substrate materials used are glass,
sapphire, and MgO.
Experimental setup. In the optical experiment (Fig. 5.1a), the sample is kept in
an external magnetic field of 10 mT. It is excited by linearly-polarized laser pulses
(duration of 10 fs, central wavelength of 800 nm, energy of 2.5 nJ) from a Ti:sapphire
laser oscillator (repetition rate of 80 MHz) under normal incidence from the substrate
side (beam diameter at sample 50 µm full width at half maximum of the intensity).
For details on the setup see Section 3.4. Depending on signal strength, duration,
and bandwidth required, we use various electro-optic materials: ZnTe(110) (thickness of 10 µm and 1 mm) [Lei99a], GaP(110) (50 and 250 µm) [Lei99a], and the
poled-polymer guest-host system Lemke/amorphous polycarbonate (LAPC)[Zhe05]
(70 µm) (see Sections 3.3 and 3.2). The LAPC sensor was fabricated by J. Hannegan and L. M. Hayden (Department of Physics, University of Maryland Baltimore County, Baltimore, Maryland 21250, USA). In the performance evaluation,
the spintronic trilayer and the reference emitters (Figs. 5.6 and 5.7) are operated
with the same pump-beam specifications. The THz amplitude obtained from the
photoconductive switch (TeraSED3, based on interdigitated electrodes on a semiinsulating GaAs substrate [Win12]) is maximized by setting the DC bias voltage to
12 V (20 % above the maximum value recommended by the technical specifications).
All measurements are performed at room temperature in a N2 atmosphere.
Theoretical model and calculations of spin Hall angles. The calculations were
done by F. Freimuth and Y. Mokrousov (Peter Grünberg Institute and Institute
for Advanced Simulation, Forschungszentrum Jülich and JARA, 52425 Jülich, Ger-
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many). The spin Hall conductivity (Fig. 5.3) is obtained by the Kubo formula (see
Eq. 2.50) within density-functional theory. The full-potential linearized augmented
plane-wave (FLAPW) program FLEUR (see http://www.flapw.de) is employed. In
detail, the generalized gradient approximation of the exchange correlation potential,
a plane-wave cutoff at a wave vector of 85 nm−1 and the experimental lattice constants (2.91, 3.892, 3.302, 3.166, 3.8402, and 3.926 Å for Cr, Pd, Ta, W, Ir, and Pt,
respectively) are used. Further details on the computation are given in [Fre10].

5.3. Results and discussion
We start with bilayers consisting of FM Co20 Fe60 B20 (thickness of 3 nm) capped by
either NM Ta or Ir (3 nm). Typical THz electro-optic signals S (t) obtained from
these samples for the same orientation of the external magnetic field are displayed in
Fig. 5.1b. Consistent with the generation mechanism outlined above [Kam13a], the
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emitted radiation has the following properties: The spin current and, thus, THz field
are reversed entirely, either when the external saturating magnetic field of 10 mT is
reversed or when the two metallic films are grown in reverse order on the substrate
(see Fig. 5.2a and b). It is linearly polarized with the electric-field direction perpendicular to the sample magnetization, but it is independent of the pump polarization
(see Fig. 5.2c). Finally, the THz-signal amplitude grows linearly with the pump
power (Inset of Fig. 5.1b), in contrast to plasma sources, which require a threshold
pump intensity for THz emission [Tho07, Kim12, Lu14]. The linear power scaling
also shows that signal saturation due to pump-induced sample demagnetization is
negligible here, consistent with the estimate that ultrafast magnetization quenching
is less than 1 % at the maximum pump fluence used [Kam13a].
Fourier-transforming the time-domain signals S (t) yields the spectral amplitude
|S (ω)| versus frequency ω/2π. A typical example is shown in Fig. 5.1c. Note
this spectrum covers the large bandwidth from about 1 to 18 THz. We emphasize
that spectral features such as the dip at 8 THz arise from the 50-µm-thick GaP
electro-optic sensor and not from the emitter [Lei99a]. By deconvolving the detector
response function from the signal S (t), we obtain the THz electric field directly in
front of the sensor (see Section 3.4.1). Strikingly, the field amplitude spectrum
(Fig. 5.1c) is remarkably smooth and extends from 1 to nearly 30 THz full width
at 10 % amplitude maximum, without any gaps. In addition, the spectral phase of
the transient field is flat (Fig. 5.1c), thereby demonstrating that the THz pulse is
Fourier-limited. As discussed above, these features derive from the unique properties
of metals: short-lived photocurrents and a featureless frequency dependence of the
optical constants, in stark contrast to semiconductor THz emitters [Rei07].
While its bandwidth is already remarkably large, the Co20 Fe60 B20 /Ta bilayer (Fig.
5.1b) generates a THz peak signal about 2 orders of magnitude smaller than what is
obtained from a standard emitter in linear THz spectroscopy [Rei07], i. e. a 1-mmthick ZnTe(110) crystal (see Fig. 5.6). To massively boost the emitted THz field,
we need to understand the key factors that determine it.
To derive a relationship between the emitted THz electric field and its source current,
we note that within our sample the beam diameter is much larger than the sample
thickness (d ∼ 10 nm). Therefore, plane-wave propagation along the z-axis (see
Fig. 5.1) is assumed. The charge current density −ejc = −eγjs (resulting from the
laser-driven spin current density js and the inverse spin Hall effect) generates an
electromagnetic wave with an electric field E (z, t) polarized along the x-axis (see
Fig. 5.1a).
As seen in Section 2.6.2 and Eq. 2.85, we obtain for the THz electric field E (Fig.
5.1a) directly behind the multilayer
E (ω) = Z (ω) e

Z d
0

dz γ (z) js (z, ω) .

(5.1)

This equation can be interpreted as a generalized
Ohm’s law because the emitted
R
field equals the total charge current −e dz γjs times an impedance Z (ω) which
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quantifies how efficiently a current is converted into electromagnetic radiation. Here,
e is the electron charge and Z is determined by
n1 (ω) + n2 (ω) Z d
1
=
dz σ (z, ω) ,
+
Z (ω)
Z0
0

(5.2)

where ω/2π is the THz frequency, Z0 = 377 Ω is the vacuum impedance, n1 and
n2 denote, respectively, the refractive indices of the film substrate and the air, d is
the film thickness, and σ is the conductivity of the metals. Equation 5.2 accounts
for the propagation of the THz radiation inside the sample (including all reflection
echoes) and the irradiation into free space. From a quasistatic viewpoint, 1/Z can be
interpreted
as the effective conductance of a parallel connection of all metal layers
R
( dz σ) shunted
by the two adjacent half-spaces [(n1 + n2 )/Z0 ]. When the sheet
R
conductance dz σ of the metal stack is much larger than the shunt conductance
(n1 + n2 )/Z0 of the two half-spaces, Eq. 5.1 turns into the familiar Ohm’s law
[Kam07]. We again emphasize this equation is only valid in the thin-film limit, that
is, for films much thinner than the wavelength and attenuation length of the THz
wave inside the metal.
Equations 5.1 and 5.2 readily show that maximizing Z, and js will lead to maximum
THz output of the emitter for a given pump power. The numerous sample parameters that can be tuned in such an optimization are the FM/NM materials and the
geometry of the heterostructure.
Maximizing the terahertz output
Nonmagnetic layer. We start with varying the NM material which primarily affects the emitted THz field through the magnitude and sign of the spin Hall angle γ
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(see Eq. 5.1). Consequently, we consider such metals for which large γ values have
been reported [Hof13]. Importantly, for all samples studied here, we find emitted
THz waveforms and spectra whose shape is very similar to those shown in Figs.
5.1b and c. Therefore, it is sufficient to quantify the strength of the emitted THz
field by the root mean square (RMS) of the THz signal S (t). This quantity is displayed in Fig. 5.3a as a function of the NM metal in Co20 Fe60 B20 (3 nm)/NM(3 nm)
heterostructures.
Figure 5.3a clearly shows that the THz field amplitude and polarity depend drastically on the NM material chosen: for instance, Pt delivers a one order of magnitude
larger amplitude than Ta and Ir. Interestingly, choosing W for the NM layer leads
to a comparable magnitude as with Pd or Pt, but with opposite sign. This observation is consistent with previous works [Hof13]. The sign change arises because γ is
roughly proportional to the spin-orbital polarization of the electronic states around
the Fermi energy [Kon09], which is opposite for the half-filled d-shell in W and the
almost full d-shell in Pt. More generally, we find that the entire trend of THz amplitude versus NM material (Fig. 5.3a) is in good semiquantitative agreement with
spin Hall conductivities measured previously [Hof13] and calculated by us (see Fig.
5.3a and Section 5.2). The remarkable agreement with ab initio-calculated values
of the intrinsic spin-Hall conductivity appears plausible since it is believed to dominate in transition metal film with thicknesses of only a few nanometers implying
large disorder (see Section 2.5.1). This observation provides further evidence for the
transport scenario outlined in Fig. 5.1a and in Ref. [Kam13a]. However, the major
conclusion drawn from Fig. 5.3a is that Pt is the most promising NM material for
our THz FM/NM-bilayer emitter.
Ferromagnetic layer. In the second optimization step, we use Pt for the NM
layer and study the THz emission as a function of the FM material. We consider
FM(3 nm)/Pt(3 nm) heterostructures with the FM metals Fe, Co, Ni, and their
binary alloys. Fig. 5.3b shows that all materials provide similar output, except
Ni, which yields less than 20 % of the maximum THz amplitude. The reason for
this behavior is not yet understood but may be related to the fact that the Curie
temperature of Ni (627 K) is considerably lower than that of all other FM materials
(> 1000 K). Additional temperature-dependent measurements (not shown) could
support this notion. Note that adding B to Co-Fe alloys leads to an increase of the
THz amplitude by about 30 %. We attribute this behavior to the reduction of the
FM conductivity by B impurities (see Eqs. 5.1 and 5.2). The essential conclusion is
that Co40 Fe40 B20 /Pt heterostructures provide best THz-emission performance.
Optical properties of the samples. To characterize our FM/NM metallic heterostructures, optical reflectance and transmittance are measured using the same
pump beam as in the THz-emission setup. Our experimental data (Fig. 5.4) show
that the multilayers absorb about 50 % of the incident laser power, largely inde-
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pendent of the total metal thickness d. The measured values of reflectance and
transmittance agree excellently with calculations based on a transfer-matrix formalism (see Section 2.6.2 and Ref. [Yeh05]) and literature data of the optical constants
of the materials involved [Lia15, Ord88] (solid lines in Fig. 5.4). Such good agreement is indicative of an optically homogeneous and flat metal film as expected from
the optimized film deposition. The THz conductivities of the Pt and FM films
are measured by THz transmission experiments (see Sect. 3.4). We find values of
σ = (2.9 + 0.1i) · 106 S m−1 for Pt and σ = (6.5 + 0.1i) · 105 S m−1 for Co40 Fe40 B20
(assumed to be the same for Co20 Fe60 B20 ), approximately independent of frequency
below 10 THz due to the high Drude scattering rate, which is on the order of 50 THz
(see Section 4.4).
Sample thickness. In the third optimization step, we vary the stack geometry
and first measure the THz emission as a function of the total sample thickness d
while keeping the FM and NM layer approximately equally thick. Our experimental
data reveal a surprising behavior (Fig. 5.5a): the THz amplitude increases with
decreasing emitter thickness d. Maximum amplitude is reached at d = 4 nm, below
which the THz signal falls off rapidly.
Such behavior is highly counterintuitive and in sharp contrast to most phase-matched
frequency conversion schemes such as optical rectification and second-harmonic generation [Rei07]. Indeed, Eq. 5.1 suggests that the THz amplitude scales with metal
thickness d. Note, however, this trend is overcompensated by a remarkable photonic
effect: our metal thin film acts as a Fabry-Pérot cavity that resonantly enhances
both pump and THz waves. Because the cavity length d is much smaller than all
wavelengths involved, all reflection echoes inside the film interfere constructively
(Fig. 5.5b). The shorter the cavity, the more echoes occur before the wave has decayed, resulting in even more enhancement. Effectively, a thinner film increases the
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pump-pulse excitation density, and improves the impedance matching between the
metal and the surrounding substrate and air, facilitating the THz-pulse outcoupling
to free-space. Below a critical thickness dc , however, reflection losses at the cavity
faces exceed attenuation in the metal bulk. Then, the enhancement of pump and
THz field saturates at d < dc and no longer compensates for the shrinking emitter
volume. Therefore, the emitted THz amplitude should first grow with decreasing
d and, after reaching a maximum, decrease, in agreement with our experimental
bilayer data (Fig. 5.5a).
We now make use of Eq. 5.1 to model the THz-emission amplitude, as a function of
the thickness of the FM/NM bilayer (with FM being Fe, Co40 Fe40 B20 or Co20 Fe60 B20
and NM=Pt). The impedance (see 5.2) is determined by the measured THz conductivities of the materials involved (see Sect. 5.2). The rest of Eq. 5.1 requires
knowledge of the charge current density jc (z) = γ (z) js (z). To model its spatial
structure, we neglect γ in the FM layer and determine the spin current density js
in the NM layer by considering the following simplified scenario: after excitation by
the pump pulse, spin-polarized electrons from the FM layer enter the NM layer in
which they first propagate ballistically away from the FM/NM interface (see Fig.
5.1a). However, once an electron undergoes scattering, its velocity is randomized
such that its contribution to the ultrafast photocurrent and, thus, to the THz signal is assumed to become negligible. To account for such velocity randomization,
we assume the density of ballistic electrons behind the FM/NM interface decreases
according to e−(z−dFM )/λrel where λrel can be considered as an electron velocity relaxation length [Hof13]. We furthermore assume that the electrons undergo perfect
reflection at the NM/air and the NM/FM interface. As shown by Mosendz et al.
[Mos10], these assumptions imply a spatial dependence of the ballistic spin current
density inside the NM layer (dFM < z < d = dFM + dNM ) according to
js (z) = js (dFM )

sinh [(z − d) /λrel ]
,
sinh (dNM /λrel )

(5.3)

where js (dFM ) is the spin current density directly after the FM layer. Finally,
the linear fluence dependence of the emitted THz field (Fig. 5.1b) indicates the
spin current is proportional to the energy density deposited by the pump pulse.
Therefore, one has js (dFM ) ∝ A/d where A is the absorbed fraction of the incident
pump power (see Fig. 5.4). Plugging Eq. 5.3 and all other assumptions into Eq.
5.1, we obtain
tanh (dNM /2λrel )
A
.
(5.4)
E (d) ∝ γNM λrel
R
d n1 + n2 + Z0 0d dz σ (z)
The film impedance Z is obtained from Eq. 5.2 with the metal conductivities measured by THz transmission spectroscopy (see Section 3.4). The spin current density
js is assumed to scale with the mean excitation density A/d. The measured sample
absorptance amounts to as much as ~60 %, nearly constant for d between 5 and
20 nm (see Fig. 5.4). We note that the thickness dependence of both Z and A/d
exhibits the expected 1/(d + dc )-like behavior. We fit our model (Eq. 5.4) to the
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THz amplitude data of Fig. 5.5a with λrel and a global amplitude factor being
the only free parameters. The best fit (solid curve in Fig. 5.5a) is obtained for
λrel = 1 nm and describes the thickness dependence of the emitted THz amplitude
very well, including the existence of a maximum. The discrepancy for d < 4 nm is
most likely due to shortcomings of our simplified transport model and due to changes
in the magnetic properties (such as the Curie temperature) of the sample when approaching small thicknesses. Thus, Fig. 5.5a shows that the largest THz signal is
provided by the 4-nm-thick Co20 Fe60 B20 /Pt emitter. This performance is very close
to the absolute maximum predicted by the model. We do not expect higher-order
Fabry-Pérot resonances for the pump because the decay length of the pump intensity (~15 nm) is much shorter than the wavelength (~300 nm) of the pump radiation
inside the metal film.

Trilayer. Having identified the best bilayer emitter, we finally engineer the sequence of the spintronic metal layers. Figure 5.1a suggests that only the forwardpropagating half of the photo-induced spin current travels into the NM layer where
it is converted into a charge current. To also take advantage of the backward-flowing
electrons, we introduce another NM layer on the left-hand side of the FM film (Fig.
5.5c). We choose W/Co40 Fe40 B20 /Pt because W and Pt exhibit the largest spin
Hall angles γ yet with opposite sign (Fig. 5.3a). Owing to this unique possibility
of spintronic engineering, the spin Hall currents jc in the W and Pt layer flow in
the same direction, radiate in phase and, thus again, boost the THz amplitude (Fig.
5.5c). Indeed, as seen in Fig. 5.5a, the THz amplitude from each W/Co40 Fe40 B20 /Pt
trilayer is approximately twice as high as that from a bilayer counterpart with the
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same total thickness. The W(2 nm)/Co40 Fe40 B20 (1.8 nm)/Pt(2 nm) trilayer delivers
a 40% higher THz amplitude than the best bilayer Co20 Fe60 B20 (2 nm)/Pt(2 nm),
even though the trilayer is about 50% thicker. This result indicates that the conversion of both forward and backward spin currents into THz radiation overcompensates
the larger metal thickness (see Eq. 5.1). Figure 5.5a concludes our model-guided
optimization strategy and identifies the 5.8-nm-thick W/Co40 Fe40 B20 /Pt trilayer as
the best THz emitter out of the comprehensive set of more than 70 heterostructures studied here. With this extensive procedure, we have gone beyond all previous approaches for emitter design and fully exploited the spintronic nature of
our THz source. The evolution of our efforts is illustrated by Fig. 5.6a: the trilayer delivers a more than two orders of magnitude larger THz amplitude than
Co20 Fe60 B20 (10 nm)/Ta(2 nm), which is one of the bilayers we started with.
Performance test
To evaluate our STE, we compare its performance to that of three state-of-theart THz sources routinely used to cover the range from about 0.3 to 8 THz: the
nonlinear optical crystals ZnTe(110) and GaP(110) [Fer02a, Rei07], and a highperformance photoconductive switch with interdigitated electrodes [Win12]. For all
emitters, the THz emission is measured under identical conditions and the THzsignal amplitude is found to scale linearly with the pump power (see Inset of Fig.
5.1b for the STE). Consequently, comparison of THz spectral amplitudes provides
a direct measure of how well each emitter covers a given frequency window. To
directly identify spectral emission gaps, we choose a 70-µm-thick Lemke/amorphous
polycarbonate (LAPC) electro-optic sensor [Zhe05] that permits gap-free detection
from about 0.3 to 15 THz. Figures 5.6a and b display THz waveforms S (t) from
the four sources and the respective amplitude spectra. Deconvolving the detector
response function (see Sect. 3.4.1) yields the transient THz electric fields which
are shown in Fig. 5.7. For ZnTe and GaP, the electro-optic signal S (t) consists of
a slow and fast oscillating part which is, respectively, related to frequencies below
and above the Reststrahlen band of these crystals. Strong wave attenuation in the
Reststrahlen region [Lei99a] leads to considerable gaps from 3 to 10 THz, and from 7
to 13 THz in the ZnTe and GaP amplitude spectra |S (ω)|, respectively (Fig. 5.6b).
In contrast, the time-domain signal from the spintronic trilayer features a higher
peak amplitude, is much shorter (Fig. 5.6a) and even Fourier-limited (Fig. 5.1c).
Remarkably, the spectrum is gap-free and exceeds the spectral amplitude of the
ZnTe and GaP crystals from 2.5 to 11.5 THz. While the photoconductive switch
and the STE exhibit comparable THz-signal amplitudes in the time domain (Fig.
5.6a), their performance is complementary in frequency space (Fig. 5.6b). In case
that exceptionally high amplitudes are required below3 THz, the photoconductive
switch is the source of choice. In contrast, the STE provides more amplitude above
3 THz and exhibits a much wider bandwidth from 1 to 30 THz without gap (see Fig.
5.7). Finally, the corresponding electric fields at the detector position (Fig. 5.7) are
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obtained by a deconvolution procedure as described in Section 3.4.1.
Estimate of the quadratic nonlinear susceptibility. The amplitude of the THz
pulses emitted from the STE grows linearly with the pump fluence (Inset of Fig.
5.1b). Therefore, optically-induced THz emission from the STE can be described
phenomenologically as a χ(2) -type nonlinear-optical process in which the pump field
Ep induces an electric dipole density (polarization) (see [Mil12] and Section 2.6.1)
P

(2)

χ(2) (ω) Z
χ(2) (ω)
dωp Ep (ωp ) Ep∗ (ωp − ω) =:
F (ω)
(ω) =
Z0 c
Z0 c
ωp >ω>0

(5.5)

at the difference ω of all pump-frequency pairs ωp and ωp − ω. In writing Eq. 5.5,
we have assumed that the second-order response function χ(2) is independent of the
pump frequency and abbreviated the integral by F (ω). In general, the dependence
of χ(2) on THz frequency ω makes the response delayed, that is, longer than the
driving optical pump pulse. Since −iωP (2) (ω) equals the charge-current density
−ejc (ω), we use Eq. 5.1 to rewrite the THz electric field directly after the STE as
E (ω) =
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Z (ω) iωF (ω) Z d
dz χ(2) (z, ω) .
Z0
c
0

(5.6)
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To estimate the χ(2) -magnitude of our STE, we compare the THz amplitude generated by the STE to that of a suitable reference emitter. We choose a 50-µm-thick
GaP(110) crystal because the magnitude (5.4 · 10−11 mV−1 ) of its only nonvanishing
χ(2) tensor element is well known [Lei99a]. In addition, THz-wave generation is still
phase-matched at this thickness. According to Ref. [Kai99], the THz amplitude
directly after the GaP is given by a formula analogous to Eq. 5.6,
EGaP (ω) =

exp [inGaP (ω) ωd/c] iωFGaP (ω)
(2)
·
dGaP χGaP (ω) .
n2 (ω) + nGaP (ω)
c

(5.7)

Here, dGaP is the GaP thickness, and nGaP is the refractive index of GaP. As with
Eq. 5.6, n2 is the refractive index of air. In our experiment, we find that the peak
electro-optic signal (Fig. 5.6a) and the THz field amplitude (Fig. 5.7a) of the STE
are comparable to those of GaP. Consequently, we have|E| ≈ |EGaP |. Similarly, the
first and second term of Eq. 5.6 have the same order of magnitude as their GaP
counterparts in Eq. 5.7. Therefore, the ratio of the nonlinear optical coefficients is
roughly given by
(2)

χ(2) /χGaP ∼ dGaP /deff ,

(5.8)

that is, by the ratio of the GaP thickness (dGaP = 50 µm) and the effective thickness
deff of the STE region in which the THz charge current is generated. Since deff ∼
λrel ∼ 1 nm (see Fig. 5.5), the χ(2) -coefficient of the STE is nearly 5 orders of
magnitude larger than that of GaP, yet located in a sheet of only about 1-nm
thickness at the FM/NM interface.
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Application in linear terahertz spectroscopy
We routinely use our STE to measure ultrabroadband linear transmission spectra
(see Section 3.4 and Chapter 4). As an example, Fig. 5.6c displays amplitude
and phase of the complex transmission of a 7.5-µm-thick polytetrafluoroethylene
(PTFE, Teflonr ) sample, obtained by using the trilayer emitter and a 10-µm-thick
ZnTe(110) sensor [Lei99a]. Resonant features around 6, 15, and 18 THz are found,
and they arise, respectively, from CF2 twisting, rocking/wagging, and rocking in the
molecular chain [Cha74]. Our observation agrees excellently with previous PTFE
studies using gas-plasma THz emitters [D’A14], which, however, require 5 orders of
magnitude higher pump-pulse energies. We finally note that such broadband and
gapless THz spectroscopy would not be possible at all with standard solid-state
emitters.

5.4. Conclusion and outlook
We have developed a conceptually new, efficient, and versatile THz source for broadband linear THz spectroscopy based on optically driven spin currents in ultrathin
magnetic metal heterostructures. Our approach unifies the benefits of different
emitter types in one device: it approaches the bandwidth of much more expensive
gas-plasma spectroscopy systems and delivers short, Fourier-limited pulses covering
the full range from 1 to 30 THz without gap. As with often-used optical-rectification
crystals, our heterostructure is robust, passive, easy-to-use (in transmission mode
under normal incidence), and driven by a low-cost, compact femtosecond laser oscillator. At the same time, the THz field amplitude emitted exceeds that of standard
emitters such as ZnTe, GaP, and a biased photoconductive switch. As for such
switches, direction and amplitude of the emitted THz field can easily be modulated
by applying an oscillating magnetic field with a small amplitude below 10 mT. In
addition to these benefits, the broadband optical absorption of metals implies that
the spintronic THz source can be driven by any oscillator, virtually independent of
its output wavelength, for instance a Ti:sapphire (800 nm), Yb3+ fiber (1030 nm)
or Er3+ fiber (1550 nm) laser. We emphasize that fabrication of our emitter is inexpensive, straightforward, and scalable, without involving any lithography steps.
Fabrication costs are dominated by the substrate price and we can deposit homogeneous layers on substrates with diameters as large as 20 cm. As will be demonstrated
in the following, STEs exhibit a high potential for enabling nonlinear-optical studies
[Liu12b, Vic13] in the difficult-to-access region between 5 and 10 THz.
Our results highlight metallic magnetic multilayers as a new and very promising class
of high-performance and broadband THz emitters. Finally, this work is an example
for a rapid translation of recently discovered fundamental physical effects into useful
technology that can straightforwardly be employed by the broad femtosecond-laser
community.
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6. Upscaling of a metallic spintronic
terahertz emitter
Based on the promising results of the last Chapter, we explore the capabilities
of metallic spintronic thin-film stacks as a source of intense and broadband THz
electromagnetic fields. For this purpose, we excite a W/CoFeB/Pt trilayer (thickness
of 5.8 nm) on a large-area glass substrate (diameter of 7.5 cm) by a femtosecond laser
pulse (energy of 5.5 mJ, duration of 35 fs, wavelength of 800 nm). After focusing,
the emitted THz pulse is measured to have a duration of 230 fs, a peak field of
300 kV/cm and an energy of 5 nJ. In particular, the waveform exhibits a gapless
spectrum extending from 1 to 10 THz at 10 % of its amplitude maximum, thereby
facilitating nonlinear control over matter in this difficult-to-reach frequency range
on the sub-picosecond time scale.
Parts of this Chapter have been published in [Sei17b], which has been selected for
the cover article of that issue (see Fig. 6.1).

Figure 6.1.: Cover
artwork.
Applied Physics Letters (Volume
110, Issue 25) cover page related
to the article “Ultrabroadband
single-cycle terahertz pulses with
peak fields of 300 kV/cm from
a metallic spintronic emitter”
[Sei17b]. Figure created with the
help of J. Heitz.

6.1. Motivation
Terahertz pulses covering the range from 1 to 20 THz are resonant probes of numerous low-energy excitations in all phases of matter (see Chapter 1). Completely
unexplored research avenues open when THz pulses are used to drive rather than
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probe material resonances [Hof12, Kam13b, Hwa15, Els15, Nic16]. In solids, examples are the ultrafast coherent control over the motion of lattice ions and ordered
electron spins, and the transport of charge carriers, even across the atomic-scale
junction of scanning tunneling microscopes [Coc16]. To implement such material
control, elevated field strengths >100 kV/cm over a wide frequency range are required. Furthermore, to access more resonances with better time resolution, higher
bandwidth is highly desirable.
User facilities based on electron accelerators can provide both broadband and narrowband THz pulses with tunable central frequency, peak fields approaching
1 MV/cm, and repetition rates as high as 1 MHz [Gre16]. Table-top sources [Zha17b],
on the other hand, operate at a rate of typically ~1 kHz. At the low-frequency side,
they are based on optical rectification in photoconductive switches [Ber13], or in
inorganic [Fül16] and organic [Hir11, Hau11, Vic15] crystals. For frequencies above
5 THz, difference frequency mixing of the two outputs of a dual optical parametric
amplifier [Sel08, Liu17], was shown to yield field strengths >10 MV/cm. Regardless
of the high conversion efficiencies reached with these schemes, they are affected by
spectral gaps between 1 and 10 THz (see Section 3.2). Emission from a dual-colorlaser-excited air plasma [Kim12] can even cover frequencies from below 1 to above
10 THz with field strengths of up to 8 MV/cm [Oh14]. However, the experimental
realization is not as straightforward as with emitters relying on optical rectification.
Thus, the frequency range from about 5 to 15 THz is still challenging in terms of
high fields and table-top setups [Dhi17].
Recently, metallic [Ram14, Pol11] and metallic spintronic heterostructures were
shown to be promising THz emitters (see Chapter 5 and Refs. [Kam13a, Hui16a,
Wu17, Yan16, Awa16]). When a W/CoFeB/Pt trilayer of 5.8-nm thickness was excited with optical pulses (duration of 10 fs, energy of ~1 nJ) from an 80-MHz laser
oscillator, THz pulses with a gapless spectrum from 1 to 30 THz and a conversion
efficiency even better than standard oscillator-based THz sources were achieved (see
Figs. 5.1 and 5.6). However, the capability of spintronic THz emitters as high-field
sources driven by millijoule-class laser pulses remains to be shown.
Here, we demonstrate upscaling of metallic spintronic THz emitters, resulting in
a practical and ultrabroadband source delivering THz pulses as short as 230 fs, a
spectrum from 1 to 10 THz (full width at 10 % of amplitude maximum) and peak
fields of 300 kV/cm.

6.2. Experimental details
Sample fabrication. The samples were prepared and characterized by S. Jaiswal,
J. Henrizi, G. Jakob, M. Jourdan and M. Kläui (Institute of Physics, Johannes
Gutenberg University, 55128 Mainz, Germany). Our metallic spintronic THz emitter
(STE, see Fig. 6.2a) is a nanometer-thick trilayer structure NM1/FM/NM2, made
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Figure 6.2.: High-field spintronic terahertz emitter. a, Photograph of the spintronic THz
emitter (STE). Two bar magnets labeled N and S provide a magnetic field of ≥10 mT across the
entire emitter area. A 2-€ coin serves as a scale reference. b, Experiment schematic. For details,
see the main text. Abbreviations: B ext : external magnetic field, ITO: indium-tin-oxide-covered
glass, Si: silicon wafer, OPM: 90°-off-axis parabolic mirror.

of a ferromagnetic (FM) layer FM= Co20 Fe60 B20 between two nonmagnetic (NM)
layers, NM1=Pt and NM2=W, on a fused-silica substrate (see Chapter 5), which
also acts as a heat sink. The detailed stack structure is fused silica (thickness of
500 µm)/W(2 nm)/Co20 Fe60 B20 (1.8 nm)/Pt (2 nm). The magnetic heterostructures
are grown in a Singulus Rotaris© sputter tool equipped with targets of 100 mm
diameter. Typical deposition conditions are a sputter power of 800 W at an Argon
pressure of 2 to 4 · 10−3 mbar. The resulting deposition rates are 1.2 Å/s for the
FM layer and 2.1 Å/s for the NM layers. A short plasma etch with a 500 eV Ar-ion
beam is applied to the substrate to clean the surface from organic contaminants.
The cost of the emitter is mainly determined by the substrate price of ~$ 20 for
7.5 cm diameter.

Experimental setup. Details on the spintronic THz emitter working principle can
be found in Chapter 5.
In our experiment (see Fig. 6.2b for a schematic), we use laser pulses (energy of
5.5 mJ, central wavelength of 800 nm, duration of 35 fs, repetition rate of 1 kHz)
from an amplified Ti:sapphire laser system (see Section 3.1). The collimated beam
[diameter of 4.8 cm full width at half maximum (FWHM) of intensity] is incident
onto the STE, whose in-plane magnetization is saturated by permanent magnets
delivering a field of about 10 mT. To spectrally separate the pump from the THz
radiation, the emitted THz beam is reflected by a float glass with indium-tin-oxide
coating (thickness of 100 nm, sheet resistance <7 Ω/sq, covered with a SiO2 passivation layer) under an angle of 45°. After transmission through a silicon wafer (angle
of incidence of 45◦ ± 2◦ ), blocking the residual pump radiation, the THz beam is
eventually focused on two different detectors to characterize the THz power and the
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Figure 6.3.: Raw data. a, Typical THz electro-optic signals measured with a 50-µm-thick Quartz
detector for opposite sample magnetizations ±M . Inset: Pump-fluence dependence of the THz
signal (root mean square). b, THz-pulse energy as a function of the rotation angle α of a THz
polarizer inserted before the THz power meter for two orthogonal sample magnetizations (black
and blue dots). Gray lines are cos2 α- and sin2 α-fits. THz-pulse energies are corrected for polarizer
transmission losses.

transient THz electric field. The THz power is measured with a power meter (Gentec THz-B), which requires chopping of the near-infrared pump beam at 25 Hz. To
determine the THz polarization state, we employ a rotatable free-standing wire-grid
polarizer (InfraSpecs model P02) placed directly behind the silicon wafer.
We characterize the transient THz electric field by standard electro-optic (EO) sampling (see Section 3.3) in crystals of either (110)-oriented GaP (thickness of 50 µm),
(110)-oriented ZnTe (10 and 50 µm) or (001)-oriented Quartz (50 µm). The detection crystals are sufficiently thin to ensure a linear scaling of the EO signal with
the THz electric field. If not mentioned otherwise, measurements are conducted at
room temperature in air. Details on EO detection with a Quartz crystal will be
published elsewhere.

6.3. Results and discussion
Raw terahertz signals
Figure 6.3a shows a typical EO signal as recorded with a 50-μm-thick Quartz crystal. We observe an almost complete reversal of the THz signal when the sample
magnetization is reversed. This behavior is consistent with our understanding of
the THz-emission process (see Chapter 5). The pump-fluence dependence (Inset of
Fig. 6.3a) demonstrates that the THz emission is still well below saturation. We
note that the temporal shape of the THz pulse is independent of the pump fluence
(not shown). The observed ringing after the main pulse (Fig. 6.3a) may arise from
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the THz absorption of water vapor in air. This notion is corroborated by the fact
that additional purging with N2 leads to a 10 % increase in THz amplitude and a
slight reduction of the ringing. Another possible origin is the absorption by phonon
resonances of the EO Quartz detector at around 4, 8, and 12 THz [Rus67, Spi61].
Figure 6.3b displays the measured THz power behind a wire-grid polarizer as a
function of its azimuthal rotation angle α for the sample magnetization set perpendicular (M ||s) and parallel (M ||p) to the optical table. The measured data are
well described by an α-dependence proportional to cos2 α and sin2 α, respectively.
Therefore, the THz radiation measured by the power detector is polarized linearly
and oriented perpendicularly to the sample magnetization. These polarization properties agree with the SDSE/ISHE-THz-emission scenario of Chapter 5. The different
maximum power amplitudes obtained for the M ||s- and M ||p-configurations can
easily be explained by the polarization-dependent transmittance of the silicon window (see Fig. 6.2b): a calculation of the Fresnel transmission coefficients yields a
transmittance ratio of p- and s-polarized THz radiation of 2.0 ± 0.1 [Dai04]. This
value is in good agreement with the experimental observation (see Fig. 6.3b). By
accounting for the transmittance of the polarizer (86 %, averaged over the THz intensity spectrum [Inf17]), we obtain an energy of about 5.1 nJ for a p-polarized THz
pulse.
We note that both coherent THz pulses and incoherent black-body radiation of the
pump-heated STE can contribute to the measured THz power. In addition, THz
radiation can also be generated by the residual pump light absorbed in the silicon
beam combiner (Fig. 6.2b). However, the coherent part of the THz emission from
the silicon slab is expected to be independent of the STE’s magnetization direction,
in contrast to the measurements of Fig. 6.3a. Similarly, the black-body radiation
from both STE and silicon slab is largely unaffected by the external magnetic field.
Therefore, the power behind the polarizer should be identical for the M ||s- and
M ||p-configurations, in stark contrast to our observations (see Fig. 6.3b). Thus,
the black-body radiation arriving at the power detector makes a minor or even negligible contribution to the detector signal. This observation can be explained by the
following two scenarios. First, the black-body radiation arriving at the detector has
a much smaller power than the coherent THz radiation. Second, the instantaneous
temperature of STE and silicon wafer and the resulting black-body radiation are
not able to follow the pump-power modulation frequency of 25 Hz, thereby being
suppressed by our phase-locked power detector. Therefore, each coherent THz pulse
stems from the STE, has an energy of 5.1 nJ, and a linear polarization perpendicular
to the sample magnetization.
Extraction of terahertz electric fields
To extract the actual THz electric field at the detector position, the measured EO
signal is deconvolved with respect to the transfer function of the EO detection
process (see Section 3.4.1). The deconvolution is performed in the time domain
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for three different detector crystals [10-µm-thick ZnTe on a (100)-oriented ZnTe
substrate [Lei99a], and 50-µm-thick free-standing ZnTe or GaP]. The resulting field
waveforms are low-pass filtered with a Gaussian function centered at 0 THz and
having a FWHM of 40 THz.
Figure 6.4a shows typical EO signals recorded in a dry nitrogen atmosphere with the
three different detectors. The extracted THz electric fields ETHz (t) are displayed in
Fig. 6.4b.
We find single-cycle waveforms whose temporal shape and amplitude are in excellent
agreement for all detectors used. This observation demonstrates the robustness of
our deconvolution scheme. The extracted transient THz electric field reaches a peak
value of 300 kV/cm and has a duration of 230 fs (FWHM of the field envelope, see Fig.
6.4b). Fourier-transformation (see App. A.1) of the field waveforms ETHz (t) yields
the complex-valued field amplitude spectrum |ETHz (ω)| vs frequency ω/2π that is
shown in Fig. 6.4c along with the respective THz-signal spectrum. Note that the
THz field spectrum is gapless and spans the entire range from 0.1 to 10 THz with
respect to 10 % of the peak spectral amplitude. The spectral phase is flat and varies
by less than 2π/10 (standard deviation).
Pulse energy of a Gaussian beam. As a cross-check, we compare the extracted
transient THz electric field ETHz (t) in the focus (Fig. 6.4b) to the measured THzpulse energy W (Fig. 6.3b). To this end, we derive in the following a relationship
between the electric field in the focus and the beam energy.
In the frequency domain, the energy of an electromagnetic pulse with cylindrically
symmetric beam profile is given by
W = 2πZ0−1

Z Z

2

dωdr r |E 0 (ω, r)| .

(6.1)

Here, E 0 (ω, r) is the amplitude spectrum at distance r from the optical axis (propagation direction), and Z0 ≈ 377 Ω is the free-space impedance. As the pump beam
incident on the emitter is a collimated Gaussian beam with diameter 2b (full width
at half intensity maximum), the THz beam, collimated directly behind the emitter,
is also Gaussian. Therefore, we assume a radial field profile of the form
E 0 (ω, r) = E 0 (ω) exp −r2 ln 2/b2 ,




(6.2)

where E 0 (ω) is the complex-valued Fourier amplitude measured on the optical axis.
After integrating Eq. 6.1, we find
W = πb2 (2Z0 ln 2)−1

Z ∞

2

dω |E 0 (ω)| .

(6.3)

−∞

Note that in our experiment, we sample the THz electric field E (ω) which results
from focusing of the collimated beam with on-axis field E 0 (ω) (see Fig. 6.2b). The
two fields are related by
E (ω) = E 0 (ω) b2 ω ln 2/2icf,
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Figure 6.4.: Terahertz-electric-field extraction. a, Electro-optic signals of the spintronic THz
emitter as recorded with three different detection crystals (10-µm ZnTe, 50-µm ZnTe, and 50-µm
GaP) in a dry nitrogen atmosphere. b, Resulting THz electric fields at the detector position
obtained by deconvolving the detector response function. The gray dashed line is the field envelope. Curves in panels a and b are offset for clarity. c Spectra of signal amplitude, electric-field
amplitude, and field phase as obtained with the 10-µm-thick ZnTe detector.
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where c is the vacuum speed of light and f is the focal length of the parabolic mirror.
Substituting Eq. 6.4 into Eq. 6.3 finally yields
W = 2π

ln 2Z0−1 c2 f 2 b−2

Z ∞

2

dω |E 0 (ω)| /ω 2 .

(6.5)

−∞

Using f = 5.1 cm, b = 2.4 cm, and the measured field at the focus (see Fig. 6.4b), we
find a pulse energy of 4.1 nJ, which agrees very well with the power measurements
of 5.1 nJ (see Fig. 6.3b).
Terahertz Kerr effect of diamond
To demonstrate the capability of these pulses for THz nonlinear optics, we measure
the THz Kerr effect [Hof09, Cor14, Saj15] of diamond. To study this χ(3) -type
nonlinear-optical effect (see Section 2.6.1), the p-polarized THz transient is focused
into a 320-μm-thick polycrystalline diamond sample in a dry nitrogen atmosphere.
We measure the transient birefringence using a co-propagating probe beam with the
same pulse specifications as in EO sampling, but linearly polarized with an angle of
45° with respect to the THz-electric-field direction.
Figure 6.5 shows the induced ellipticity acquired with a moderate measurement time
of 5 min. Its striking similarity to the squared THz electric field suggests the sample
response to be quadratic in the THz field, that is, of χ(3) -type. To support this
understanding, we model the Kerr-type pump-probe signal by taking the velocity
mismatch between pump and probe beam into account [Saj15]. In detail, the phase
difference between the two probe polarization components along and perpendicular
to the THz electric field polarization is given by
2π Z d
dz ∆n (t + βz) .
∆ϕ (t) =
λpr 0
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Here, λpr is the central probe wavelength, d is the sample thickness, and the change
in refractive index ∆n is given by the Fourier-transform of Eq. 2.66. “The inverse
−1
−1
velocity mismatch β = νpr
+νTHz
quantifies the temporal walk-off of pump and probe
pulses per propagation length” [Saj15]. Importantly, Eq. 6.6 can be understood as a
convolution with a box-like function of duration βd and thus leads to a distortion of
the measured THz transient. As seen in Fig. 6.5, we find good agreement with the
measured data. Small discrepancies may originate from neglecting lensing effects
due to the sharply focused THz field [Sch09], and the dispersion of diamond’s THz
refractive index. The THz Kerr effect observed here demonstrates the capability of
the STE as a high-field THz source.

6.4. Conclusion and outlook
In conclusion, a large-area spintronic emitter of only 5.8-nm thickness is implemented as a high-field THz source. Excitation by 5.5-mJ optical pump pulses results
in single-cycle THz pulses with a duration of only 230 fs (FWHM of the field envelope) and peak electric fields of 300 kV/cm. The capability of these THz pulses in
terms of driving nonlinear effects is demonstrated by inducing a transient χ(3) -type
response in diamond. We note that the THz-generation mechanism relies on ultrafast electron heating and should, therefore, be virtually independent of the pump
wavelength. The combination of ease-of-use, versatility, and scalability makes this
high-field emitter concept very interesting for THz nonlinear optics. It holds the
promise for an even improved emitter performance in the near future.
We emphasize that this work is only a first step toward spintronic strong-field THz
sources. Numerous improvements are anticipated, for example by optimization of
the fluence and duration of the pump pulse. Finally, in terms of the emitter itself, many degrees of freedom can be tuned, including the emitter temperature, the
choice of materials with large spin Hall angle [Dem16], the layer sequence, and the
arrangement of cascaded emitters [Saj14].
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7. Terahertz emission from thin-film
heterostructures containing
complex magnetic compounds
The last two Chapters showed that THz-emission spectroscopy of ultrathin multilayers of magnetic and heavy metals provides fundamental insights into photo-induced
spin transport and SOI at highest frequencies. Notably, it has also paved the way
toward applications such as efficient and ultrabroadband emitters of THz electromagnetic radiation.
So far, predominantly standard ferromagnetic materials have been exploited in THzemission spectroscopy from metallic heterostructures (see Fig. 5.3b). Here, by introducing a suitable figure of merit, we systematically compare the strength of THz
emission from X/Pt bilayers with X being a complex ferro-, ferri-, and antiferromagnetic metal, that is, dysprosium cobalt (DyCo5 ), gadolinium iron (Gd24 Fe76 ),
magnetite (Fe3 O4 ), and iron rhodium (FeRh). Employing optical pump pulses centered at a photon energy of 1.6 eV, we find that the performance in terms of spincurrent generation not only depends on the spin polarization of the magnet’s conduction electrons but might also be influenced by the specific interface conditions,
thereby suggesting THz-emission spectroscopy to be a highly interface-sensitive technique. Eventually, we present preliminary results employing pump pulses centered
at 30 THz (0.12 eV), which indicate that excited electrons near the Fermi energy
are important for the THz-emission process. In general, our results are relevant
for all applications that rely on the optical generation of ultrafast spin currents in
spintronic metallic multilayers.
Parts of this Chapter have been published in [Sei17c].

7.1. Motivation
Exploiting the electron’s spin degree of freedom is envisioned to be of crucial importance for future information technology [Wol01]. In spintronic devices, the building
blocks are related to the efficient generation, conduction, and detection of spin currents. New fundamental effects are currently in the focus of spintronics research, for
instance the spin-dependent Seebeck effect (SDSE) [Uch08], the spin Seebeck effect
(SSE) [Uch10], and the inverse spin Hall effect (ISHE) [Wun05]. On one hand, the
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SDSE/SSE describes, respectively, the generation of a spin current carried by conduction electrons/magnons along a temperature gradient in a magnetically-ordered
solid (see Section 2.5.2). On the other hand, spin-current detection can be accomplished by the ISHE which transforms a spin current into a transverse charge current
in materials with strong SOI (see Section 2.5.1).
A promising approach for characterizing materials relevant for spintronic applications is THz spectroscopy [Gan06] and, in particular, THz-emission spectroscopy
(TES). As shown in Chapter 5 and in Ref. [Kam13a], upon illumination of ferromagnetic (FM)/ nonmagnetic (NM) heterostructures with femtosecond near-infrared
laser pulses, a combination of the SDSE and the subsequent ISHE gives rise to the
emission of electromagnetic radiation with frequencies extending into the THz range
(see Chapter 5).
Besides such material-science-driven interest, spintronic heterostructures also show
a large potential as efficient and broadband THz emitters. So far, standard FM
materials have predominantly been explored with TES of FM/NM heterostructures,
that is, Ni, Co, Fe, and binary alloys thereof (see Chapter 5 and Refs. [Yan16,
Hui16b, Hui17a, Wu17]). However, a relatively straightforward access to a much
larger variety of magnetic materials is provided by TES.
Here, we explore several complex metallic compounds in terms of their THz-emission
response following femtosecond laser excitation of FM/Pt bilayers. Guided by a simple model of THz emission, our comparative study is performed under conditions
that allow for fair comparison of the FM materials. We provide a theory that highlights the key parameters for THz emission from FM/NM bilayers (e. g. impact of
thickness, conductivity, spin Hall angle). The studied magnetic compounds exhibit
distinct types of magnetic ordering: ferrimagnetic magnetite (Fe3 O4 ), (anti-) ferromagnetic iron rhodium (FeRh), and the ferrimagnetic alloys dysprosium cobalt
(DyCo5 ) and gadolinium iron (Gd24 Fe76 ). Finally, preliminary results are presented
focusing on the driving mechanism of the ultrafast SDSE spin current. To this end,
we trigger the THz emission with drastically reduced photon energies, providing
evidence for a scenario based on ultrafast heating.

7.2. Experimental details
Principle. A schematic of TES of magnetic heterostructures and the details on the
experimental setup are provided in Chapter 5 and Section 3.4.
The emitted THz electric field directly behind the sample can straightforwardly
be calculated in the limit of thin metal films (total metal thickness d negligible
compared to the attenuation length and wavelength of the THz field inside the
metal). In the frequency domain, we obtain for the THz electric field per incident
fluence (see Chapter 5 and Section 2.6.2)
0
ETHz
(ω) = C (ω) · ejs0 (ω) γλrel ,
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where e is the elementary charge, js0 is the spin current density injected into the
NM layer (measured directly behind the FM/NM interface and normalized to the
incident pump excitation density, i. e. having the unit A m/J), and γ and λrel are
the spin Hall angle and relaxation length of the THz spin current within the NM
layer, respectively. The function
C (ω) =

A/d
R
(n1 + n2 ) /Z0 + 0d dz σ (ω, z)

(7.2)

quantifies how efficiently pump and THz radiation are, respectively, coupled into
and out of the metal stack. C summarizes all sample parameters unrelated to
spintronic properties. In Eq. 7.2, A is the (unit-free) fraction of the pump-pulse
energy absorbed by the stack having thickness d, n1 and n2 are the refractive indices
of air and the substrate, respectively, Z0 = 377 Ω is the vacuum impedance, and σ
is the metal conductivity at THz frequencies. As shown below, C (ω) depends on
frequency only weakly and can approximately be considered as a constant.
It is important to note that js0 includes spin currents generated by the SDSE as well
as a spin-dependent FM/NM-interface transmission amplitude, which may depend
on sample preparation details. In the derivation of Eq. 7.1, multiple reflections
of the spin current inside the NM layer are neglected since all Pt-layer thicknesses
throughout this work are well above the relaxation length λrel of Pt (~1 nm) (see
Chapter 5). The linear scaling of the THz electric field with the absorbed pump
power in connection with Eq. 7.1 reflects the second-order nonlinearity of the spincurrent-generation process.
Maximizing the performance of the THz emitter thus requires the optimization of
the material parameters. As seen in Chapter 5, Pt with a thickness of about 3 nm
is the best choice for the NM material. Here, we focus on the variation of the FM
material which has a direct impact on the magnitude of js0 and C (through A and σ).
To quantify the efficiency of a magnetic material X in injecting a spin current into
the adjacent Pt layer in a X/Pt bilayer, we introduce a figure of merit (FOM) that
0
compares the spin current js,X
flowing across a X/Pt bilayer to that of a CoFeB/Pt
reference sample. The FOM is calculated according to
FOMX =

0
js,X
0
js,ref

=

kSX k /CX
,
kSref k /Cref

(7.3)

where kSk denotes the maximum magnitude of the measured THz-signal waveform
S (t). We choose CoFeB as the reference ferromagnet because it features the highest
THz-emission performance among Ni, Co, Fe, and their binary alloys (see Chapter
5).
To summarize, our macroscopic model of the THz-emission amplitude (Eqs. 7.1,
7.2 and 7.3) allows us to perform a systematic comparison of different magnetic
materials X and to disentangle the crucial material parameters to obtain maximum
THz emission.

97

Chapter 7

Terahertz emission from complex magnetic compounds

Experimental setup. The THz-emission spectrometer driven by a MHz laser oscillator is outlined in Section 3.1. Note that some samples (see Table 7.1) have
an unpolished substrate backside and are, therefore, studied in reflection geometry
under a pump-beam angle of incidence of 45°.
The sample magnetization is saturated in the film plane by means of two permanent magnets. For measurements in transmission and reflection geometry, we apply
a magnetic field of ±70 mT and ±100 mT, respectively. By switching between opposite magnetization directions, the contribution odd in the sample magnetization
can be extracted. For the samples studied here, the contribution even in the magnetization is typically one order of magnitude smaller and is neglected throughout
this article. The temperature of the sample is varied by thermal contact with a massive metal block that is either cooled by a liquid nitrogen reservoir or heated by a
resistive coil attached to it. To avoid water condensation, we apply a steady flow of
gaseous nitrogen directed onto the sample surface. During temperature-dependent
measurements, a magnetic field of 40 mT is applied.
The absorptance of the near-infrared pump pulse is determined by measuring the
power reflected by and transmitted through the sample. To determine the THz
conductivity of the thin film, we perform THz transmission measurements (see Sections 2.6.2 and 3.4, and Ref. [Duv96]), referenced to a part of the substrate free
of any sample material. All THz measurements are conducted in a dry nitrogen
atmosphere.

Samples details. The studied samples consist of two or three metal layers. The
bilayer structure is X/Pt with X being the magnetic compound, while Pt is chosen as
the nonmagnetic layer because of its large spin Hall angle. The trilayer structure is
Pt/X/Pt which allows for a consistency check of our theoretical model (see Chapter
5). An overview of all samples used for THz-emission measurements is given in
Table 7.1. Details on sample fabrication are described in the following.

Beijing: FeRh. The FeRh samples were prepared and characterized by M. A.
W. Schoen1 , X. Z. Chen2 , H. S. Körner1 , C. Back1 and C. Song2 (1 Institute for
Experimental and Applied Physics, University of Regensburg, 93053 Regensburg,
Germany; 2 Key Laboratory of Advanced Materials, School of Materials Science and
Engineering, Tsinghua University, 100084 Beijing, China). The FeRh film is grown
on a (001)-oriented single crystal MgO substrate using DC magnetron sputtering.
The base pressure of the chamber is 2 · 10−5 Pa. The substrate is kept at 573 K for
30 min. Then, FeRh (thickness of 10 nm) is deposited at an Ar pressure of 0.7 Pa,
corresponding to a stoichiometric Fe51 Rh49 film. The sputtering power is 30 W for
3-inch-diameter Fe50 Rh50 targets. Afterwards, the film is heated to 1023 K and
annealed for 100 min. When the film has cooled down to room temperature, it is
capped with 5 nm Pt in situ [Jia16a].
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Helmholtz-Zentrum Berlin: DyCo5 and Gd24 Fe76 . The Gd24 Fe76 and DyCo5
samples were prepared and characterized by F. Radu and I. Radu (Institute for
Optics and Atomic Physics, Technical University Berlin and Helmholtz-Zentrum
Berlin für Materialien und Energie, Berlin, Germany). Thin films (thickness of
3 nm) of ferrimagnetic amorphous Gd24 Fe76 and polycrystalline DyCo5 alloys are
grown by magnetron sputtering on (112̄0)-oriented single-crystal Al2 O3 substrates
at room temperature in an ultra-clean Ar atmosphere of 1.5 · 10−3 mbar pressure.
Pt films (thickness of 3 nm) are used as a capping layer. Alternatively, samples with
both Pt capping and buffer layers (thickness of 3 nm) are grown. The stoichiometry
of the ferrimagnetic alloy is controlled by varying the deposition rate of the separate
elemental targets during the co-sputtering process [Rad12]. These samples were
prepared and characterized by F. Radu and I. Radu (Institute for Optics and Atomic
Physics, Technical University Berlin and Helmholtz-Zentrum Berlin für Materialien
und Energie, Berlin, Germany).
Zaragoza: Fe3 O4 .
The Fe3 O4 samples were prepared and characterized by I.
1
2
Lucas , R. Ramos , M. H. Aguirre3 , P. A. Algarabel4 , A. Anadón3 , M. R. Ibarra1 ,
L. Morellón1 , E. Saitoh2 and K. Uchida5 (1 Instituto de Nanociencia de Aragón,
Universidad de Zaragoza, E-50018 Zaragoza, Spain; 2 WPI Advanced Institute for
Materials Research, Tohoku University, 980-8577 Sendai, Japan; 3 Departamento de
Física de la Materia Condensada, Universidad de Zaragoza, 50009 Zaragoza, Spain;
4
Instituto de Ciencia de Materiales de Aragón, Universidad de Zaragoza and Consejo, Superior de Investigaciones Científicas, E-50009 Zaragoza, Spain; 5 National
Institute for Materials Science, 305-0047 Tsukuba, Japan). The Fe3 O4 film (thickness of 24 nm) is grown on a (001)-oriented MgO substrate by pulsed-laser deposition
using a KrF excimer laser (wavelength of 248 nm, repetition rate of 10 Hz, irradiance
of 3 · 109 W/cm2 ) in an ultrahigh-vacuum (UHV) chamber. The Pt film (thickness of
8 nm) is deposited in the same UHV chamber by DC magnetron sputtering without
breaking the vacuum. Further details on the growth can be found in Ref. [Orn10].
The film thickness is measured by x-ray reflectivity. The structural quality is confirmed by x-ray diffraction and transmission electron microscopy. The film cross
sections are prepared by a focused ion beam and measured by high-angle annular
dark-field scanning transmission electron microscopy. The measurements are carried
out in a probe-aberration corrected FEI Titan 60-300 operated at 300 kV.
Greifswald: CoFeB. The Co20 Fe60 B20 samples were prepared and characterized
by U. Martens, J. Walowski and M. Münzenberg (Institute of Physics, Ernst Moritz
Arndt University, 17489 Greifswald, Germany). The samples are deposited on substrates of glass with a surface roughness < 1 nm and on (100)-oriented MgO, both
with the dimensions 10 × 10 × 0.5 mm3 . The amorphous CoFeB layers are fabricated by magnetron sputtering from a nominal target composition of Co20 Fe60 B20 .
A detailed analysis yields a cobalt-iron ratio of 32:68. The Pt films on top are deposited using electron-beam evaporation under UHV conditions with a base pressure
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of 5 · 10−10 mbar after the sputtering procedure without breaking the vacuum. All
substrates are kept at room temperature during the deposition.
#

Sample structure

Prepared in

AOI (°)

A

C (109 Ω/m)

FOM

1

Sapphire//DyCo5 (3)/Pt(3)

Berlin

0

0.56

3.5

0.85

2

Sapphire//Gd24 Fe76 (3)/Pt(3)

Berlin

0

0.52

3.0

0.79

3

Sapphire//Pt(3)/DyCo5 (3)/Pt(3)

Berlin

0

0.56

1.5

-

4

Sapphire//Pt(3)/Gd24 Fe76 (3)/Pt(3)

Berlin

0

0.53

1.3

-

5

Glass//CoFeB(3)/Pt(3)

Greifswald

0

0.57

3.5

1.00

6

MgO//Fe3 O4 (24)/Pt(8)

Zaragoza

45

0.44

2.7

0.09

7

MgO//CoFeB(25)/Pt(5)

Greifswald

45

0.52

2.5

1.00

8

MgO//Fe51 Rh49 (10)/Pt(5)

Beijing

45

0.60

1.0

0.28

9

Glass//CoFeB(10)/Pt(2)

Greifswald

45

0.47

1.2

1.00

10

Glass//CoFeB(20)/Pt(2)

Greifswald

45

0.46

0.5

1.00

Table 7.1.: Overview of samples used for terahertz emission measurements. Sample
structure including location of preparation. Also given are the pump-beam angle of incidence
(AOI), absorptance A of the near-infrared pump light, the coupling function C (calculated at a
frequency of 1 THz; see Eq. 7.2) and the figure of merit (FOM; see Eq. 7.3). In the column
“Sample structure”, the numbers in brackets indicate the film thickness in nm. The substrate
thickness of MgO, sapphire, and glass is 500 µm.

To evaluate each FM material’s capability to emit a spin current into an adjacent
NM layer according to Eq. 7.3, for each of the three sample groups (see Table
7.1) a suitable CoFeB/Pt reference sample of similar structure is fabricated. These
reference samples have coupling functions C (see Eq. 7.2 and Table 7.1) comparable
to those of their counterparts containing complex magnetic compounds.

7.3. Results and discussion
DyCo5 and Gd24 Fe76
Metallic ferrimagnetic alloys consisting of rare-earth (RM) and transition metal
(TM) elements, such as DyCo5 and Gd24 Fe76 , have been among the first magnetic media used for high-density magneto-optical recording [Gre89]. Because of
their strong perpendicular magnetic anisotropy, tunable magnetic properties, large
magneto-optical effects, and enlarged signal-to-noise ratios in magneto-optical detection (due to their amorphous state), they found applications as the first magnetic re-writable memories. More recently, the all-optical magnetization switching
phenomenon (i. e. purely laser-driven spin switching in the absence of an external
magnetic field) has been discovered on these ferrimagnets [Sta07, Rad11, Man14],
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Figure 7.1.: THz emission from complex magnetic compounds. Raw data comparing the
THz emission (odd in sample magnetization) from magnetic heterostructures containing a, b,
DyCo5 and Gd24 Fe76 , c, symmetric trilayer structures and d, Fe3 O4 . The dashed line of each
panel shows emission from a CoFeB/Pt reference bilayer with similar structure. Insets: Pumppower dependence of the respective THz signal (root mean square, RMS). The amplitude spectrum
of the waveform emitted by the bilayer containing DyCo5 is shown in panel b.

which has brought this class of RM-TM alloys into the focus of ultrafast magnetic
studies over the last years [Kir10].
Figure 7.1 shows typical THz waveforms emitted from magnetic heterostructures
containing DyCo5 and Gd24 Fe76 (Panels a, b, and c). For comparison, we also show
the THz waveform from the CoFeB/Pt reference sample that has a similar thickness
(dashed lines in Figs. 7.1a and c, for sample details see Table 7.1). For all these
samples, we observe similar temporal dynamics of the THz-signal waveform and a
linear pump-power dependence (see Inset of Fig. 7.1a), as expected for a secondorder nonlinear process. Fourier-transformation of the emitted waveform from the
bilayer containing DyCo5 yields the complex-valued spectrum whose amplitude is
shown in Fig. 7.1b. We note that the bandwidth of about 3 THz is limited by the
1-mm-thick ZnTe detection crystal used for electro-optic sampling (see Fig. 3.7).
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The DC conductivities σDC (see Eq. 2.62) as determined by THz transmission spectroscopy (see Sections 3.4, 2.6.2, and Ref. [Gri90]) are 3.1 · 105 S/m for DyCo5 ,
9 · 105 S/m for Gd24 Fe76 , 13.5 · 105 S/m for CoFeB, and 50.5 · 105 S/m for Pt.
These values are approximately constant up to 10 THz. Thus, we find an almost frequency-independent and similar coupling function C for samples containing
DyCo5 , Gd24 Fe76 , and the respective reference (compare with Table 7.1). This fact
enables direct comparison of the raw data in Figs. 7.1a and c.
We observe that the heterostructure containing DyCo5 shows similar THz emission
and, thus, magnitude of js0 as the reference ferromagnetic CoFeB/Pt sample. This
result is remarkable given the reduced net magnetization due to the ferrimagnetic
order of DyCo5 . In contrast, Gd24 Fe76 -capped heterostructure shows reduced performance as spin ejector compared to CoFeB/Pt layers. In terms of the FOMs, we
find 0.85 for DyCo5 and 0.79 for Gd24 Fe76 (compare with Eq. 7.3 and Table 7.1).
Such lowered performance could arise from a reduced spin polarization of conduction electrons which are believed to play a key role in the spin-current generation.
Although no published data on the spin polarization for DyCo5 and Gd24 Fe76 are
available, we estimate it to be about 40 % and 36 %, respectively, based on Eq. (S1)
in the supplementary information of Ref. [Pal09]. Note that this estimation neglects any contribution from 5d electrons. These spin-polarization values are lower
than the reported values for CoFeB (~65 %) and could thus explain the observed
differences in terms of spin-current emission [Man12].
This reasoning is further supported by the relatively low Curie temperature of 550 K
for Gd24 Fe76 as compared to 925 K for DyCo5 (Ref. [Tsu83]). At room temperature,
the lower critical temperature might lead to a reduction of the relative spin polarization of the conduction electrons and, in turn, to a reduced spin current. This
effect can be enhanced by accumulative heating of the sample region at the laser
focus by the train of pump pulses (repetition rate is 80 MHz).
Symmetric trilayers. As a check of the sample quality, we also conducted measurements on samples having the symmetric structure Pt/X/Pt, in which the FM layer
X=DyCo5 or Gd24 Fe76 is embedded between two Pt layers of nominally identical
thickness (see Table 7.1). As seen in Fig. 7.1c, the THz-emission measurements on
the symmetric trilayers yield a THz-signal amplitude about one order of magnitude
lower than for the respective bilayers. This behavior can be understood based on our
picture of the microscopic mechanism underlying the THz emission from magnetic
heterostructures (see Chapter 5). Since the pump field is homogeneous throughout
the thickness of the thin-film sample, the backward- and forward-directed spin currents injected into the back and front Pt layer generate transverse charge currents
that cancel each other. Consequently, the resulting THz emission is quenched, consistent with our experimental observation and indicating a high sample quality. The
small residual emission may originate from a slight sample asymmetry, for example
due to slightly different Pt film thicknesses or higher strain closer to the substrate.
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Fe3 O4
Magnetite (Fe3 O4 ) is one of the strongest naturally occurring ferrimagnets and shows
a Verwey transition at a temperature of typically 120 K [Ver41]. The spin polarization at the Fermi energy is predicted to be close to unity [Yan84], which makes this
material promising for spintronic applications.
The Fe3 O4 sample shows a THz emission that is about 10 times smaller than from the
CoFeB/Pt reference (Fig. 7.1d). The THz-signal amplitude again depends linearly
on the pump power as seen from the Inset of Fig. 7.1d and the THz waveform shows
similar temporal dynamics as the reference. Magnetite’s DC conductivity of about
0.1 · 105 S/m [Pim05] is about two orders of magnitude lower than that of CoFeB.
However, due to a different NM/FM-layer-thickness ratio of the magnetite sample,
the coupling function C has a magnitude similar to that of the reference sample
(see Table 7.1). Note that any inhomogeneity in the excitation density across the
metal stack is expected to be balanced out within a few tens of femtoseconds due
to electron transport [Hoh00]. We extract a FOM for Fe3 O4 of 0.09 with respect to
CoFeB (see Eq. 7.3 and Table 7.1).
The low efficiency of spin current emission of Fe3 O4 into Pt cannot straightforwardly
be understood in terms of its spin polarization since Fe3 O4 is believed to be a
half-metal with reported experimental spin polarization values [Wan13] of about
72 %, which is larger than that of CoFeB (~65 %) [Man14]. In particular, the spin
polarization is a function of the electron energy and depends on the gap size of
the minority spin channel. Nonetheless, it is well known that magnetite’s roomtemperature conductivity is governed by electron hopping [Zie00, Ram08] and much
lower than for CoFeB. On one hand, this conduction mechanism could diminish
the SDSE contribution to the spin current and so could affect the efficiency of spin
current emission into an adjacent Pt layer, in agreement with previous spin pumping
experiments [Cze11]. On the other hand, the SSE contribution to the spin current is
believed to be much weaker than the SDSE in general, as indicated by measurements
in bilayers containing an FM insulator (see Chapter 8).
FeRh
Iron rhodium is a remarkable material as it exhibits a transition from an antiferromagnetic (AFM) to a FM phase at a temperature that is strongly depending on
the exact composition and sample preparation [Swa84, Jia16b]. This feature makes
FeRh a promising candidate for heat-assisted magnetic recording, which benefits
from the inherent magnetic stability of the AFM ordering [Sai16].
Figure 7.2 shows temperature-dependent THz-emission data from an FeRh sample
(15 nm total metal-film thickness) in comparison to two CoFeB/Pt reference samples (12 and 22 nm total metal-film thicknesses). For all these samples, we again
observe similar temporal dynamics of the emitted THz waveform. We find that the
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Figure 7.2.: Temperature-dependent terahertz emission from FeRh/Pt. a, Raw data
comparing the THz emission (odd in sample magnetization) at room temperature from a magnetic
heterostructure containing FeRh with two CoFeB/Pt bilayers having similar thicknesses (dashed
lines). Inset: Pump-power dependence of the THz signal (RMS) at room temperature (red dots)
together with a quadratic fit (solid red line) and at 350 K (black dots). b, Temperature dependence
of the sample bulk magnetization measured by a superconducting quantum interference device. c,
Dependence of the THz emission on sample temperature below and above the antiferromagnet-toferromagnet transition temperature. d, Temperature dependence of the root mean square (RMS)
of the THz signal.

FeRh sample has a lower THz-emission performance than both CoFeB/Pt reference
samples at room temperature (Fig. 7.2a).
Remarkably, the emitted THz signal scales quadratically with the pump power at
300 K (see Inset of Fig. 7.2a), whereas it scales linearly at an elevated temperature
of 350 K. From measurements employing a superconducting quantum interference
device (SQUID), we find that the studied FeRh sample undergoes a transition from
an antiferromagnetically to a ferromagnetically-ordered state at ~320 K (see Fig.
7.2b). Therefore, the distinct pump-power dependencies might be due to the mixed
AFM/FM state of the FeRh sample just above room temperature. In this regime,
the magnetization and, thus, spin polarization scales roughly linearly with tempera-

104

7.3 Results and discussion
ture. Therefore, the pump pulse plays a two-fold role: it not only heats the electrons
transiently (linear absorption) but it also increases the sample temperature statically
via accumulative heating by many pump pulses. This double action explains the
observed quadratic pump-power scaling at room temperature. Note that any significant contribution of a single laser pulse to driving the phase transition is unlikely
because the pump-pulse fluence (about 0.1 mJ/cm2 ) is ten times smaller than the
critical fluence found in previous pump-probe works on comparable samples [Qui12].
From the DC conductivity of FeRh (3.3 · 105 S/m, Ref. [Kou62]), we deduce a
coupling function C comparable to that of the 12-nm-thick CoFeB/Pt reference
sample, whereas C is twice as large as for the 22-nm-thick reference sample (see Eq.
7.2 and Table 7.1). Since even the 22- nm-thick CoFeB/Pt sample shows higher
THz-emission efficiency than the FeRh film (despite its lower coupling function C),
we conclude that FeRh is a less efficient spin-current emitter than CoFeB at room
temperature and for the applied pump fluence. This notion is bolstered by the
calculated FOM of 0.28 for FeRh relative to the reference samples (see Eq. 7.3 and
Table 7.1). However, the pump-power dependence of the THz-signal amplitude at
elevated temperatures (see Inset of Fig. 7.2a) suggests a two-fold enhancement of
the THz-signal amplitude, potentially approaching the performance of CoFeB, at
significantly higher pump powers than utilized in this study. It is noteworthy that
the two reference samples exhibit identical FOMs despite their different thickness,
thereby demonstrating the robustness of our evaluation method.
We also perform temperature-dependent THz-emission measurements on FeRh (see
Figs. 7.2c and d). As shown in Fig. 7.2c, we observe a complete quenching of the
THz-emission signal upon cooling the sample below 250 K. When the sample is subsequently heated back to room temperature and above, the THz signal completely
recovers. The temperature dependence of the root mean square of the THz signal is
displayed in Fig. 7.2d, demonstrating the reversibility of the AFM/FM phase transition. Note that the temperature range in our experiment should suffice to fully
set the FeRh into the AFM and FM state, respectively [see SQUID measurements
in Fig. 7.2b; conducted and evaluated by H. S. Körner (Institute for Experimental
and Applied Physics, University of Regensburg, 93053 Regensburg, Germany)].
Interestingly and in contrast to the SQUID measurements, we do not observe a
clear hysteretic behavior in our THz data. A similar phenomenon has been observed
in previous experiments [Ino08, Suz15]. Instead, the THz-signal amplitude rather
seems to follow the cooling branch of the SQUID hysteresis with indications of a
small hysteretic behavior at the kink regions (around 270 and 310 K).
We note that the nominal temperatures in Figs. 7.2a, c, and d refer to the substrate
temperature and not to the actual sample temperature at the focus of the laser beam
which is increased due to accumulative pump heating. Based on the pump-power
dependence and the SQUID data, we estimate this temperature discrepancy to be
below 20 K. However, such accumulative heating of the sample would just lead to a
rigid shift of the equilibrium hysteresis loop (Fig. 7.2b) along the temperature axis,

105

Chapter 7

Terahertz emission from complex magnetic compounds

in contrast to the temperature dependence of the THz-signal amplitude observed
here (Fig. 7.2d).
On the other hand, a single pump pulse transiently increases the electronic temperature by several 100 K. Thus, a second potential explanation for the distinct temperature hysteresis is that the pump pulses transiently lower the magnetic domainnucleation energy barrier, thereby shrinking the THz temperature hysteresis close
to the critical temperature. This notion is bolstered by the experimentally observed
small hysteretic behavior in the kink regions further away from the critical temperature, where the nucleation energy barrier could not yet be sufficiently lowered by
the pump pulses [Bea98].
A third possible scenario may be related to the fact that the magnetic structure of the
FeRh sheet close to the Pt interface is modified as observed in earlier studies [Jia16b,
Fan10, Pre16]. Along these lines, it has been shown in Chapter 5 that the laserinduced ultrafast spin current decays within a length λrel of about 1 nm in Pt (see
Eq. 7.1). We anticipate similar length scales inside the FM layer. This fact suggests
that TES of magnetic heterostructures is in general more sensitive to the interfacial
region between FM and NM layers than to their bulk. This interpretation is plausible
because at least at 350 K, the THz signal depends quadratically on the pump field
(i. e. the laser power) and must, therefore, to a significant extent arise from photoinduced THz currents flowing in regions with broken inversion symmetry (see Section
2.6.1), thus, close to the interface of the thin film studied here. Consequently,
the above-mentioned differences between temperature-dependent SQUID and THzemission measurements might be also understood in terms of an altered surface
magnetism in FeRh. This notion is bolstered by the remarkable agreement with the
results obtained in Ref. [Jia16b].

7.4. Conclusion
In conclusion, we demonstrate the feasibility of THz-emission spectroscopy in conjecture with complex magnetic metallic compounds. We introduce a figure of merit
that permits direct comparison of the spin injection efficiency of different magnetic
materials into an adjacent layer. This efficiency is not only relevant for the development of better spintronic THz emitters, but for all research involving ultrafast spin
current injection, including spin control by the spin transfer torque [Hui16b].
We find that X=CoFeB is still the most efficient spin current emitter in X/Pt-type
bilayers. The observed differences in THz-emission performance between the various
magnetic materials may be understood in terms of the spin polarization at the Fermi
energy for samples containing DyCo5 and Gd24 Fe76 . However, our data on Fe3 O4
indicate a crucial role of the specific conduction mechanism and the spin-dependent
FM/NM interface transmission. Our results on FeRh further suggest that THzemission spectroscopy provides additional insights into the magnetic structure of a
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broad range of materials compared to well-established techniques such as SQUID.
Further experiments involving half-metallic or spin-gapless semiconductors may help
clarify the role of (non-)thermal electrons during the THz-emission process.
Furthermore, the few-nanometer length scale over which the THz currents flow
across the interface might ultimately lead to a sensitive probe of surfaces and buried
interfaces. To fully explore this opportunity, future studies with a profound control
of interface parameters are required.

7.5. Outlook
Finally, we would like to focus on the driving mechanism of the ultrafast spindependent Seebeck effect. So far, THz emission from all-metallic magnetic heterostructures has been believed to originate from superdiffusive spin currents induced by the distinct transport properties of highly excited majority and minority
electrons [Kam13a]. This mechanism relies on the photoexcitation of the majority spins from d-like to sp-like electronic bands, split in energy by more than 1 eV
[Bat10]. It is still unclear to which extent electrons at lower excitation energies, i. e.
closer to the Fermi energy, contribute to the ultrafast SDSE.
Therefore, we conduct preliminary THz-emission experiments on FM/NM bilayers,
in which the pump-pulse photon energy is dramatically reduced. We employ pump
pulses centered at a photon energy of 120 meV (30 THz), thus 13 times less energetic
than before (this Chapter, and Chapters 5 and 6). This energy is significantly
below the transition energy of ~1 eV suggested by the above scenario. The 30THz pump pulses (see Fig. 7.3a) are generated by difference frequency mixing of
two infrared pulses in the nonlinear crystal gallium selenide [Mäh16] and have a
pulse energy of 5 mJ [Sel08]. The sample is a Co20 Fe60 B60 (3 nm)/W(3 nm) bilayer
on a glass substrate (see Section 5.2 for sample preparation details), magnetized
along the pump-pulse polarization direction (i. e. sample magnetization M ||s). We
discriminate the emitted p-polarized THz signal from the THz pump pulse with a
wire-grid polarizer.
Figure 7.3b shows the measured THz emission which flips sign by reversing M ,
indicating a magnetic origin. The pump-power dependence (Fig. 7.3c) is linear
with indications of a saturating behavior for high powers. Preliminary comparative
measurements at the same setup, using pump pulses centered at a photon energy
of 1.6 eV (i. e. 375 THz) and 0.12 eV (i. e. 30 THz), reveal similar THz-generation
efficiencies and similar pump-power dependencies (not shown). This suggests that
the THz-emission mechanism only weakly depends on the pump photon energy.
To further support this observation, we vary the NM-layer thickness and compare
the THz-emission strength for these two very distinct driving photon energies (Fig.
7.3d). Note that the measurements using optical pump pulses (centered at a photon
energy of 1.6 eV) are performed at the oscillator-based THz spectrometer (see Section
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Figure 7.3.: Spintronic terahertz emitter driven by 30-THz and 375-THz pump pulses.
a, THz pump pulse with a central frequency of 30 THz and a pulse energy of 5 mJ derived from
difference-frequency generation in gallium selenide. b, Emitted THz waveform from a magnetic
metallic bilayer [fused silica (500 µm)/CoFeB(3 nm)/W(3 nm)] excited from the metal side with
30-THz pulses (see a). The signal inverts by flipping the sample magnetization M . Separation of
the perpendicularly-polarized THz emission and THz pump pulses is accomplished with a wire-grid
polarizer. c, THz-pump-power dependence of the emitted THz signal odd in magnetization (root
mean square, RMS). d, Comparison of emitted THz signal (RMS) for a varying tungsten thickness
for the THz pump pulses (see a) and 10-fs optical pump pulses with a central wavelength of 800 nm
(corresponding to 375 THz), derived from a separate oscillator-based setup (see Section 3.1).

3.1). Remarkably, we find a qualitatively identical thickness dependence for the
pump pulses centered at 30 THz and 375 THz. Since the spin-current-relaxation
length is believed to strongly depend on the electron energy [Aes97], our results
might indicate that electrons of similar energies contribute to the ultrafast spin
current in the NM layer.
The above presented results suggest that the dominant contribution to the ultrafast
spin current might not predominantly arise from highly excited electrons. They
rather suggest a scenario in which electrons closer to the Fermi energy contribute
significantly.
To improve the spintronic THz emitter, further insights are indispensable. At the
same this will provide a better understanding of the elementary steps of the ultrafast
spin-dependent Seebeck effect. Since identifying these processes is challenging, we
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next consider a potentially easier situation: In the following Chapter, we replace
the magnetic material with an insulator and monitor the THz emission from such
archetypal spin-Seebeck-effect structure.
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8. Launching magnons at terahertz
speed with the spin Seebeck
effect
Since identifying the elementary steps in the ultrafast spin-current generation in
all-metallic magnetic heterostructures is challenging, we first turn to a potentially
simpler situation. Therefore, we replace one of the materials in the FM/NM multilayer with an insulator. Accordingly, we will investigate the THz emission of
yttrium-iron-garnet/platinum bilayers in this Chapter.
Transport of spin angular momentum is an essential operation in spintronic devices.
In magnetic insulators, spin currents are carried by magnons and can be launched
simply by heating an adjacent metal film. Here, we reveal the initial elementary steps
of this spin Seebeck effect with 10-fs time resolution in prototypical bilayers of the
ferrimagnet yttrium-iron garnet and platinum. Exciting the metal with an ultrashort
laser pulse, the spin Seebeck current is measured all-optically using the inverse spin
Hall effect and THz electro-optic sampling. It rises within ~200 fs, a hallmark of
the photo-excited electrons in the metal approaching a Fermi-Dirac distribution.
Model-supported analysis shows the spin Seebeck current follows the dynamics of
the metal electrons quasi-instantaneously because they impinge on the interface with
a correlation time of only ~4 fs and deflect the ferrimagnetic spins without inertia.
Promising applications for material characterization, interface probing, spin-noise
detection, and THz spin pumping emerge.
This Chapter is based on the article “Launching magnons at terahertz speed with
the spin Seebeck effect” in preparation by Seifert et al. (2017) [Sei17a].

8.1. Motivation
The electron spin holds an enormous potential to extend charge-based electronics
into spintronics, thereby sparking novel functionalities (see Chapter 1). An important example is the transport of information carried by spin angular momentum. In
contrast to charge currents, such spin currents can also flow in magnetic insulators
in the form of spin waves (magnons; see Section 2.4.3). They can be launched, for
instance, by simply applying temperature gradients [Bau12, Ada13, Cho13, Boo14,
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Chu15]. As illustrated by Fig. 8.1a, this spin Seebeck effect [Uch10] (SSE) is typically observed at the interface [Ada13, Agr14, Sch16], of a magnetic insulator (F)
and a nonmagnetic metal (N) where a temperature difference T N − T F induces a
spin current with density [Bau12, Xia10]
js = K · T N − T F .




(8.1)

It is readily measured in the N layer through the inverse spin Hall effect (ISHE)
which converts the longitudinal j s into a detectable transverse charge current j c
(Fig. 8.1a and Section 2.5.1). In the case of temperature gradients in the YIG bulk,
magnon accumulation at the F/N interface can make an additional contribution not
included in Eq. 8.1 [Ada13, Rez14].
Note that Eq. 8.1 presumes a static temperature difference and a frequency independent spin Seebeck coefficient K. It is still an open question how the SSE current
js evolves for fast temporal variations of temperature and in the presence of nonthermal states. Insights into these points are crucial to reveal the role of elementary
processes such as magnon creation in F [Bar16] and spin relaxation in N [Fre17] in
the formation of the SSE current. The high-frequency behavior of the SSE is also
highly relevant for applications such as magnetization control by THz spin currents
[Sch14, Ale17, Raz17] and spintronic THz-radiation sources (see Chapter 5 and Refs.
[Wu17, Yan16]).
In previous time-resolved SSE works, a transient T N − T F was induced by heating
the N layer with an optical or microwave pulse [Agr14, Sch16, Bar17, Kim17]. It was
shown that Eq. 8.1 remains valid on the time resolution of these experiment, from
microseconds [Agr14], through to ~0.1 ns [Sch16], and even down to 1.2 ps [Kim17].
To search for the SSE speed limit, even finer time resolution is required, ultimately
reaching the 10-fs scale which resolves the fastest spin dynamics in magnetic materials [Kir10].

8.2. Experimental details
In this work, we make a straightforward extension of the archetypal longitudinal SSE
scheme to the THz regime (see Fig. 8.1). We excite the metal of yttrium iron garnet
(YIG)/Pt bilayers with ultrashort laser pulses (duration of 10 fs, central photon energy of 1.6 eV, pulse energy of 3.2 nJ) from a Ti:sapphire laser oscillator (see Section
3.1). Any spin current j s (t) arising in the metal is expected to be converted into
a charge current j c (t) by the ISHE (see Section 2.5.1) with a bandwidth extending
into the THz range (see Chapters 5, 6 and 7). These extremely high frequencies
are, however, inaccessible to electrical measurement schemes. We therefore sample
the transient electric field of the concomitantly emitted electromagnetic pulse by
contact-free electro-optic detection over a bandwidth of 45 THz (see Section 3.3).
This technique allows us to determine the spin current j s (t) with a time resolution
of 10 fs (see Section 3.4.2 and Ref. [Bra16b]).
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Femtosecond
pump

THz
pulse
F=YIG N=Pt
c
s

Pt

Figure 8.1.: Experiment schematic. To probe the ultimate speed of the spin Seebeck effect, a
femtosecond laser pulse (duration of 10 fs, central photon energy of 1.6 eV) is incident on a F/N
bilayer made of platinum (N=Pt, thickness of dPt = 5 nm) on top of yttrium iron garnet (F=YIG,
thickness of 5 µm, in-plane magnetization M , and electronic band gap of 2.6 eV). While the YIG
film is transparent to the pump pulse, the Pt film is excited homogeneously, resulting in a transient
increase of its electronic temperature ΔTeN after thermalization. Any ultrafast spin-current density
j s (t) arising in Pt is converted into a transverse charge-current density j c (t) by the inverse spin
Hall effect, thereby acting as a source of a THz electromagnetic pulse whose transient electric field
E (t) is detected by electro-optic sampling with 10 fs time resolution.

Sample preparation and characterization. The YIG samples were prepared and
characterized by S. Jaiswal1 , J. Cramer1 , S. Watanabe2 , C. Ciccarelli3 , J. Henrizi1 ,
G. Jakob1 , M. Jourdan1 and M. Kläui1 (1 Institute of Physics, Johannes Gutenberg
University, 55128 Mainz, Germany; 2 Department of Advanced Materials Science,
School of Frontier Sciences, University of Tokyo, Chiba 277-8561, Japan; 3 Cavendish
Laboratory, University of Cambridge, CB3 0HE Cambridge, United Kingdom). The
YIG films (thickness of 2, 3, and 5 µm) are grown by liquid-phase epitaxy on GGG
substrates (Innovent e. V., Jena, Germany). Subsequently, films of Pt, W, and MgO
are grown on YIG using the Singulus Rotaris sputter deposition system. The MgO
serves as a protection against oxidation for the W film. Pt and W are grown using DC magnetron sputtering whereas radio-frequency sputtering is used for MgO
growth from a composite target. The deposition rates for Pt, W, and MgO are 3.1,
1.5, and 0.08 Å/s, respectively, and at pressures of 5.7, 3.5, and 1.8 µbar, respectively. Pt and Cu bilayers are grown using a home-built deposition system with DC
magnetron sputtering at rates of 0.7 and 0.63 Å/s, respectively, and at pressures of
0.01 and 0.025 mbar, respectively.
We further characterize the samples characterized magneto-optically by the Faraday
effect using a 512-nm laser diode under an angle of incidence of 45° (see Section
2.6.1). In this way, hysteresis loops are measured by slowly varying the external
magnetic field.
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Terahertz emission setup. In the optical experiment, the in-plane sample magnetization is saturated by an external magnetic field of 10 mT. For setting the sample
temperature T0 between 300 and 600 K, a resistive heating coil is attached to the
sample holder onto which the sample is glued with a heat-conducting silver paste.
The temperature is measured with a type-K thermocouple. As schematically shown
in Fig. 8.1, the sample is excited by linearly- or circularly-polarized laser pulses
(for details see Section 3.4) under normal incidence from the GGG/YIG side (beam
diameter at sample 22 µm full width at half maximum of the intensity). If not mentioned otherwise, all measurements are performed at room temperature in a dry N2
atmosphere.
Transient reflectance. The transient-reflectance measurements were conducted by
I. Razdolski and A. Melnikov (Department of Physical Chemistry, Fritz Haber Institute of the Max Planck Society, 14195 Berlin, Germany). To conduct optical-pump
reflectance-probe measurements, the beam of p-polarized laser pulses (duration of
14 fs, central wavelength of 800 nm) from a cavity-dumped Ti:sapphire oscillator
(repetition rate of 1 MHz) is split into pump and probe pulses at a power ratio of
4:1. The pump fluence is on the order of 0.5 mJ/cm2 . The pump and probe beams
are incident onto the sample at angles of 45° and 50°, respectively. The pumpinduced modulation of the reflected probe power is measured using a photodiode
and lock-in detection.

8.3. Results
Signal symmetries. Typical THz electro-optic signals S versus time t for a
YIG(3 μm)/Pt(5.5 nm) bilayer are displayed in Fig. 8.2a. The signal inverts when
the in-plane sample magnetization M is reversed. Since the SSE current is odd in
M , we focus on the THz-signal difference S− = S (+M )−S (−M ) in the following.
As seen in Fig. 8.2b, the root mean square (RMS) of S− (t) grows approximately
linearly with the absorbed pump fluence. Figure 8.2c shows the amplitude of S−
as a function of the external magnetic field, along with the sample magnetization
M measured by the magneto-optic Faraday effect. Both curves coincide. When
reversing the layer sequence from F/N to N/F, S− (t) changed polarity (see Fig.
8.3a). Furthermore, the THz electric field associated with S− (t) is found to be
linearly polarized and oriented perpendicular to M (see Fig. 8.3b). Also, S− (t) is
independent of the pump-pulse polarization (linear and circular; not shown). These
observations are in line with the scenario suggested by Fig. 8.1.
To test the relevance of the ISHE, we replaced the Pt with a W layer. The resulting
S− (t) exhibits a reduced amplitude and reversed sign (Fig. 8.2d), consistent with
previous ISHE works (see Ref. [Sin15] and Fig. 5.3). On bare YIG (see Fig. 8.3a)
and bare Pt films, no signal S− (t) could be detected above the noise floor. These
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Figure 8.2.: Terahertz emission of photo-excited F/N bilayers. a, THz-emission signals
S (±M ) from a YIG(3 µm)/Pt(5.5 nm) sample for opposite directions of the in-plane YIG magnetization M as a function of time t. We focus on the difference S− = S (+M ) − S (−M ) odd in
M . b, Amplitude of S− (root-mean-square, RMS) as a function of the absorbed pump fluence.
c, Amplitude of the THz signal S− and Faraday rotation of a continuous-wave laser beam (wavelength of 532 nm) as a function of the external magnetic field. Both hysteresis loops are measured
under identical pump conditions at room temperature. d, THz-emission signal from a 3-µm-thick
YIG film capped with platinum (Pt) and tungsten (W), both 5.5-nm thick. e, THz-emission signal
from a 5 µm YIG film capped with 5.6 nm Pt, and with a bilayer of 1.9 nm Cu and 5.4 nm Pt.

measurements provide supporting evidence that the femtosecond pump pulse injects
an ultrafast, M -polarized spin current out of the plane and into the N layer where
the ISHE is operative (see Fig. 8.1a).
Figure 8.2e shows that even when introducing a 1.9 nm Cu spacer layer between
YIG and Pt a measurable THz signal still exists. Any (Nernst-like) contribution
due to YIG-proximity-induced magnetic moments in Pt is therefore negligibly small,
in agreement with previous results [Gep12, Kik13]. Likewise, a photo-spin-voltaic
effect [Ell16] does not make a noticeable contribution to the THz signal. Our result
is fully consistent with the picture of a heat-induced spin current flowing from cold
YIG into hot Pt, traversing the Cu layer. The presence of the Cu film decreases
the current amplitude due to loss [Wu17, Du14] and due to the reduced optical
excitation density [Wu17]. In summary, the THz-emission signal S− (t) exhibits all
characteristics expected for the SSE. We, therefore, regard the THz data of Figs.
8.2 and 8.3 as a manifestation of the SSE at THz frequencies.

Temperature Dependence. As the SSE current depends on the ferrimagnet’s
magnetization M (see Fig. 8.2c), a marked temperature dependence of the THzemission signal is expected. Figure 8.4a displays the bulk magnetization of the
YIG(3 μm)/Pt(5.5 nm) sample versus the ambient temperature T0 as determined
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Figure 8.3.: Terahertz-signal symmetries of photo-excited F/N bilayers. a, Effect
of reversing the YIG/Pt bilayer and THz emission from pure YIG. Reversing a GGG (substrate)/YIG(3 µm)/Pt(5.5 nm) sample leads to reversal of the signal S− (t) odd in the sample
magnetization (red and black curves). For the reversed sample, the propagation of the THz pulse
through the GGG substrate leads to significant distortion of the THz signal. To correct for the
different dispersion of the GGG substrate for THz and optical radiation, waveforms from Pt/YIG
are shifted to earlier time delays by 1 ps. Gray curve shows the THz-signal component S− (t) from
YIG (thickness of 10 µm) without metal coating on a diamond substrate. b, Polarization state
of the emitted THz pulses. THz-signal components with polarization perpendicular and parallel to the in-plane sample magnetization M . For the polarization discrimination, two wire-grid
polarizers are place behind the YIG(3 µm)/Pt(5.5 nm) sample. The THz field related to S− (t)
is oriented perpendicular to the sample magnetization. S+ (t) is below the noise level. Data are
low-pass-filtered with a Gaussian function of 15-THz FWHM centered at 0 THz.

by the Faraday effect. The Faraday signal disappears at the Curie temperature
TC = 550 K of bulk YIG. Figure 8.4b reveals that the RMS of S− (t) and, thus,
the THz spin current also decreases with rising T0 , but more rapidly than the YIG
bulk magnetization. A similar monotonous decrease was seen in static experiments
on YIG/Pt bilayers where a temperature gradient in the YIG bulk drives the spin
current [Wan15, Uch14]. Fitting the model function ∝ (TC − T0 )x to our data yields
an exponent of x = 2 ± 0.5, close to the exponents 1.5 and 3 found in Refs. [Wan15]
and [Uch14], respectively. This agreement provides further evidence that the THz
signal S− (t) arises from the ultrafast SSE.
Ultrafast spin Seebeck current. To determine the temporal evolution and speed
of the SSE, we extract the spin current j s (t) by applying an inversion procedure
to our THz-electro-optic signals (see Section 3.4.2). The polarization of the spin
current is calibrated based on a metallic reference emitter (see Chapter 5). Figure
8.5a shows the central experimental result of this study: the ultrafast dynamics of
the SSE current induced by a 10-fs laser pulse. Strikingly, j s rises on an ultrafast
time scale of 100 fs, more than one order of magnitude faster than any SSE response
time reported so far [Agr14, Sch16, Bar17, Kim17].

Dynamic spin-Seebeck-effect model. It should be noted that, apart from the
numerical implementation, the following model has been derived to the largest extent
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x
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fit ∝ (TC − T0 ) , here yielding x = 2 ± 0.5.

by T. Kampfrath (Department of Physical Chemistry, Fritz Haber Institute of the
Max Planck Society, 14195 Berlin, Germany) with valuable help of P. W. Brouwer
(Department of Physics, Freie Universität Berlin, 14195 Berlin, Germany).
To understand the ultrafast SSE dynamics, we adapt the static SSE theory of Ref.
[Ada13] to the dynamic case and employ a linear-response approach to spin pumping [Šim03, Tse05]. Our treatment (see App. A.3) is based on the microscopic
mechanism that is schematically shown in Figs. 8.5b-e and detailed in the following. According to ab initio calculations [Jia11], the spins of the interfacial F and N
layers are coupled by an sd-exchange-like Hamiltonian [Ada13, Uch10, Sil79, Kaj10]
Jsd S F · S N /h̄2 over a thickness of about one YIG lattice constant a = 1.24 nm, where
h̄ is the reduced Planck constant. Here, Jsd quantifies the coupling strength, and S F
and S N are the total electron spin angular momentum contained in an interfacial
cell of dimension a3 on the F and N side, respectively. Thermal spin fluctuations
sF (t) in F and sN (t) in N cause stochastic effective magnetic fields and, therefore,
torques on each other, which cancel in thermal equilibrium.
However, this balance is broken in our experiment by the pump pulse exciting exclusively the N-cell electrons. Consequently, we focus on elementary interactions
caused by spin fluctuations in N. After the arrival of the pump pulse, at time t0 , the
conduction-electron spins within an N cell give rise to a random field Jsd sN (t0 ) /h̄
on the F-cell spins [Ada13] (Fig. 8.5a). Subsequently, at time t > t0 , the F-cell spin
P
0
F
has changed dynamically by ∆sFi = j χFij (t − t0 ) Jsd sN
j (t ) where χij is the spin
susceptibility tensor of the F cell [Ada13, Šim03] (Fig. 8.5b). However, ∆sF is can-
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ΔsF (t0 ) = 0. However, as seen in panels b and d, a second interaction at t > t0 with the N-cell
field leads to the same rectified torque Jsd sN (t) × ΔsF (t) /h̄2 for both “up” and “down” spin.
Thus, a net spin current flows between F and N. f, Calculated time-domain spin susceptibility of
N
the F=YIG cell (transverse χF
⊥ (t)) and the N=Pt cell (isotropic χ (t)). g, Calculated dynamics of
N
F
the SSE response functions κ (t) and κ (t) which quantify, respectively, the spin current induced
by a δ (t)-like temperature increase of the N (Pt) and F (YIG) layer (see text). For comparison, κN
Rt
Rt
is also shown in panel a. h, Resulting SSE step responses 0 dt0 κN (t0 ) and 0 dt0 κF (t0 ) (gray and
yellow curve, respectively) induced by the same temporally step-like temperature increase Θ (t) at
t = 0 in both layers. Their difference, which equals the total response, is also shown (black curve).
To obtain an absolute ordinate scaling, in agreement with the experiment, an interfacial exchange
constant of Jsd = 4 meV is used.

celed by an oppositely oriented field −Jsd sN (t0 ) /h̄ occurring with equal probability
(see Figs. 8.5c and d). In other words, the average induced moment ∆sF cancels
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D

E

because sN = 0.
Nevertheless, a net effect results from a second interaction of F with Jsd sN /h̄ at time
t > t0 (Figs. 8.5b and d). The corresponding torque Jsd sN (t) × ∆sF (t) /h̄2 scales
2
and, therefore, rectifies the random field Jsd sN /h̄. Its expectation value
with Jsd
is parallel to the F magnetization M (Figs. 8.5b and d). By integration over all
first-interaction times t0 (see App. A.3), we find the spin current due to N-cell
fluctuations equals
jsN (t) =

2 Z
E
D
Jsd
N 0
0
N
0 F
(t
)
.
(t)
s
(t
−
t
)
s
dt
χ
z
z
⊥
a2 h̄2

(8.2)

Equation 8.2 provides the key to
the ultrafast dynamics of the SSE.
E
D understanding
N 0
(t
)
implies
that a net spin current only
(t)
s
The spin correlation function sN
z
z
N
arises if the two interactions with Jsd s /h̄ occur within the correlation time τ N of
the N-cell spin, that is, |t − t0 | < τ N . The τ N can be estimated by the time it
takes an electron to traverse the N cell (Figs. 8.5b-e), yielding τ N ∼ 3.5 fs for Pt
[Ket68]. As this time constant is shorter than the 10-fs-pump-pulse duration, the Ncell spin correlation function mirrors the instantaneous state of the optically-excited
electrons in the metal. Interestingly, the F-cell spins react instantaneously too,
because they have no inertia [Kim09]. This fact is illustrated by the step-like onset
of the transverse F-cell susceptibility χF⊥ (t) = χFyz (t) − χFzy (t) at t = 0 (Fig. 8.5f).
Consequently, the spin current follows the dynamics of the electron distribution in
the metal without delay.
To put this conclusion on a more quantitative basis, we note that the strength of
the N-cell spin fluctuations is proportional to the frequency at which Pt conduction
electrons scatter off the F/N interface (Figs. 8.5b-e). Assuming elastic and diffuse
scattering (see App. A.3), this rate scales with the number of occupied incident and
unoccupied outgoing Bloch states, that is, with the quantity
kB TeeN =

Z

d n (ε, t) · [1 − n (ε, t)] .

(8.3)

Here, kB is the Boltzmann constant, and n (ε, t) is the occupation number of a
Bloch state at electron energy ε (see Section 2.2). Interestingly, when n (ε, t) equals
a Fermi-Dirac function at temperature TeN (t), we obtain TeeN (t) = TeN (t), thereby
identifying TeeN (t) as a generalized (nonequilibrium) electronic temperature. Using
linear-response
D
E theory (see App. A.3), we can, thus, express the correlation function
N
N 0
sz (t) sz (t ) by means of TeeN (t) and the isotropic spin susceptibility χN of the N
cell. As the F layer remains cold at temperature T0 , we obtain
js (t) =

Z

dt0 κN (t − t0 ) · TeeN (t0 ) − T0 ,
h

i

(8.4)

which is the desired generalization of Eq. 8.1 for time-dependent temperatures and
nonthermal electron distributions of the N layer.
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2 N
χ (t) dt0 χF⊥ (t − t0 ) χN (t0 ) can be understood
The response function κN (t) ∝ Jsd
as the spin current induced by a δ (t)-like change in TeeN . It is determined by the
susceptibilities of the F- and N-cell spins. For N=Pt, we assume an isotropic spin
susceptibility [Clo64, Fra75], χN (t) that rises step-like and decays with time constant
τ N (see Fig. 8.5f). In contrast, χF⊥ (t) is obtained by atomistic spin-dynamics simulations [[Bar16, Ell15], implemented by J. Barker (Institute for Materials Research,
Tohoku University, Sendai 980-8577, Japan)], and exhibits a strongly damped oscillation reflecting the superposition of many magnon modes (see App. A.3 and Fig.
8.5f). The resulting SSE response function κN (t) is shown in Fig. 8.5g.
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Figure 8.6.: Transient reflectance of a YIG/Pt film. Transient reflectance measurement
employing degenerate optical pump and probe pulses (central wavelengths of 800 nm) of a
YIG(3 µm)/Pt(5.5 nm) sample together with a mono-exponential fit including an offset. Best
agreement is obtained for a time constant of τ2 =0.36 ps.

8.4. Discussion
Consistent with our qualitative discussion following Eq. 8.2, κN (t) has an ultrashort
duration on the order of τ N , much faster than the onset of the measured spin current
(Fig. 8.5a). Accordingly, the evolution of js (t) directly reflects the dynamics of
the laser-excited Pt electrons. Indeed, js (t) is captured remarkably well by the
phenomenological model function [1 − exp (−t/τ1 )] · exp (−t/τ2 ). Here, the time
constants τ1 = 0.26 ps and τ2 = 0.36 ps quantify the speed at which the photoexcited electrons in Pt are known to approach a Fermi-Dirac distribution [Lei02]
and to transfer their excess energy to the lattice [Caf05], respectively (see Section
2.1). Moreover, there is an excellent agreement between the relaxation dynamics of
js (t) and the transient optical reflectance, which is known to approximately mirror
the decay of the electron temperature [Caf05] (see Fig. 8.6). We ascribe the ultrafast
rise and decay of the SSE current therefore to the thermalization and cooling of the
optically-excited Pt electrons.
This notion is consistent with Eqs. 8.3 and 8.4: maximum spin current is achieved
when the photo-excited N-cell electrons have an occupation number n (ε, t) of 0.5
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over an electron-energy interval as wide as possible. Therefore, as many electronhole pairs as possible should be generated for a given deposited pump-pulse energy.
Initially, photoexcitation induces electrons and holes at approximately half the pump
photon energy of h̄ωp = 1.6 eV away from the Fermi level (see Section 2.1). However,
subsequent scattering cascades increase their number on the time scale τ1 by a
factor on the order of h̄ωp /kB TeN ∼ 30. This carrier multiplication, in turn, strongly
increases the generalized temperature TeeN (t) and the spin current. The rise of the
measured js (t) can, therefore, be considered as an experimental confirmation of the
notion that the SSE current is due to electrons impinging on the YIG/Pt interface
[Tse05, Žut11, Ber96, Sti02]. Accordingly, we have added a temperature scale on
the right ordinate of Fig. 8.5a.
In our experiment, the SSE efficiency is given by the THz peak field per peak increase
TeN −T0 of the Pt electron temperature and estimated to be 1 V m−1 K−1 (Fig. 8.5a).
This value is comparable to results from SSE experiments on samples with Pt layers
of similar thickness, that is, for static heating (0.1 Vm−1 K−1 ) [Keh15], and for laser
heating at MHz (0.7 V m−1 K−1 ) [Agr14] and at GHz frequencies (37 V m−1 K−1 )
[Sch16]. Our modeling (see App. A.3) also allows us to extract the YIG/Pt interfacial exchange coupling constant, yielding Jsd = 4 meV or Re g ↑↓ =2.4·1018 m−2 in
terms of the spin-mixing conductance g ↑↓ , in good agreement with calculated [Jia11]
and measured values [Bur13, Wei13].
We note that the positive sign of the measured spin current js (t) (Fig. 8.5a) implies
that the magnetization of YIG decreases. The peak electronic temperature induced
by the pump pulse is determined using the absorbed pump-pulse energy density and
the Pt electronic specific heat [Gra82, Lin08]. The integrated js (t) is equivalent to
increasing the temperature of the thin YIG interfacial layer by about 50 K (see Fig.
8.4a). As this value is one order of magnitude smaller than the increase of the Pt
electron temperature TeN , we can neglect the back-action of the heated YIG layer
on the spin current.
So far, our experiments have been restricted to excitation of the metal part of
YIG/Pt. Our modeling, however, allows us to also calculate the SSE response function κF (t) related to heating of the F=YIG layer (see Eq. A.16 in App. A.3). If YIG
and Pt layers were uniformly and simultaneously heated by a sudden temperature
jump, Eq. 8.1 would imply a vanishing current. In surprising contrast, our theory
predicts a 100-fs-short current burst (Fig. 8.5h) which reflects the inherent asymmetry of the F/N structure. At times t > 100 fs, the total spin current vanishes,
consistent with the familiar static result of Eq. 8.1.

8.5. Conclusion
We measured an ultrafast spin current in the prototypical SSE system YIG/Pt triggered by femtosecond optical excitation of the metal layer. The current exhibits all
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the hallmarks expected from the THz SSE. A dynamic model, based on sd-exchangecoupled YIG/Pt layers, can reproduce both the magnitude and the dynamics of the
measured ultrafast spin current. It allows us to identify the elementary steps leading
to the formation of the initial SSE current: optically-excited metal electrons impinge
on the interface with the magnetic insulator. They apply random torque which is
rectified by two subsequent interactions, thereby resulting in a net spin current from
YIG into the metal. This response is quasi-instantaneous because the YIG spins react without inertia to the impinging metal spins which have a correlation time of
less than 5 fs. Consequently, the SSE current directly monitors the thermalization
and cooling of the photo-excited electrons which proceed on a time scale of 100 fs.
In terms of applications, the observed ultrafast SSE current can be understood as a
first demonstration of incoherent THz spin pumping. Therefore, an instantaneously
heated metal layer is a promising transducer for launching ultrashort THz magnon
pulses into magnetic insulators. They may prove useful for magnon-based transport
of information, for exerting ultrafast torques on remote magnetic layers, and for
spectroscopy of spin waves with nanometer wavelengths [Bos16].
From a fundamental viewpoint, our experimental approach permits the characterization of the interfacial SSE and the ISHE of metals in standard bilayer thin-film
stacks with a large sample throughput and without extensive microstructuring. As
an example, we have already characterized YIG/Cux Ir1−x stacks with varying Cu:Irratio and found qualitatively the same concentration dependence for THz and DC
SSE signals [Cra17]. Furthermore, our approach allows for all-optically probing of
the magnetic texture and the exchange coupling at interfaces. Since our setup is
driven by a femtosecond laser oscillator rather than a significantly more demanding
amplified laser system, our methodology is accessible to a broad community.
As indicated by Eq. 8.2, the THz SSE current is also sensitive to the local electron
spin noise at the highest frequencies, even under conditions far from equilibrium.
Such type of spin-noise spectroscopy is difficult to accomplish with other methods.
Finally, our theoretical approach can be extended to a large variety of magnetic
systems in which lasers drive spin transfer between two constituents [Tve15] such as
spin sublattices [Kir13], or spins and phonons [Koo10].

8.6. Outlook
With the advanced understanding of photo-induced spin currents in magneticinsulator/metal bilayers obtained here, we may turn again to the driving force of the
ultrafast spin-dependent Seebeck effect (SDSE) in all-metallic magnetic heterostructures (see Section 7.5).
To this end, we present preliminary results directly comparing the two THz-emission
signals (under identical experimental conditions) of YIG/Pt and Co20 Fe60 B20 /Pt
thin films deposited on the very same substrate. Remarkably, already the raw data
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(see Fig. 8.7a) indicate that the SDSE-related THz signal (all-metallic structure)
follows faster dynamics. This becomes even more evident by comparing the two
extracted spin current densities (see Fig. 8.7b). First, the all-metallic structure
shows an almost three orders of magnitude larger spin current, highlighting the
dominant role of conduction-electron spin currents (see Section 2.4.4). Second, the
SDSE-related spin current follows distinctly faster dynamics than the ultrafast SSE
current. The rise time of less than 50 fs approaches the experimental temporal
resolution.
Surprisingly, the signal from the all-metallic sample resembles the time-derivative of
the SSE-driven transient. This observation suggests a close relation of the ultrafast
SDSE to the time derivative of the generalized electron temperature (see Eq. 8.3)
in the metals. This observation supports the notion of an ultrafast-electron-heating
scenario as outlined in Section 7.5.
To gain further insights, we are currently developing a model based on the spin driftdiffusion model [Kal12, Nen16] and a temperature-dependent chemical potential
[Mue15, Fog17]. Once these insights are gained, we hope to boost ultrafast spin
currents which is of crucial importance for the spintronic-THz-emitter performance
and for ultrafast switching operations [Jun16, Liu12a].
b
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Figure 8.7.: Direct comparison of the ultrafast transients related to the spin Seebeck effect and the spin-dependent Seebeck effect. a, Raw THz-emission signal from photo-excited
YIG(3 µm)/Pt(5 nm) (black curve) and YIG(3 µm)/Pt(5 nm)/Co20 Fe60 B20 (3 nm)/MgO(5 nm) (red
curve) heterostructures deposited on the very same substrate. Note that the signal from CoFeB/Pt
has been inverted and divided by 500 for better comparison. b, Extracted spin current densities
from the raw data in a using a 50-µm-thick GaP reference emitter (see Section 3.4.2).
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9. Terahertz writing speed of an
antiferromagnetic memory device
So far, we employed THz pulses to monitor spin dynamics. In the following, we would
like to turn to using THz pulses as a stimulus to control the dynamics of magnetic
order. A material class showing enormous potential for future high-speed spintronic
devices are antiferromagnets as they exhibit long-wavelength THz magnons presumably favoring picosecond dynamics. In the following, we present first results of the
switching of an antiferromagnetic memory device triggered by THz pulses.
These preliminary results are a shortened version of the article “THz electrical writing speed in an antiferromagnetic memory” in preparation by K. Olejnik, T. Seifert
et al. (2017) [Ole17b] and were obtained in close collaboration with the research
groups of R. P. Campion, P. Gambardella, P. Nemec, J. Wunderlich, J. Sinova and
T. Jungwirth.

9.1. Motivation
In antiferromagnets (AFMs), the Néel vector provides a means to encode information. Regarding information-technology applications, valuable properties are unified
by this class of materials, such as inherent stability to external fields, lack of stray
fields, and its abundance in nature. Therefore, possible AFM-based devices promise
higher integration density and long-term stability. On the other hand, the insensitivity of AFMs to external fields made applications challenging until recently.
However, in 2006, the electrical switching of the magnetic order of AFMs using Néel
spin-orbit torques (NSOT) was demonstrated for the first time [Wad16]. These prototype devices are based on the metallic AFM CuMnAs, whose tetragonal unit cell is
shown in Fig. 9.1a. The two compensating magnetic manganese sublattices (red and
purple spheres in Fig. 9.1a) are inversion partners. This symmetry together with
the SOI causes a staggered spin polarization once a current parallel to the x-y-plane
is passed through the system (compare Fig. 9.1a). Importantly, the nonequilibrium
spin polarization is of opposite sign on the two magnetic sublattices, oriented in
the x-y-plane, and perpendicular to the current direction [Žel14]. Consequently, an
identical torque is exerted on the two magnetic sublattices, favoring a Néel vector
orientation perpendicular to the current direction within the x-y-plane. Remarkably, the described current-induced NSOT mechanism circumvents any canting of
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the magnetic moments. This dramatically reduces the energy needed for switching
the Néel vector compared to schemes employing external magnetic fields [Jun16].
Importantly, spin dynamics in AFMs are expected to be much faster than in ferromagnets, whose switching rates are limited to the GHz range. In contrast, in AFMs,
the frequencies of long-wavelength magnons are strongly enhanced by the exchange
interaction opening the potential for THz switching speeds [Kam11]. Previous studies showed the feasibility of the NSOT-driven electrical writing of AMFs with pulse
lengths from milliseconds to hundreds of picoseconds [Ole17a].
Here, we test the ultrafast writing speed of AFM memory cells fabricated from
epitaxial CuMnAs films. Employing an all-optical writing scheme based on freespace THz electromagnetic pulses, we further reduce the current duration down
to the picosecond time scale. With these picosecond laser pulses, we observe the
analogous switching phenomenology as with millisecond and nanosecond current
pulses. Our preliminary results suggest that the current-induced NSOT switching
mechanism for AFMs is operative in the THz range.

9.2. Experimental details
Sample growth, device fabrication and electrical measurements were carried out
by K. Olejnik, Z. Kaspar and V. Novack (Institute of Physics, Czech Academy of
Sciences, 162 00 Prague, Czech Republic).
Antiferromagnetic memory device. Figure 9.1b shows a microscopy image of an
antiferromagnetic device based on epitaxial CuMnAs grown on a GaAs substrate
(thickness of 0.5 mm). Electrical contact is provided by four gold contacts (thickness of 100 nm) that narrow down towards the central device region. The antiferromagnetic CuMnAs (thickness of 50 nm) is in the middle of the device (see electron
microscope image in Fig. 9.1c) and consist of a cross-like region with a 2-µm-wide
central region of highest current density.
The reading of the antiferromagnetic state is implemented by the anisotropic magnetoresistance (AMR) which is measured via the transverse resistance Rxy . In brief, the
AMR is an SOI-induced effect in which the resistance of a material depends on the
orientation of its magnetization (see Section 2.3.3). Importantly, the AMR is even in
the magnetization and therefore equally present in ferromagnets and AFMs. More
details on the AMR read-out can be found in [Wad16].
The writing of the AFM is accomplished by sending trains of MHz current pulses
(see Fig. 9.2a) along either x- or y-direction (peak current densities of ~107 A/cm2 ,
repetition rate of 1 Hz; compare with Fig. 9.1b). The following MHz-pulse-writing
scheme is applied: First, 30 writing pulses (see Fig. 9.2c) are sent along the xdirection. After a break of ~30 s, 30 further writing pulses are sent along the ydirection, followed by another 30-s break. This procedure is repeated for several
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Figure 9.1.: Antiferromagnetic memory device and megahertz-writing-pulse operation.
a, Unit cell of the tetragonal antiferromagnet CuMnAs and Néel spin-orbit torque. The two
compensating magnetic manganese sublattices (red and purple spheres) are inversion partners. The
Néel vector is oriented in the x-y-plane. If a charge current is passed through CuMnAs in the x-yplane, its crystal symmetry and the spin-orbit interaction induce a nonequilibrium spin polarization
of opposite sign at the two magnetic sublattices exerting an identical torque on them (see curved
arrows). This favors a Néel-vector orientation in x − y-plane and perpendicular to the current
direction. b, Optical microscopy image (area of 700 × 700 µm2 ) showing the antiferromagnetic
memory device. Gold pads (light gray areas) are used to contact the CuMnAs in the central
region. The GaAs substrate is shown in dark gray. c, Detailed electron microscope image of the
central device region of 2-µm-width. d, Electrical switching of CuMnAs. The electrical switching
is accomplished by sending trains of MHz pulses (see Fig. 9.2c) through the device (repetition
rate of 1 Hz, current density of ~107 A/cm2 ). Each sequence consists of 30 individual pulses. The
resulting change in the anisotropic resistance (AMR) is monitored by the transverse resistivity
Rxy (read-out rate of 1 Hz). Alternating the writing-current direction between x- and y-directed
(light and dark blue shaded areas, respectively; compare with b), reorients a part of the magnetic
moments and changes the AMR signal. When the current is switched off (white areas), the AMR
signal slightly relaxes. Reproducible switching is achieved with successive iterations, where each
switching operation exhibits a typical integration-like behavior.

times. The transverse resistance Rxy is measured using weak electrical probe pulses
at a repetition rate of 1 Hz.
The resulting AMR signal (Fig. 9.2d) clearly shows a repetitive step-like behavior
representing the reproducible reorientation of the Néel vector. Note that a slight
relaxation of the AMR signal is observed when the writing pulses are switched
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off. These switching characteristics have already been observed in previous studies
[Ole17a].

9.3. Preliminary results
To test the feasibility of the antiferromagnetic memory for future high-speed applications, we next replace the electrical contact-based MHz writing pulses by free-space
THz pulses (see Figs. 9.2a and b).
The THz transients are derived from optical rectification of amplified laser pulses
(central wavelength of 800 nm, pulse energy of 4 mJ, pulse duration of 350 fs , repetition rate of 1 kHz; see Section 3.1) in a 1.3 mol% MgO-doped stoichiometric LiNbO3
crystal using the tilted-pulse-front scheme [Hir11], delivering a central frequency of
~1 THz and a peak electric field of ~300 kV/cm at the sample position (see Fig.
9.2d). The linearly-polarized THz electric field drives charge currents in the plane
of the antiferromagnetic device whose direction can be conveniently controlled by
the THz polarization set by a wire-grid polarizer.
Comparing MHz- and THz-pulse writing of an antiferromagnetic memory device.
Figures 9.2e-h show a direct comparison of MHz- and THz-pulse writing
of the CuMnAs-based memory device. Most importantly, we see a change in the
AMR signal by illuminating the AFM with a train of THz pulses (Fig. 9.2f). By
closely matching writing and read-out rates (1 Hz for the MHz pulses and ~100 Hz
for the THz pulses), we can resolve the AMR-signal change induced by single pulses.
Remarkably, MHz and THz schemes both show very similar time evolutions of the
AMR read-out signal (see Figs. 9.2e and f). As evident from Fig. 9.2f, already the
first THz pulse is responsible for a large part of the AMR-signal change.
Next, we rotate the THz-pulse polarization by 90° (see Fig. 9.2b) and apply a similar
writing scheme as for the MHz pulses, but with a closely-matched writing-pulse and
read-out repetition rate at ~100 Hz. Figures 9.2g and h show very similar AMRsignal evolutions, regardless of whether MHz- or THz-writing pulses are used. This
indicates that the antiferromagnetic memory device remains functional even with
THz-writing pulses. For more details see [Ole17b].

9.4. Future directions
In summary, our preliminary findings strongly suggest that the current-induced
NSOT writing mechanism in AFMs is operative at THz speeds. Further calibration
measurements show that a similar energy is needed to write the same amount of
information (change in transverse AMR signal) in the CuMnAs-based device with
THz and MHz pulses (not shown). This highlights the large potential of AFMs
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for THz spintronics. However, these experiments do not allow deriving the actual
switching dynamics of the Néel vector, crucial for any high-speed application. Future
studies, utilizing additionally an ultrafast read-out might complete the envisioned
THz antiferromagnetic memory device.
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Figure 9.2.: MHz- and THz-pulse writing of an antiferromagnetic memory device. a,
Schematic of the MHz-pulse writing scheme. Changing between two perpendicular current directions leads to a corresponding reorientation of the Néel vector b, Schematic of the THz-pulse
writing scheme. Same as in a but employing free-space THz pulses. Here, the favored Néel-vector
orientation is determined by the linear-polarization direction of the THz-writing pulses. c, MHz
pulse used for the electrical-contact-based writing scheme (repetition rate of 1 Hz, current density
of ~107 A/cm2 d, THz pulse used for the all-optical writing scheme (repetition rate of ~100 Hz,
electric field at the sample position of ~300 kV/cm). e, Anisotropic-magneto-resistance (AMR)
signal measured by the transverse resistance change Rxy as a function of the read-pulse count
(rate of 1 Hz) for MHz pulses constantly applied along one axis. f, Same as in e but employing
linearly-polarized free-space THz transients as shown in part d. The read-out rate is adapted to
~100 Hz. The gray curve is a guide to the eye. g, AMR-signal changes for successive switching
operations of the antiferromagnetic memory device employing the same writing scheme as in Fig.
9.1d (see also text). Light- and dark-blue-shaded areas represent MHz-pulse trains of perpendicular
current directions. h, Same as in g but employing the all-optical THz-pulse writing scheme. Lightand dark-red-shaded areas represent THz-pulse trains with perpendicular linear THz polarizations.
White areas in g and h mark periods without any writing pulse.
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10. Summary
In this work, we advance concepts to explore spin-dependent phenomena in spintronic nanostructures in the THz range. Spin-to-charge conversion (anomalous and
spin Hall effects) and spincaloritronic schemes (spin-dependent and spin Seebeck
effect) are investigated at highest frequencies. To this end, we test the ultimate
speed of these spintronic phenomena and reveal the underlying ultrafast physical
processes. Concerning the spin Seebeck effect, we elucidate the close connection between carrier multiplication and the rise of the spin Seebeck current. In terms of the
spin-dependent Seebeck effect, preliminary results suggest that an ultrafast-heating
mechanism is of crucial importance. Eventually, we explore new THz spintronic
functionalities to launch magnon pulses into magnetic insulators, to switch antiferromagnetic memory devices with ultrashort THz pulses, and to construct an efficient
spintronic THz emitter.
In detail, this thesis follows a systematic route from spin-to-charge conversion over
heat-driven spin currents to terahertz spin control:
Terahertz anomalous Hall effect. First, we study the anomalous Hall effect from
DC to 40 THz in technologically relevant metals (see Chapter 4). We find an anomalous Hall angle as large as 2 % virtually independent of frequency. In our understanding, this surprising result arises from the large disorder in the studied thin
films, strongly broadening the spectral anomalous Hall response. Our results imply
the feasibility of spin-dependent Hall effects at THz speeds, including the closely
related spin Hall effect.
These findings are highly relevant for future high-speed spintronic devices such as
the currently developed spin-orbit torque magnetic random-access memory [Pre15].
Future studies at low temperatures or in cleaner samples may provide further insights
into spin-orbit interaction at THz frequencies [Kim10, Wei11]. Finally, extending
this scheme to nonmagnetic materials might enable a direct study of the spin Hall
effect by, for instance, employing transient spin polarizations [Wer11, Pri15].
Spintronic terahertz emitter. Based on these promising results, we develop a conceptually new spintronic THz emitter outperforming standard table-top THz sources
(see Chapter 5). It consists of a nanometer-thin heterostructure containing magnetic
and strongly spin-orbit-coupled metals. After photoexcitation with femtosecond optical laser pulses, a combination of the ultrafast spin-dependent Seebeck effect with
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the inverse spin Hall effect causes the emission of a THz transient. Remarkably, it
covers the range from 1 to 30 THz without any spectral gaps due to the featureless
refractive index of metals and the short metal-electron lifetimes.
In principle, the emitter functionality is not limited to a specific pump wavelength,
thus enabling broad applications. The spintronic THz source not only facilitates linear THz spectroscopy but it can also generate strong THz pulses with field strengths
of up to 300 kV/cm enabling nonlinear control over THz resonances in the hardto-access 5-10 THz range (see Chapter 6). These findings are an example for a
straightforward implementation of THz spintronic phenomena into a useful device
that is readily appreciated by the broad THz community [Hui17a, Wu17, Yan16,
Tor17, Sas17, Li17, Zha17a]. We anticipate improvements of the emitter concept
driven by material science [Dem16, Pai14] or by entirely new spintronic phenomena
[Les16, Ikh17]. These developments might also enable an efficient spintronic THz
detector in the future.
Spintronic characterization by terahertz emission. Such progress might be fostered by a convenient spintronic characterization tool with high sample throughput.
In this regard, THz-emission spectroscopy is shown to be a promising approach
for an all-optical and fast determination of spintronic parameters in heterostructures consisting of normal (see Chapter 5 and Ref. [Cra17]) and magnetic metals
(see Chapter 7). The ease of use (no need for microstructuring) and the potential
interface sensitivity of this approach complement the spintronic workbench.
Future studies will aim at a more microscopic understanding of the spin-currentgeneration mechanism in metallic heterostructures [Mue15, Fog17, Bat10], finally
allowing for the extraction of absolute spin Hall angles, the enhancement of ultrafast
spin currents to eventually control remote layers [Liu12a], and the development of
even more efficient spintronic THz emitters.
Terahertz spin Seebeck effect. To identify elementary steps in the ultrafast spincurrent generation, we first turn to less complex structures: we study the spin current
from a magnetic insulator (rather than a metal) into a spin-orbit-coupled metal (see
Chapter 8). Surprisingly, we find a spin-Seebeck-current rise time of only ~100 fs.
Based on our modeling, this time scale arises from the quasi-instantaneous response
of the metal electron spins (<5 fs) deflecting the insulator magnetic moments without inertia. The measured dynamics support the notion that electrons impinging on
the metal/insulator interface drive the ultrafast spin Seebeck dynamics. As more
electron-hole pairs lead to more scattering (resulting in more torque), the spin Seebeck current monitors the carrier multiplication during the thermalization of the
metal electrons.
Our approach might enable spin-noise spectroscopy at buried interfaces [Sin16] with
high sensitivity to the local magnetic texture and the detailed spin couplings at
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interfaces. Moreover, ultrafast heating of a metal layer provides a convenient scheme
to launch incoherent magnon pulses into an insulator. These might be useful for
ultrafast magnonics and enable control over remote magnetic layers.
Terahertz writing of an antiferromagnetic memory device. Finally, we turn
from THz probing to the even more exciting THz driving of spin dynamics. We
present preliminary results of writing information to an antiferromagnetic memory
cell with ultrashort THz pulses. Our findings suggest that the current-induced
Néel-spin-orbit-torque switching mechanism remains operative in the THz range
for antiferromagnets. Future studies, will aim at a read-out at ultrafast speeds to
complete the envisioned THz antiferromagnetic memory device.
In summary, this work demonstrates that combining the two fields of THz spectroscopy and spintronics leads to novel insights and applications. We hope that our
results and the presented schemes provide a means to deepen the understanding of
spin dynamics at highest speeds.
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A.1. Fourier transformation
The Fourier transformation of a function f (t) is given by
1 Z
√
f (ω) =
dt f (t) eiωt .
2π

(A.1)

The inverse Fourier transformation of the function f (ω) is given by
1 Z
dω f (ω) e−iωt .
f (t) = √
2π

(A.2)

A.2. Convolution
The convolution of two functions (b ∗ c) (t) is defined as
1 Z∞ 0
(b ∗ c) (t) := √
dt b (t − t0 ) c (t0 ) = (c ∗ b) (t) .
2π −∞

(A.3)

A.3. Dynamic model of the spin Seebeck effect
It should be noted that, apart from the numerical implementation, the following
model has been derived to the largest extent by T. Kampfrath (Department of
Physical Chemistry, Fritz Haber Institute of the Max Planck Society, 14195 Berlin,
Germany) with valuable help of P. W. Brouwer (Department of Physics, Freie Universität Berlin, 14195 Berlin, Germany).
According to Fig. 8.5b, interfacial F and N layers of thickness a each are coupled by
nearest-neighbor sd-type exchange interaction. We divide the interfacial plane in N
cells of size a3 , and consider the total electron spin S Fj and S N
j contained in an F
cell and N cell with index j,Drespectively.
The expectation value of S Fj is related to
E
the F magnetization M by S Fj ∝ a3 M .
According to ab initio simulations [Jia11], coupling between F and N spins is given
P
by the sd-exchange-like Hamiltonian [Ada13, Uch10, Sil79, Kaj10] Hsd = Jsd S Fj ·

135

Chapter A

Appendix

2
N
F
N
F
SN
j /h̄ . Therefore, each S j applies the torque S j × Jsd S j on the adjacent S j .
Accordingly, the total Hsd -related torque exerted by N on F is given the sum over
all cells j. By taking the expectation value, we obtain the average spin current
density
E
Jsd X D F
N
js = −
S
×
S
(A.4)
j
j
N a2 h̄2 j

flowing from F to N where N a2 is the coupled interface area. Note that the tensor
of the spin current density is given by the tensor product j s ⊗ n where n is the
normalD unit
observable
E vector of the F/N interface. We now split theD random
E
F
F
F
F
F
3
S j = S j + sj + ∆sj in three contributions: its mean value S j ∝ a M and its
fluctuating part sFj , both taken in the absence of interfacial coupling. In contrast,
∆sFj quantifies the modification due to sd-exchange-coupling to the N layer. By
applying an analogous splitting to S N
j , the spin current becomes
F
js = jN
s + js =

E
Jsd X D N
F
F
N
s
×
∆s
−
s
×
∆s
j
j
j
j .
N a2 h̄2 j

(A.5)

F
It has contributions j N
s and j s arising from spin fluctuations in N and F, respectively,
which cancel in equilibrium. We approximate ∆sFj to first order in Jsd , that is, by
the linear response given by the spatiotemporal convolution [Šim03]

∆sFj

= Jsd

XZ

0
dt0 χF (r j − r j 0 , t − t0 ) sN
j 0 (t ) .

(A.6)

j0





Here, χF (r, t) = χFii0 (r, t) is the spin susceptibility tensor of F in matrix notation.
0
N
0
F
An analogous expression holds for ∆sN
j with respect to χ (r j − r j 0 , t − t ) sj 0 (t ).
We furthermore
assume
E that spins of different cells have negligible correlation, for
D
F
N 0
(t
)
∝ δ ji . By substituting ∆sN
(t)
s
instance sN
j and ∆sj in Eq. A.5, we obtain
i
j
F
j s (t) =j N
(A.7)
s + js
Z
hD
E D
Ei
Jsd
= 2 2 dt0 sN (t) × χF (t − t0 ) sN (t0 ) − sF (t) × χN (t − t0 ) sF (t0 ) ,
a h̄
(A.8)
F
F
where sN = sN
j and s = sj are the spin of any conjoined F and N cells, respectively,
say at j = j 0 = 1. The χF (r j − r j 0 = 0, t) and χN (r j − r j 0 = 0, t) can be interpreted
as the spin susceptibility of any F and N cell, respectively. Therefore, we arrive at
the picture of a single pair of coupled F-N cells as considered in the main text.

In Eq. A.8, the difference of the two terms reflects the competition between the
torques arising from the fluctuations of the N-cell and F-cell spins. For example,
the first term can be understood as follows: the fluctuating exchange
field Jsd sN (t)
R
due to N exerts torque on the magnetic moment ∆sF = Jsd dt0 χF (t − t0 ) sN (t0 )
which it has induced in F before. As this torque scales quadratically with the noise
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sN , it does not vanish, provided ∆sF (t) results from an earlier time t0 that lies
inside the correlation window of the N-cell spin. The last statement becomes more
apparent when we explicitly write out the matrix and vector products in Eq. A.8.
Consequently, the component js := jsx of the spin current density polarized along
the sample magnetization (see Fig. 8.1) is found to be
Z
Ei
h
D
E
D
Jsd X
0
F
0
N
N 0
N
0
F
F 0

dt
χ
(t
−
t
)
s
(t)
s
(t
)
−
χ
(t
−
t
)
s
(t)
s
(t
)
,
xjk
kl
j
l
kl
j
l
a2 h̄2 ijk
(A.9)
where xjk denotes the Levi-Civita symbol. The first term of Eq. A.9 quantifies the
torque due
D to N-cell spin
E fluctuations and depends critically on the spin correlation
N 0
function sN
(t)
s
(t
)
which typically peaks sharply around time t = t0 . Any
j
l
temperature change of the N spins will lead to a (possibly delayed) modification
of the spin correlation function and, therefore, a spin current response whose timedependence is determined by the spin susceptibility χFkl (t) of the ferromagnet F. An
analogous interpretation applies to the second term.

js (t) =

Note that Eq. A.9 is valid for all kinds of magnetic insulators F,
D including antiE
N 0
ferromagnets. If N is isotropic (as in the case of Pt), one has sN
j (t) sl (t ) ∝
D

E

N 0
δ jl sN
z (t) sz (t ) , and the first term of Eq. A.9 turns into Eq. 8.2 in Chapter 8.

From fluctuations to temperatures.
To relate the correlation functions in Eq.
A.9 to temperatures in F and N, we consider the Kubo form of the fluctuationdissipation theorem in the classical limit [Kub66],
D

2
N
N
N 0
N
0
sN
i (t) sj (t ) /h̄ = kB T · Θ̄ ∗ χij − Θ̄ ∗ χ̄ij (t − t ) ,



E



(A.10)

where Θ is the Heaviside step function. The overbar denotes time inversion, that
is, f¯ (t) = f (−t), and ∗ denotes convolution (see App. A.2). Note that strictly
this equation refers to equilibrium and cannot be applied to the situation of our
experiment (see Chapter 8) where the temperature of N (and F) is generally timedependent.
To derive a fluctuation-dissipation theorem for a nonstationary system, we make
use of the Langevin theory [Kub66, Bal79, Atx16, Ell15] in which the N-cell spin
is assumed to be coupled to a bath (or thermostat) of time-dependent temperature
T N (t). In this framework [Kub66, Bal79], the spin fluctuations sDN (t) arise
from a
E
N
N
random magnetic field r (t), with vanishing ensemble average r (t) , the bath
applies to the spin system. Assuming r N has no memory, the intensity of the spin
fluctuations is directly proportional to the instantaneous bath temperature,
riN (t) rjN (t0 ) = AN kB T N (t) δ ij δ (t − t0 ) ,

D

E

(A.11)

where the constant AN quantifies how strongly the N bath and the N spins are
coupled. By using linear response, sN = χN ∗ r N , and writing out the convolution
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(see App. A.2), we obtain the spin-spin correlation function for a time-dependent
bath temperature T N ,
sN
i

D

(t) sN
j

0

E

2

N

(t ) /h̄ = A kB

XZ

N
0
N
dτ χN
im (t − τ ) χjm (t − τ ) T (τ ) .

(A.12)

m

This relationship shows that the temporal structure of the spin susceptibility χN
ij of
N
N determines how quickly the system adapts to a sudden change in T . In the case
of time-independent T N , Eq. A.12 reduces to the familiar Langevin-version of the
fluctuation-dissipation theorem [Kub66, Bal79]. Comparison with the Kubo-type
fluctuation-dissipation theorem (Eq. A.10) yields
N
N
Θ̄ ∗ χN
jl − χ̄lj = A





X

N
χN
jm ∗ χlm .

(A.13)

m

This constraint on the spin susceptibility function can be used to determine the
constant AN . Completely analogous equations are obtained for the F-cell spin. We
now substitute Eq. A.12 and its analog for F into Eq. A.10 to obtain
js (t) = κF ∗ T F − κN ∗ T N (t) ,




(A.14)

with the response functions
κN (t) =

2


AN X
kB Jsd
N
F
N

χ
(t)
·
χ
∗
χ
(t)
zjk
jm
kl
lm
a2
jklm

(A.15)

and completely analogously
2


AF X
kB Jsd
F
N
F
κ (t) =

χ
(t)
·
χ
∗
χ
(t) .
zjk
jm
kl
lm
a2
jklm
F

(A.16)

Equations A.14, A.15, and A.16 can be considered as time-dependent generalization
of the static constitutive relation (Eq. 8.1) of the interfacial SSE. It can be shown
that in the static limitof time-independent
temperatures,
Eq.
A.14 reduces to Eq.

R
R
8.1, that is, js = K · T F − T N , where K = dt κN (t) = dt κF (t). The proof
makes use of Eqs. A.15, A.13 and A.16, Parseval’s theorem, and the causality of
the spin susceptibilities of F and N.
N
For an isotropic nonmagnetic metal N with χN
ij (t) = δ ij χ (t), Eq. A.15 implies the
somewhat simpler relationship

κN =

2

i
kB Jsd
AN N h F
F
N
χ
·
χ
−
χ
∗
χ
.
yz
zy
a2

(A.17)

For the second response function, we obtain
κF (t) =
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kB Jsd
AF X h F  N
F
F
N
F
·
χ
∗
χ
.
χ
·
χ
∗
χ
−
χ
xm
ym
ym
xm
a2
m

(A.18)

A.3 Dynamic model of the spin Seebeck effect
Nonthermal electron distribution. Our previous considerations (Eqs. A.11 and
A.12) presume a thermal bath with temperature T N . To reveal the nature of the
bath and to also account for the nonthermal state of the N electrons directly after
laser excitation, we extend our model of the N layer. As the fluctuation of the N-cell
spin is assumed to arise predominantly from electrons entering and leaving the N
cell [Tse05, Žut11, Ber96, Sti02], we model the dynamics of the N-cell spin as the
sum of random events l,
X
sN
σl p (t − tl ) .
(A.19)
z (t) = h̄
l

In each event, an electron with spin z-component σl and hσl i = 0 enters the N cell
at time tl . The electron propagation into and out of the cell is captured by the
function p (t) whose width is on the order of τ N , the mean time it takes an electron
to traverse the interfacial metal layer. By neglecting correlations between different
events
l and Ebetween σl and tl , Eq. A.19 leads to the spin correlation function
D
P
0
0
N
sz (t) sN
l hp (t − tl ) p (t − tl )i. The sum over all tl can be rewritten as an
z (t ) ∝
integral over an auxiliary time τ and yields
D

N 0
sN
z (t) sz (t ) ∝

E

Z

dτ p (t − τ ) p (t0 − τ ) Γ (τ ) ,

(A.20)

where Γ (τ ) dτ is the number of events in the time interval [τ, τ + dτ ].
Remarkably, Eq. A.20 has the same structure as Eq. A.12. To work out this analogy
even further, we note that Γ (τ ) equals the rate at which N electrons with a given
energy ε are elastically backscattered at the F/N interface (Fig. 8.5b-e). More
precisely, they are scattered from Bloch states (see Section 2.2) k with negative
(incident) group velocity vkz to states k 0 with positive (outgoing) vk0 z . According to
Fermi’s Golden Rule [All87], the scattering rate is
Γ (t) ∝

X

|Mkk0 |2 nk (t) · [1 − nk0 (t)] δ (εk0 − εk ) .

(A.21)

kk0

We now assume diffuse scattering, constant matrix elements Mkk0 and isotropic
electronic occupation numbers nk (t) = n (εk , t) where εk denotes the
band structure
R
(see Section 2.2). As a consequence, Eq. A.21 simplifies to Γ (t) ∝ dε D (ε)2 n (ε, t)·
P
[1 − n (ε, t)] where D (ε) ∝ k δ (ε − εk ) is the electronic density of states [All87].
Since for Pt, D (ε) is approximately constant around the Fermi energy [Lin08], Eq.
A.21 finally yields
Γ (t) ∝ kB

Te N (t)
e

=

Z

dε n (ε, t) · [1 − n (ε, t)] ,

(A.22)

where TeeN (t) is the instantaneous generalized electron temperature, consistent with
Eq. 8.3 of the main text.
In the case of a thermal electron distribution, n (ε, t) equals a Fermi function (see
Section 2.2), and Γ (t) becomes proportional to the instantaneous electronic temperature TeN (t). Consequently, comparison of Eq. A.20 to Eq. A.12 identifies the
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bath temperature T N (t) of the Langevin model with TeN (t), the temperature of the
electronic orbital degrees of freedom of the N layer. This reasoning even applies to
the nonthermal case and leads us to set T N (t) = TeeN (t), thereby extending Eq. A.12
to nonthermal electron distributions.
Similar considerations can be applied to the correlation function of the F-cell spin,
if we wish to go beyond the Langevin-type result of Eq. A.12. According to Eq.
A.25 and Ref. [Rez14], the spin current j Fs (t) due to F-cell spin fluctuations can be
expressed by the occupation numbers of all magnon modes, including nonthermal
populations. However, since in our experiment the pump-induced changes of the
YIG layer are negligible, we do not consider this aspect further.
Numerical implementation and estimates.
Our numerical calculations are
based
A.17 and A.18. For the N layer, we assume χN (t) = χN
DC Θ (t)
 on Eqs.

N
N
exp −t/τ
where τ = 3.5 fs and 1 fs, as determined by using the Fermi velocity
of Pt [Ket68] and Cu [Ash98], respectively. The N-cell DC spin susceptibility χN
DC is
N
related to the paramagnetic susceptibility χeDC of Pt [Clo64, Fra75] and Cu [Mor13]
2 2
3 eN
through χN
DC /µ0 ge µB where µ0 is the vacuum permeability, ge ≈ −2, and
DC = a χ
µB is the Bohr magneton. The factor a3 is required since χN
0 refers to the integrated
N
e
N-cell volume whereas χ0 is given per volume. The factor µ0 ge2 µ2B accounts for the
N
different units used in the definition of χeN
0 and χ0 .
For F=YIG, we determine the χF tensor by
the Kubo Eformula
(Eq. A.10) using
D
D
E
F
F 0
F
the equilibrium spin correlation functions sj (t) sl (t ) = sj (t − t0 ) sFl (0) as
an input. These functions are calculated by atomistic spin-dynamics simulations
[Bar16, Ell15, Atx16] in which ~106 Fe3+ spins are propagated classically according
to the YIG spin Hamiltonian plus a thermal noise field provided by a thermostat with
temperature 300 K. Trajectories sF (t) are obtained by summing all 20 Fe3+ spins of
a selected YIG unit cell. Note that this summation is approximately tantamount to
summing up magnon amplitudes over all wave vectors and magnon branches [Bar16].
The ensemble average is obtained by averaging the product sFj (t − t0 ) sFl (0) over
many trajectories.
As a cross check, we also estimate the order of magnitude of K = dt κN (t) with κ
given by Eq. A.17. This formula can be simplified using Eq. A.13 and yields the
spin Seebeck coefficient
R

K=

Z

dt χN (t) · Θ ∗ χFyz − χFzy
h



i

(t) .

(A.23)

For our estimate, we use the analytical χN (t) from above. Concerning
the transverse
E
D
F
F
susceptibility of F, we solve the equation of motion h̄∆ṡ = S × Jsd sN , compare
to ∆sF = χF ∗ Jsd sN and find χFyz − χFzy = Θ (t) · 2 S F /h̄2 where
the total spin of the YIG unit cell at room temperature. We obtain
D

2
N
2kB Jsd
S F χN
DC τ

D

K=
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E

≈ 7h̄ is

E

a2 h̄2

,

(A.24)
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which allows us to estimate Jsd ≈ 4 meV using Eq. 8.1 and considering the peak of
the measured js (t) (Fig. 8.5a).
Assuming that Jsd is the same for YIG/Pt and YIG/Cu and using Eq. A.24, we
find that the spin Seebeck coefficient Κ of YIG/Cu is a factor of about 0.5 smaller
than that of YIG/Pt because of the different spin susceptibility (see above). This
difference in Κ provides a further reason for our observation that the YIG/Cu/Pt
sample delivers a factor of 6 smaller THz-emission signal than YIG/Pt (see Fig.
8.2e).
Note that our equations for the SSE current are formulated in terms of the constant Jsd that quantifies the coupling strength of electron spins at the F/N interface
[Ada13]. To connect to works [Bur13, Wei13] that formulate the SSE in terms of
the spin-mixing conductance g ↑↓ , we consider the current j Fs arising from the fluctuations of the F spins. Assuming an isotropic susceptibility of the N-cell spins and
approximating sF (t0 ) by sF (t) + ṡF (t) (t0 − t) in Eq. A.8 yields
j Fs (t) = sF (t) × ṡF (t)
D

E

2 Z
Jsd
dt0 χN (t0 ) t0 .
2
2
a h̄

(A.25)

This relationship agrees
with the familiar
result for
thermal
spin pumping, which is
E
D
E
D
F 2
F
F
↑↓
(Ref. [Tse05]). Comparison
typically written as s (t) × ṡ (t) h̄ Reg /4π S
of the prefactors in both equations yields
4π S F
D

Reg

↑↓

=

E2

2 N Z
Jsd
χDC

h̄3 a2

dt0 χN (t0 ) t0 .

(A.26)

By Dmodeling
χN as detailed above and evaluating the integral, we obtain Reg ↑↓ =
E2
2 N
χDC τ N /h̄3 a2 ≈ 2.4·1018 m−2 , in good agreement with calculated [Jia11]
4π S F Jsd
and measured values [Bur13, Wei13].
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