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Abstract

In the present work, we develop and solve a self-consistent theory for the description of the
simultaneous ferromagnetic semiconductor-metal transition in electron doped Europium
monoxide. We investigate two different types of electron doping, Gadolinium impurities
and Oxygen vacancies. Besides the conduction band occupation, we can identify low
lying spin fluctuations on magnetic impurities as the driving force behind the doping
induced enhancement of the Curie temperature. Moreover, we predict the signatures of
these magnetic impurities in the spectra of scanning tunneling microscope experiments.
By extending the theory to allow for inhomogeneities in one spatial direction, we are able
to investigate thin films and heterostructures of Gadolinium doped Europium monoxide.
Here, we are able to reproduce the experimentally observed decrease of the Curie temper-
ature with the film thickness. This behavior is attributed to missing coupling partners of
the localized 4f moments as well as to an electron depletion at the surface which leads
to a reduction of the number of itinerant electrons. By investigating the influence of
a metallic substrate onto the phase transition in Gadolinium doped Europium monox-
ide, we find that the Curie temperature can be increased up to 20%. However, as we
show, the underlying mechanism of metal-interface induced charge carrier accumulation
is inextricably connected to a suppression of the semiconductor-metal transition.






1. Introduction

Stoichiometric Europium monoxide (EuO) is a ferromagnetic semiconductor with a large
band gap of 1.2eV [1,12] and a Curie temperature of 69K [3]. The magnetization in
the system is mainly due to localized magnetic moments in the Eu 4f orbitals. These
moments interact via virtual excitations into the otherwise empty conduction band [3]
and represent a prototype of a Heisenberg ferromagnet [4]. There is a strong exchange
interaction between the localized moments and the conduction electron spins which re-
sults in a spin splitting of the conduction band [5]. Upon electron doping, the system
becomes metallic in the low temperature phase and exhibits a simultaneous ferromag-
netic semiconductor-metal transition in EuO;_, [6HII] as well as Eu;_,Gd, O [12-16].
During the phase transition, the resistivity drops over several orders of magnitude. This
giant magnetoresistance effect makes the material interesting for applications.

In the high temperature phase there is a gap between the conduction band above, and
an impurity induced side band below the Fermi edge [I7,[18], which renders the system
insulating. During the ferromagnetic transition, the exchange splitting of the conduction
band sets in, the gap is closed and the majority conduction electron states are populated.
The system becomes half-metallic, i.e. there is nearly 100% spin polarization in the
conduction band which make EuO a promising candidate for spintronics applications
[19,20].

Depending on whether most of the excess electrons are in a bound or in an itinerant
state, the transition temperature increases with the doping concentration [I5] due to the
increased conduction electron mediated RKKY interaction. In that respect, Gadolinium
impurities seem to be more efficient than Oxygen vacancies. Arnold and Kroha [18]
found indications that this can be traced back to the magnetic nature of the Gadolinium
impurities. If the impurity level lies slightly below the Fermi energy, strong on-site
Coulomb repulsion will essentially lead to a singly occupied, and therefore magnetic
impurity. If there is conduction electron spectral weight at the Fermi edge, low lying
spin fluctuations at the impurity site lead to the formation of a Kondo resonance at
the Fermi edge. Even though the Kondo temperature lies far below the ferromagnetic
transition temperature, there is a tendency to transfer spectral weight towards the Fermi
energy. This closes the semiconducting gap even at higher temperatures which results in
an enhancement of the Curie temperature in Eu;_,Gd,0O.

By Gadolinium doping, transition temperatures up to 130 K are possible [15]. Never-
theless, for possible applications a further increase would be desirable. In this respect, a
coupling of an electron doped EuO film to a metallic substrate with a lower work func-
tion may prove beneficial. We conjecture that electrons will defuse into the EuO and
populate the conduction band, leaving a depletion region in the substrate. Therewith,
the RKKY interaction near the surface is increased, which may outweigh the finite size
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effects in thin films and increase the Curie temperature. It is obvious that such surface
effects are only relevant in thin films. Indeed, recent experiments on thin stoichiometric
and Oxygen deficient EuO [19-24] have shown a huge impact of the film thickness on the
phase transition.

In the present work, we develop and solve a self-consistent theory for thin films of
electron doped EuO as well as for heterostructures of electron doped EuO and a metallic
substrate. In the course of this, we extend the work of Arnold and Kroha [1825] in several
respects. First of all, we allow for broken translation symmetry in one direction in order
to describe thin films. Besides Gadolinium impurities, we consider a model for Oxygen
vacancies and go beyond the nearest neighbor approximation by incorporating long range
RKKY interactions in our theory. For the sake of completeness and readability, we will
not review the theory of Arnold and Kroha in a separate section but include them in our
more general derivations.

The first chapter is concerned with a review of the properties of electron doped Eu-
ropium monoxide. In the subsequent chapter, we review some aspects of quantum impu-
rities. In particular, we derive the non-crossing approximation (NCA) which will be part
of our theory for Eu;_,Gd,O. Here, we will present our improvements to the numerical
solution of the NCA equations. Chapter [ contains an introduction to our model for
bulk and heterostructure systems. Afterward, in chapter [, we derive the self-consistent
theory and discuss the obstacles of its numerical solution. Hereafter, we present our re-
sults in the remaining chapters. We begin with the discussion of the differences between
Gadolinium impurities and Oxygen vacancies in bulk systems in chapter [0l In chapters
[, B and [@, we present our results for the heterostructure theory. First, for isolated thin
films of Eu;_,Gd,O and then for heterostructures with metallic and ferromagnetic sub-
strates. The presentation of our results is concluded by chapter [0, which is concerned
with the prediction of STS spectra for electron doped Europium monoxide.



2. Properties of electron doped Europium
Monoxide

Stoichiometric EuO has a rock salt crystal structure, i.e. a face-centered cubic lattice
(FCC) with a lattice constant of a = 5.143 A and a diatomic basis of an Eu** and an
0?2~ ion. The two electrons from the Eu 6s shell fill up the 2p shell of the Oxygen atom.
Therefore, the electronic structure of the Eu?t ion is 4f75d%6s", while for O?~ we have
1s22s22p® [3].

ENERGY (eV)

-4 |

EuO EuS EuSe EuTe

Figure 2.1.: Schematic representation of the energy levels in EuO, EuS, EuSe and EuTe.
Taken from [3] or [26], respectively.

Figure 2.1] shows a schematic representation of the energy levels in EuO. The valence
band is far below the Fermi energy and comprises the Oxygen 2p orbitals. In between
the valence and the conduction band, there is as a flat 4f band which lies sufficiently far
below the Fermi energy. Due to the localized nature of the 4f orbitals the influence of
the crystal environment is small. Therefore, Hund’s rule applies and all 7 spins in the 4 f
shell will align parallel. This leads to the formation of localized magnetic moments with
spin S = 7/2 at the sites of the Eu ions. The conduction band is built out of the 5d and
6s orbitals and remains unoccupied in stoichiometric EuO.

Although the conduction band is empty, there is a ferromagnetic exchange interaction
between the localized 4f moments, mediated by virtual excitations from the 4f levels
to the conduction band [3]. This is why EuO is known as a prototype of a Heisenberg
ferromagnet. Of course the indirect interaction between the 4 f moments is much smaller
than the direct exchange interaction with the empty conduction band. Steenenken et.
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al. [5] have found an exchange splitting of the conduction band of A = 0.6V in nearly
stoichiometric EuO by x-ray photoemission spectroscopy (XPS) [5] (see figure 2.2)).
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Figure 2.2.: Conduction band splitting in nearly stoichiometric EuO as seen in the spin
resolved x-ray absorption spectrum at 20K (left) and the x-ray absorption
spectrum below and above the Curie temperature of 69 K (right). Taken
from [5].

The exchange splitting can significantly affect the interaction between the localized 4 f
moments only if the conduction band is occupied. This can be achieved by electron dop-
ing, for example by using Oxygen deficient Europium monoxide, EuO;_,. Each missing
Oxygen ion effectively provides two excess electrons. Another common approach is the
doping with Gadolinium, whose electronic structure differs from the one of Europium
only by an additional electron in the d-shell, 4f75d'6s%. Here, some of the Eu?T ions
are replaced by Gd?* ions with 4f75d'6s%. Therefore, in Eu;_,Gd,O we have only one
excess electron per unit cell. In both cases however, the lattice of localized magnetic
moments is not changed significantly.

The fundamental question is whether the excess electrons are bound in a localized
impurity state or if they are free to move and thereby mediate the magnetic interaction
between the localized 4f moments. In the former case, no change of the Curie tem-
perature is expected. In the latter case, an enhanced interaction between the localized
moments will lead to an increase of the Curie temperature. This picture is supported
and by experiments of Schoenes and Wachter [12] from the 1970s. Recently, Mairoser et.
al. [15] found a direct relation between the conduction band occupation and the Curie
temperature (see figure 2.6]).

Concomitant with the population of the conduction band, the system can become
metallic. A simultaneous semiconductor to metal and para- to ferromagnetic transition
was observed in EuO;_, [6HIT,20122,23] (see figure 23]) as well as in Eu;_,Gd,O [12-
16L27] (see figure 2.4]).

There are contradictory reports on the influence of the oxygen vacancy concentration
on the Curie temperature in EuO;_,. Early experiments [6-10] indicate that the Curie
temperature remains constant at T ~ 69K if the doping concentration is varied, a
behavior which has recently been confirmed by Altendorf et. al. [II]. However, the
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Figure 2.3.: Simultaneous ferromagnetic semiconductor-metal transition as seen in the
Kerr rotation (left) and the sample resistance (right) of an oxygen deficient
EuO sample. Taken from [5].

underlying reason for these results may be an insufficiently controlled stoichiometry and
crystal structure [I128]. In contrast, Barbagallo et. al. [22] reported a Curie temperature
enhancement to around T = 140K upon Oxygen deficiency. Theoretical investigations
of Sinjukow and Nolting [17] found no increase of Tx. However, it should be noted that
the model parameters were chosen such that the results match the experimental outcome
of Oliver et. al. [7], who also found no T enhancement.
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Figure 2.4.: Simultaneous ferromagnetic semiconductor-metal transition as seen in the
normalized magnetization (left) and the resistivity (right) of Eu;_,Gd,O
samples with various doping concentrations x. Taken from [15].

In the Eu;_,Gd,;O case, the picture is more uniform. All experiments show an increase

of Te with the doping concentration [12HI6,27] (see figures 24 and 2.6)). Although the
resistivity drop over several orders is present in both, the work of Altendorf [27] and

11



2. Properties of electron doped Europium Monoxide

Mairoser et. al. [15], there is a substantial difference in the magnitude of the measured
resistivities between the experiments (see figure 25]). The theory of Arnold and Kroha
[18] for Gadolinium doped EuO correctly predicts the simultaneous phase transition. It
serves as a basis for the present work and will be discussed in the subsequent chapters.
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Figure 2.5.: Simultaneous ferromagnetic semiconductor-metal transition as seen in the
normalized magnetization (left) and the resistivity (right) of Eu;_,Gd,O
samples with various doping concentrations x. Taken from [27]. According
to [27] the exact doping concentration may not be very well controlled.
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Figure 2.6.: Increase of the Curie temperature with the population of the conduction
band in Gadolinium doped EuO as seen in the carrier density, the Curie
temperature (left) and the dopant activation (right) plotted against the dop-
ing concentration. Taken from [I5].

2.1. Ultra thin films of electron doped Europium monoxide

By decreasing the film thickness, the influence of the surfaces becomes more and more
significant. Recent experiments on ultra thin films of stoichiometric or Oxygen deficient
EuO show a reduction of the Curie Temperature with the film thickness [19}21]23]24]

12



2.1. Ultra thin films of electron doped Europium monoxide

29| (see figure 7). Qualitatively, this reduction can be explained by the absence of
neighboring magnetic moments at the surface [211231241[30]. However, in [23], we argue
that the observed increase of T at thicknesses of around 30 nm cannot be explained by
the absence of neighboring spins, even in case one considers long range RKKY interaction.
This indicates an influence of band bending effects and a resulting depopulation of the
conduction band. This hypothesis is supported by the reduced magnetic moment in thin
films which can be explained by a huge band bending and the resulting depopulation of
the 4f band [23] (see figure 2.8).

1.0+

50
Tgmperature [.K]
30 40

Thickness [nm]

Figure 2.7.: Decreasing Curie temperature with the film thickness in stoichiometric and
Oxygen deficient EuO. The blue dots and triangles indicate the normal-
ized Curie temperature in stoichiometric EuO [19,21]. The black dots are
measurements for films with 4% Oxygen vacancies. The inset shows the
corresponding magnetization curves. Taken from [23].

If one neglects effects like surface reconstruction, the direction of the band bending and
resulting population or depopulation in the vicinity of the surface is determined by the
difference of the work functions of both the EuO and the neighboring material. Therefore
it should be possible to increase the transition temperature by a substrate with a smaller
work function than EuO, which can be estimated by photoemission experiments to be
~ 5eV [2]. Most recently, Klinkhammer et. al. [20] found an increased Curie temperature
of Te =~ 75K in an ultra thin film of stoichiometric EuO on a substrate of Eu intercalated
Graphene on top of Ir(111). The authors attribute the T enhancement to the influence
of this substrate (see figure 2.9)).

13
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Figure 2.8.: Decreasing magnetic moment with the film thickness in EuOggg. Taken
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Figure 2.9.: Increased Curie temperature in an ultra thin film of stoichiometric EuO on
a substrate of Eu intercalated Graphene on top of Ir(111). Taken from [20].
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3. Quantum impurities

This chapter is concerned with quantum impurities which play a crucial role in the
physics of electron doped Europium monoxide and constitute an integral part of our
theory. In particular, we review the single impurity Anderson model [31,[32], the pseudo-
particle approach and the non-crossing approximation. In the course of this, we directly
follow [33]. Afterwards, we discuss our improvements to the numerical solution of the
non-crossing approximation in the case of a slightly filled conduction band in section 3.4

3.1. The single impurity Anderson model

In the early sixties, P. W. Anderson developed a model for describing the interaction
of itinerant conduction electrons with a localized magnetic impurity in a metal [31]. In
general, the impurity can be N-fold degenerate and couple to M channels of conduction
electrons. For instance, the former can be the spin degeneracy and the latter the angular
momentum of the conduction electrons [34]. In this work, we will restrict ourselves to
the simplest case of a doubly degenerate impurity (spin S = %) and a single conduction
electron channel. In this case, the single impurity Anderson model (STAM) Hamiltonian
reads

Hsiam = Y kel ey + Eadbd, + V'S (chod, +dbey,) + Udlddld,,  (3.1)
ko ko

where the chemical potential is chosen to be p = 0 throughout this chapter. The model
describes the interaction of a conduction band with dispersion ¢, and an impurity level
at E4. Due to the hybridization between the two, electrons can hop from the conduction
band into the impurity level and vice versa. This is described by the term containing
the hybridization energy V. The fourth term includes the on-site Coulomb repulsion U
between two electrons with opposite spin at the impurity level.

Since there is no general solution to this model, the application of certain approxi-
mations is necessary. The kind of approximation is chosen in accordance with specific
physical situations which correspond to special subsets of parameters in the Anderson
model. We are particularly interested in the so-called Kondo limit [33,35], in which case,
the impurity level lies sufficiently below the Fermi energy E; < 0 and I'/E; < 1. Here
we have introduced the width of the impurity level I' = 7V 2Ny, where Ny is the bare
conduction electron density of states at the Fermi level w = 0. Furthermore, the on-site
Coulomb repulsion should be sufficiently strong so that E;+U > 0and I'/(E4+U) < 1.
This means that in the low temperature regime the impurity can be doubly occupied
only by virtual processes. Therefore we are essentially left with a singly occupied, mag-
netic impurity. By treating the hybridization V as a small perturbation, one can apply a

15



3. Quantum impurities

Schrieffer-Wolff transformation [36] and map the Anderson Hamiltonian onto the Kondo
Hamiltonian [35], which reads

Hy = Zskcfwcko +JgS - o.
ko
The anti-ferromagnetic interaction between the impurity spin S and the conduction elec-
tron spin o is given by Jx = V2(1/|Ey4|+1/(2E4+U)). For low temperatures, resonant
spin flip scattering leads to the formation of a very sharp resonance at the Fermi energy,
the so-called Kondo resonance. The width of the resonance is proportional to the Kondo
temperature, which in the limit of U — oo is given by [33]

By

T =V2le7"ar |

3.2. Pseudo-particle representation

The dynamics of an electron which encounters the impurity will strongly depend on
whether the impurity is empty, singly occupied, or doubly occupied. Especially in the
case of strong on-site Coulomb repulsion and low temperatures, double occupancy can
only occur through virtual processes. In this case, it is reasonable to restrict the Hilbert
space to empty and singly occupied states. The theoretical framework which accomplishes
this task is the pseudo-particle representation [34], where new operators are introduced.
First, two bosonic operators bf and af, which create an empty impurity state |0) and a
doubly occupied state |2) from the vacuum |vac). Second, fermionic operators 71, which
create a singly occupied state |o) with spin o.

bT|vac) = |0)
flvac) = o)
al|vac) = [2).

The relation to the impurity creation operator is given by
df = fIo +nga'f_,,

where 1y = +1 and 7, = —1. By this procedure, the Hilbert space is extended artificially.
The physical subset of the Hilbert space is determined by the constraint

Q=Y fif,+blb +afa =1.

which means that the number of pseudo-particles () is conserved and restricted to Q) = 1.
We now restrict our discussion to the case of strong on-site Coulomb repulsion U — oo,
where the operators af will not show up in the equations anymore. If we write down
the Anderson Hamiltonian (3.]) in terms of pseudo-particle creation and annihilation
operators, we obtain

Hgiam = Y el + Eafif, + VY (c b f, + £ib ey, - (3.2)
ko ko
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3.2. Pseudo-particle representation

¢ f f b
- - - -
b c
Figure 3.1.: Pseudo-particle vertices for the Anderson model with U — oo.

The corresponding vertices are shown in figure B.Il In the considered limit, the pseudo-
particle number constraint reads

Q=> flif,+0b =1. (3.3)

Note, that the conserved pseudo-particle number corresponds to a local gauge symmetry.
This is reflected by the fact, that the pseudo-particle Anderson Hamiltonian (3.2)) is
invariant under U(1) gauge transformations, f; — (1) f:,[ and b' — €®(Mpl with an
arbitrary time-dependent phase ¢(7).

In order to fulfill (3:3), one has to project out the non-physical part of the Hilbert
space in some way. To this end, we consider the grand canonical density operator

. ZLGG/B(HHQ) ,

with Zg = trlexp{—S(H + AQ)}]. Here, the chemical potential which corresponds to
the pseudo-particle number @ is given by —A. In the calculation of the grand canonical
expectation value of some operator A,

(A)a = tr[pcA],

one has to sum over all pseudo-particle numbers @ = 0,1,2,... . In contrast to this,
the physical expectation value (A) has to be evaluated in the canonical ensemble with
Q = 1. It can be derived from the grand canonical expectation value by first taking
the derivative with respect to the fugacity ¢ = e ?*, separately in numerator and the
denominator, and subsequently taking the limit A\ — oc:

D tr[Ae~PUHAIQ)
(A) = lim % | g @4 gy, e
Av00 Dar[e=BHRQ] a0 Q) A (Q)c

In the last step, we have assumed that the expectation of the operator A in the Q =
0 subspace is vanishing, A|Q = 0) = 0. This is the case for most of the relevant
operators here, like e.g. the physical impurity electron operator d:r,. The physical impurity
Green’s function can be calculated from of the grand canonical impurity Green’s function

Gao(w, A) via

= lim Gao (@)
Caol) = 0 “ Qe

One cannot apply Wick’s theorem and diagrammatic techniques to the physical Green’s
function Gy (w) directly. In fact, this is possible only for the grand canonical Green’s

(3.4)
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3. Quantum impurities

function, Ggy(w). In the next section, we will apply diagrammatic techniques in order to
express Gy, (w) in terms of the grand canonical pseudo-particle Green’s functions

Gio(m — 72) = —(T{f, (1) fi(2)D)e
Go(r1 = 72) = —(T{b (1)b'(12) e,

where T is the time-ordering operator. The Fourier transforms of those read

1
o ‘ n) = - . 3.5
Ggoiwn) iwp — Eg — X = Xq(iwn) (3.5)
1

gb(iwn) = i — A — Eb(iwn) . (3.6)

During the evaluation of the Feynman diagrams, the projection procedure is carried
out and the physical Green’s functions are obtained. After analytic continuation iw —
w —1i07T, the poles of the pseudo-particle Green’s functions in ([3.5]) and (B.6) will scale to
infinity together with A\ — co. Therefore we shift the energy scale by A before we apply
the projection procedure and define the physical pseudo-particle Green’s functions as

Grop(w—i0") = Jim Grop(w+ A —i07).

This is feasible since the resulting impurity Green’s function depends on the difference
of the frequencies appearing as arguments in the pseudo-particle Green’s functions.

3.3. Non-crossing approximation

The numerical calculation of the impurity Green’s function for a given conduction electron
Green’s function is known as an impurity solver. In the following we will review the non-
crossing approximation (NCA). The NCA is a well established impurity solver which is
used for instance in DMFT calculations [37H39]. In particular, it is applicable to arbitrary
conduction electron densities of states and its results are reliable for temperatures well
above the Kondo temperature [33].

Our goal is to apply perturbation theory in the hybridization V', which is assumed
to be small compared to the half conduction band width Dy. A precondition for any
perturbative approach is the compliance of the pseudo-particle number condition () =
1 and the corresponding U(1) symmetry. This is achieved by utilizing a conserving
approximation [40,[41], which is determined by a generating functional ®. It comprises
all vacuum skeleton diagrams build out of full Green’s functions and the approximation
is defined by the choice of a subset of these diagrams. The simplest choice for the
generating functional, as depicted in figure B2l defines the NCA. At the same time it
equals the vacuum skeleton diagram with the lowest order in V', namely second order.
Due to the absence of crossing conduction electron propagators, the approximation was
named non-crossing approximation. Note that the depicted propagators correspond to
the grand-canonical Green’s functions of section The grand canonical self-energies

18



3.3. Non-crossing approximation
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Figure 3.2.: Non-crossing approximation as seen in the generating functional (top) and
the corresponding pseudo-fermion, slave-boson and conduction electron self-
energies (bottom).

Q*

are then given by the functional derivative of the generating functional with respect to
the corresponding Green’s functions [40,141]

0P

X% s =
fo,co,b 6gfa,ca,b

which essentially corresponds to the removal of the corresponding propagator from the
generating functional diagram (see figure B:2). The grand canonical slave-boson self-
energy reads

Wiy, 0

Mfixm

w;rl CL)] + Wn , O UJ'n

1
= (-1)2v2= Z 5 (i) (= Gpo (iwy + iwn))

25 (iwy,)

| —
co'(s) 'Afo'(a)
fdt’;‘ fdaiwl+iwn—a

ZOJl €

o : E :
—y Z:/da/dow‘lw(ﬁ)flfo(a) 3 ; (iw; — &) (iw; + iwp, — a)

__f +f(a—iwn)

z
-¢‘27r1 (z— s)(zwn+z a) dwpte—a | a—iwp—¢

-y [ [0 an (L), o

where we have used the fermionic nature of w, in the last step and introduced the grand
canonical spectral density A,. In order to obtain the physical slave-boson self-energy,
we perform an analytic continuation to real frequencies, shift the energy by A and take

19



3. Quantum impurities

the limit A — oo:

Sp(w —i0%) = lim B (w — 0" 4+ N)

A—00
. f(e) + fla)
:AILI&VQZ/da/daAO (e)Afq(a )<w+)\+€—a—io+>

A—
=0

~im vy [ | daAB(,(e)Afa(am)(f e+ (‘”.”)

A—o0 w+e—a—i0t

limy 500 Afo A
=V? Z / de f(e) A% (2) / ot f‘;; (_alot )

—VQZ/dsf (e)Gpo(w+e—i0"). (3.8)

This formula represents the physical slave-boson self-energy in terms of the physical
pseudo-fermion and conduction electron Green’s functions. The evaluation of the pseudo-
fermion self-energy diagram is performed similar to ([B.7]) and yields

Wi, 0
G
e = TN
> >-
Wn, O Wn, _WZ Wn, O

NV2= L Z (=G2,(iwr)) (—Gp(iwn — iwy))

—V? A’ - :
= V/de/dA )ﬁZ(iwl_g)(iwn—im—a)

l

/(2) __ ) fliwn—a)

-¢‘2‘rrz (z—e)(twn—2z—a)  twpn—e—a twpn—a—¢

_ _VQ/dg/daAO )<%) '
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3.3. Non-crossing approximation

The physical pseudo-fermion self-energy reads

Yio(w —i0T) = hmE (w =0T + )

A—00

. £(e) + b(—0)
__AILH;OVQ/de/daAO )<w+)\—€—a—10+>

A—00
=

-1
— —Ali)n;OVZZ/ds/daAo e)Aso a+)\)<{52)_i_f(;(il_,oi)>
=25 [l - el (o) [ oo A0

w—¢e—a—10t

=V / de[1 — f(2)] A% (€)Gp(w — e —i0T). (3.9)

Finally, the grand canonical conduction electron self-energy is given by

wn +wp, 0

EG(an): //_»\\

Wny wi Wn, T

1
= (-1)V3= Z —Gp(iwr)) (=G o (iwn + iwy))

_ 12 = 1% £ « l !
=-V /d /d Ap(e) Ao )ﬁ;(iwl—s)(iwn‘i‘iwl_a)

b(z) b(e) bla—iwn)
§27\'1 (z—e)(iwn+z— a) iwn+s—o¢+iwn+s—o¢

_ / iz / dady (e )(Jﬁiﬂi)

V2 / deb(e) Ay (<) / daiAf"( &) _ye / daf () Age(a) / de—20E)

e+ iwy, — « o — Wy — €

_ 2 / 0z {b(2) Ap(2)G o (& + i) — (&) Aso (£)Tn(e — icon)} -

The physical conduction electron self-energy can not be calculated from the above em-
ploying the limit A — oo since the expectation value of the conduction electron operator
in the Q = 0 subspace does not vanish. Nevertheless, we consider this limit for later use.
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3. Quantum impurities

It reads
>‘1)>°°e*5(5+>\)

—Z —
Jim 2 (w —0T) = lim V2 / de{ bE+A) Ap(E+NGro(E+ A+ iw —i07F)
—00

A—00
— fE+N) ApE+NGE+A—w+i0T)}
N—_——
>‘__))°°e*5(5+>\)

=2 <lim 65)‘> / dge % [Ay(8)G 1o (¢ + iw — i0T)

A—00
— Ao (8)Gy(E —w +i0T)] . (3.10)

In order to derive the impurity Green’s function we consider the full grand canonical
conduction electron Green’s function

gca (an) - ¢

- ¢ 4+ d c

— e
= G2 (iwn) [1 + V3G o (iwn) GO, (iwn)] -

By comparing this with Gey(iw,) = {[G% (iw,)] ™" — BG (iw,)} !, we can express the
grand canonical impurity Green’s function in terms of the grand canonical conduction
electron self-energy via

G (iw,)
w,) = co\Wn) 11
iz 1n) = 201 3G, (i) G ()] 34y
Now, we can derive the physical impurity Green’s function in the following way:
@D . Gao(w —i0T)
Gio(w—i0") =" lim 22— _— ~
do )= Q)
MG (w—i0h)
= lim %
A—00 e <Q>G
= lim Gy (w —1i07)
A—00
GID |, eMEE (w —i0t)
= lim
Amoo V21— 28 (w —i07) GO (w — i0H))]
N—_———
with(@I0) =0
B [ s by .
= dee "% [Ap(e)Go(e +iw — i07) — Apy(€)Gy(e —w +1i07)] .
(3.12)
In the third step, we have used
t —BIH+ANQ-1)]
lim Q) = lim & )1, (3.13)

A—00 A—00 tr(efﬁ[HﬂL)‘Q])
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3.4. Numerical solution of the NCA equations

For a given conduction electron Green’s function, the equations ([B.8)), (3.9) and (B.12)
constitute a self-consistent set of equations. They read

Yp(w —i07) = V2Z/def (e)Go(w +e—i0t"), B3)
Solw—107) = V23 [ delt = F©)AL (Gh(w — =~ 0, B3

Gap(w —i0T) = /dae_ﬁa [Ap(2)Gole +iw —i0T) — Apo(e)Gy(e —w +i01)] . BID)

The numerical solution of the so-called NCA equations is subject of the next section.

3.4. Numerical solution of the NCA equations

For the numerical evaluation of the NCA equations (3.8)), (8:9) and ([BI2]), two compli-
cations arise. The first problem is given by the fact that the pseudo-particle spectral
densities diverge for 7' = 0 at a certain energy which can not be predicted [33]. This
problem can be solved in the following way. We consider equation ([3.13]) and write

1= lim MQ)g

A—00

= lim eﬁ)‘/dw
A—
/dwe Bw

Next, we shift the energy scale in the pseudo-particle Green’s functions by w — w + Ag
before the projection to the physical subspace by the transformation w — w + A and the
limit A — oo is performed [33]. With this, the pseudo-particle spectral densities read

Zf w) Ao (w b(w)Ab<w>]

ZAf(, ) + Ap(w) (3.14)

Afop(w) = lm Agop(w+ Ao+ A).

The position of the T' = 0 divergence can be shifted by changing Ag. In each iteration
of the self-consistent calculation, g is determined such that (3.I4]) is fulfilled. This is
equivalent to the problem of finding the roots of the following function:

F()\O):/dwe pu —120.

ZAfa +Ab( )

With this, the T' = 0 divergence is fixed to w = 0 which makes the numerical evaluation
faster and more stable.

The second problem is that the Boltzmann factors e™# in ([3.14)) diverge exponentially
for w < 0. This means that the pseudo-particle spectral densities have to vanish expo-
nentially ~ e for negative frequencies. One can circumvent the problem by separating
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3. Quantum impurities

this behavior and defining modified pseudo-particle spectral densities [33] via

Afop(w) = f(—w)Apep(w),
Sfop(w) = f(—w)Esop(w) .

The self-consistent NCA equations (3.8)), (8.9) and ([B12]) can now be formulated in terms
of the modified spectral densities and the corresponding self-energies. They are given by

I3, (w — i0F) FZ/ J(e f( “)’“))Aga(e)ﬁfa(wrs), (3.15)
ImS o (w — i0F) = / = Z:()“ =) 40 (Y Ay(w—e), (3.16)

Asa(w) = [ defo+ a)f(—a) +fe = O Appw+A) . (317)

and
~ 1 ImY
Ayfew) = i) .. (318)
7 [w + Ao — ReXp(w))” + [ImEy(w)]
~ 1 Im3 4o (w)
App(w) == [ . (3.19)
Tlw+ Ao — Eq — ReXpo(w)]” + [ImEso(w)]
The corresponding condition for Ay reads
F()\o):/dwf ZAf(, )+ Ay(w)| =140, (3.20)

These equations are solved as follows. One begins with a guess for the pseudo-particle
self-energies (3.10) and (B.I6]), e. g. a Gaussian of width 2Dy, where Dy is the half
width of the bare conduction band. Afterwards the spectral densities are calculated from
the self-energies using (B.18) and (3I19). In the course of this, Ag is changed during a
root finding algorithm until the condition ([B3.20)) is fulfilled. Since F'(\g) is a monotonic
function one can apply the following scheme to find its root. After starting at the value
of A\g from the last iteration, its value is increased or decreased stepwise, depending on
the sign of the function. In doing so, the step width is increased exponentially until a
sign change in the function occurs. Afterwards a bisection method is applied for finding
the root. Once the spectral densities which obey ([B.20) are found, they are inserted into
(BI5) and (BI6). The new self energies are mixed to the old ones by a small amount to
ensure a careful relaxation of the solution. This process is repeated until the functions
do not change anymore from one iteration to the next. Finally, the impurity spectral
density is calculated with equation (BI7)). As the bare conduction band density of states,
we choose

w—A 2

A% ) = (%)
The filling of the conduction band is determined by the choice of the band center A.
Figure [3.3] shows the results of the self-consistent solution of the NCA equations in the
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3.4. Numerical solution of the NCA equations

case of a half filled Gaussian conduction band (A = 0). The corresponding results for
small conduction band fillings are depicted in figure 3.4

In the following, we will discuss the details of the numerical solution of the NCA equa-
tions. In order to resolve the peaks in the spectral densities Aj(w) and A, (w), a suitable
integration grid is needed. The width and heights of these peaks are directly related to the
imaginary part of the pseudo-particle Green’s functions Im>(w) and ImX ¢, (w). Their
position is determined by the real parts ReX,(w) and ReX ¢, (w) and separated roughly
by the impurity level energy Ej;. If the conduction electron spectral weight around the
Fermi energy is large enough, the peak in the pseudo-fermion spectral density may be-
come very narrow for very low temperatures, but the slave-boson spectral density peak
remains broad. In this case it is sufficient to use a fixed grid with a logarithmically dense
cluster point at the Fermi energy, and a tangentially dense cluster point at Ey for Ay, (w)
and at —Ey for Ay(w) [42].

4
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3,5 |— B=20000D ’ ‘ £ Afo 1er06 E
’ o 10000 - E
L B =50000D,
31 |— B=100000D, : 1000
i B =200000 D, ’ 1 1
2517 | — B=500000D, 7
r 1 | | | | | |
. 4 _ 0 0,2 04 0,6 0.8 1
L Ado o 1 S B . — T T —
1,5+ — 4 Ab |
1+ 0,2 ‘ | 3+ |
F Ao -0,0002 0 0,0002 1 21 -
0.5 ®/D, - s i
‘ ‘ ! L \ \ L
02 0 2 4 6 0% 02 04 0,6 08 1
w / Do w / DO

Figure 3.3.: Solutions of the NCA equations in the case of a half filled spin degenerate
conduction band A = 0. The impurity, pseudo-fermion and slave-boson

spectral densities are shown for various temperatures through g = kB+T'

The numerical solution of the NCA equations becomes more demanding if the con-
duction band spectral weight at the Fermi energy is very small. For example, this is the
case for the gaped conduction band in the high temperature phase of electron doped Eu-
ropium monoxide (see chapter [Bl). Here, also the peak in the slave-boson spectral density
can become very sharp. Moreover, there will be pronounced features in the slave-boson
spectral density at the position of the pseudo-fermion spectral density peak and vice
versa (see figure B4). In order to resolve multiple sharp peaks we developed a highly
versatile integration grid library [43] which is capable of handling an arbitrary number
of logarithmically and tangentially dense as well as equidistant grid regions. Moreover
the position of these grid regions can also be chosen freely. It is even possible to resolve
several neighboring sharp peaks with arbitrarily small distance to each other.

Even if all peaks are properly resolved, their position might change during the iteration
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3. Quantum impurities
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Figure 3.4.: Pronounced peaks in the pseudo-particle spectral densities in the case of a
small filling in the conduction band. By increasing the band center A, which
is given in units of the half conduction band width Dy, the filling of the
Gaussian conduction band decreases exponentially.

process. This problem can be overcome by a broad region of dense points only in the
above case of sufficient conduction spectral weight at the Fermi energy. Otherwise, one
has to adapt the integration grid whenever the peak is shifted away from the integration
grid cluster point. For this purpose, we have developed a numerical method which tracks
the peak of a given function during the iteration process. We use our integration grid [43]
which makes it easy to create and change grid regions in an existing integration grid.
The details of this adaptive peak resolution are explained in appendix [El The flexible
integration grid proves beneficial also in the calculation of (3.I7)), where the integrand
possesses four peaks or pronounced features whose positions will intersect each other
while w changes. The code of the NCA program can be found at [44].

In order to ensure that the width of these peaks does not fall below machine precision
one can add an artificial constant imaginary part ¢ to the pseudo-particle self energies:

Im¥ 5 (w) = ImE 5 (w) + ¢
Im¥(w) = Im¥y(w) + ¢

The size of ( dictates the accuracy of the resulting solution and should be adapted to
the situation at hand. Note, that for the above results, we used ¢ = 0.
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4. Model

In the next two chapters we develop a self-consistent theory for electron doped Europium
monoxide. In doing so, we generalize the theory of Arnold and Kroha [I8] for bulk
Eu;_,Gd,O in several ways. First of all, we allow for spatial invariance in one direction
in order to describe heterostructures of electron doped EuO. This allows us to describe
the influence of various capping materials on the phase transition. Moreover, different
types of electron doping are realized. Besides Eu;_,Gd,O, the model covers oxygen
deficient EuO and stoichiometric EuO. In order to properly describe long range spin
coupling in heterostructures, we extend the theory of Arnold and Kroha to the second
order in the coupling between the conduction electron spin and the 4f spins. For the sake
of completeness, we include the derivation of the bulk Eu;_,Gd,O case without long
range coupling as it can be found in [25]. In the present chapter, we introduce the model
Hamiltonians for the bulk and heterostructure case. The derivation of the self-consistent
theory in part of the subsequent chapter

4.1. Bulk

The theory of Arnold and Kroha for bulk Eu;_,Gd,O is based on the work of Mauger and
Godart [3] and has some similarities to the theory of Sinjukow and Nolting for Oxygen
deficient EuO [I7]. As discussed in chapter 2] the physics of electron doped EuO is
mainly governed by three parts. Firstly the lattice of localized magnetic moments from
the 4f shell, secondly the conduction band which mediates the interaction between the
localized moments and thirdly, the impurities which provide the possibility of transport
through excess electrons. For the bulk Hamiltonian we have

H:H0+Hcd+Hcf- (41)

The conduction band part of the Hamiltonian is given by

Hy = (ex — 1)ck, ey » (42)
ko

where CLU is the conduction electron creation operator, €y is the conduction band disper-

sion and p is the chemical potential. The impurity part describes Anderson impurities
which are randomly distributed over the Eu sites in the FCC lattice (cf. chapter B):

Heq = Eq Z dl,d,, +V Z (clydiy + dlye,) +U Z dzTTddeLdu , (4.3)
{i}o {i}o {i}
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4. Model

where d;ra is the creation operator for an electron at the impurity site i, F4 is the impurity
level, V' is the hybridization between the conduction band and the impurity level, and
U is the on-site Coulomb repulsion at the impurity sites. The notation {i} indicates the
sum over a fixed but random distribution of impurities over the Eu sites in the FCC
crystal. Finally, the Heisenberg part of the Hamiltonian reads

Hcf == _ZJijSiSj - chzo-isi, (44)
() g

where S; is the 4f spin operator at the Eu site . J;; is the coupling between the localized
moments which is independent of the conduction band occupation and therefore respon-
sible for the Curie temperature of 69 K in stoichiometric EuO. The second term of H,y
describes the exchange splitting between the localized 4f moments and the conduction
electron spin o; at site ¢ with the exchange coupling .J.;.

Instead of a specific conduction electron dispersion, we choose the following half circular
bare conduction band density of states

N(e) = %%\/1 - (8 ;)()A‘))Q, (4.5)

which reproduces the square root behavior at the band edges that is typical for three
dimensional bands. Here, Ag is the band center and Dj the half band width. In the
following we measure all energies in units of the half band width Dj.

4.2. Multilayer

In order to describe thin films, we need to extend the bulk theory to allow for broken
translational symmetry in one direction, which we call the z-direction. One can imagine
the system as a number of atomic monolayers extended into the z- and y-direction that
are stacked onto each other. Hence, we speak of a multilayer system. The z direction
is called 'perpendicular’ and any direction in the z-y planes is called 'parallel’. We split
up the lattice vectors into parallel and perpendicular directions R = (Ry;, o). Likewise,
the wavevectors read k = (kj,q). The multilayer Hamiltonian is similar to the bulk
Hamiltonian except for one additional term which takes the charge distribution in the z
direction into account:

H=Hy+Hq+ Hep+ Hy. (4.6)

The conduction band part of the Hamiltonian in the basis of parallel momentum eigen-
states and localized Wannier states in the perpendicular direction |, ky, o) reads [45]

Ho =Y (kj,o,0lHolpy, 8, 0/>CI<||MCPH5"'

afB
kuplu

o0
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4.2. Multilayer

where H | is the part containing the interlayer summation (o # ) and H incorporates
the intralayer (v = ) summation. The latter reads

B T
HH — Z <k\\7a,U’HO‘pH7a7U/> ck”aO'cp“a’OJ

(6%
ka” OC(ska”(sUU/
0'0'/

=Y (ko 0lHolky, 0, UZCLHaaCkHaa

ozk”a ::esﬁ”
= E e ¢ (4.8)
- k) “kjao ka0 '
ak|o

where we have used the isotropy in the planes and the spin symmetry. The quantity 6ﬁ“

denotes the dispersion of the conduction band electrons with parallel momentum k; in
layer . We use the Fourier transform

ko, 0) = e ™IRIR;, o, 0)

T
Ny =
where N is the number of lattice sites in each plane, to write down the perpendicular

part of the conduction band Hamiltonian in real space:

H, = Z <kH’a U|H0|p||’18’ >Ck”oza p|Bo’

aFpB 5
k| p| R
oo’
zk R —ip R
= E i, Q 0'|_H0|] /85 II HZCkHao E P ||Jc
a#fB t” ‘ Kk ‘ pj
ij T ap
I o B
o jBo
= E 9 .
aﬁ zaa ]Bo
azp

tj
ag

Here, tifﬁ is the hopping matrix element from lattice site (R, ) to (R;i, ). In nearest
neighbor tight-binding approximation it reduces to

af

i tgﬁzztaﬁ i=j and S=a=*1
0 else .

If we use the symmetry t,3 = tg, and the notation t,n—1 =: t, for the hopping from
layer o — 1 to layer «, we obtain

HJ— = Z (tacjaaciaflo + ta"'lc;raocioﬂrla) : (49)

ato
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Note that as long as we are considering a single material, the interlayer hopping will not
depend on the layer index and we have t, =: t.

The electrostatic potential at the perpendicular position «, @4, is determined by the
charge density p, over the Poisson equation

1 92 _ Pa

d2 (9042 Yo = €0 ’

where a = a/2 is the interlayer distance. The energy of an electron exposed to the

electrostatic potential , is given by ¢, = —eps. If we further express the charge

density p, by the charge carrier distribution Ang, by po = —eA{j“, the Poisson equation
reads e )
e

—5 ¢ = ——An 4.10

da? Yo goa (4.10)

where we have used that the FCC unit cell is given by V = a3/4. We assume that the
electrostatic energy is not strong enough to affect the population of the valence band.
Thus, it will only affect the conduction and impurity electrons and the corresponding
contribution to the Hamiltonian reads

H¢ = Z ¢acgaociao + Z qbad;'raodiaa . (411)

oo {ia}o

The impurity and Heisenberg part of the Hamiltonian are equal to the bulk Hamiltonian
parts. Written in the new basis, they read

HCd = Ed Z d;‘raadiaa +V Z (c;raodiaa + d;‘raaciaa) +U Z dIaTdiaTdIaidiai ) (412)

{ia}.o {ia} {ia}
and
Hep =~ J"8iaSis — Jor Y 0iaSia - (4.13)
ij g
ap

Finally, the two dimensional bare density of states is chosen to be

& for |Ag—¢e| <D
N||(€):{2D“ or 1B —el < Dy (4.14)

0 else

where the half band width D) is chosen such that the half bandwidth of a non-interaction
system of infinitely many layers would be Dgy. Similar to the tight binding model, we
impose the relation of the half band width to the hopping matrix element to be Dy = 6t
in the three dimensional case, and D = 4¢ in the two dimensional case. With this, we
obtain D = %DO.
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5. Theory

In this chapter, we develop a self-consistent theory for the solution of the bulk and the
multilayer model, (L)) and ([@0). As mentioned before, this theory includes the work
of Arnold and Kroha [25] as the special case of bulk Euj_,Gd,O with nearest neighbor
spin coupling. Again, we include this special case in our derivations below.

The self-consistent theory is formulated by diagrammatic Green’s function techniques.
A central part of the theory is the conduction band Green’s function, whose calculation
is non-trivial in the multilayer case. Hence, we begin with a detailed description on how
this calculation is performed in the first section of this chapter. In the second section, for
both the Gadolinium and the Oxygen case, we calculate the impurity contribution to the
conduction band self-energy which stems from (€.3]) and (£12]), respectively. The solution
of the Heisenberg lattice ((4.4]) and (£13])) in mean field theory and its contribution to the
conduction band self-energy is discussed in the third section. Afterwards, in the fourth
section, the self-consistent theory is summarized and we discuss its numerical solution.
The chapter is concluded by the derivation of transport properties in the fifth section.

5.1. Conduction band Green’s function

In the following we discuss the calculation of the conduction band Green’s function, first
for the bulk case and then for the multilayer case. We assume that the interaction and
therefore also the self-energy is local.

5.1.1. Bulk conduction band Green’s function

We begin with the retarded Green’s function for a conduction band electron with mo-
mentum k

R .
Gig k.t =) = i0(t — ') ({, (1), cf, (t)})
Since we want to apply diagrammatic techniques at finite temperatures, we take the time

ordered Green’s function, Fourier transform to frequency space and perform an analytic

continuation 1

z—extp—Yeo(z)
Note that we assumed the self-energy to be local, i.e. there is no momentum depen-

dence. In section (.2 5.3 and [5.4] this assumption will be justified. The corresponding
diagrammatic Dyson equation reads

Geok, 2) =

(5.1)

k k. k,o k,o
=2 =_°7 4 (5.2)
z 4 z z
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5. Theory

Real space conduction band Green’s function

For the self-consistent theory, we need the real space conduction band Green’s function.
Due to translational invariance, the propagator between to positions r’ and r” depends
only on the distance r = r” — r’ between the positions and we have

1 4
_ "o _ ikr
Geo(r,2) = Geo(r', 1, 2) = N Zk:e Geo(k, 2), (5.3)
implying for the local Green’s function (r = 0)
1
Geol2) = Ek: Geo(k, 2). (5.4)

Here, we assumed a finite crystal with N lattice sites. The momentum and frequency
dependent Green’s function G (k,z) is given by (5I)). Since it depends on k only
indirectly via the dispersion, i. e. G (k,z) = G.»(ek, 2), our goal is to convert the
wavenumber summation into an energy integral. Due to the isotropy of the system we
assume an isotropic dispersion

€k = €|k| = €k »

and go to the continuum limit

Ly otV / g, wousey Y / " o / " d0sind / R
N n (2m)? (2m)% Jo 0 0 .

Here we have chosen the integral limits such, that the upper and lower band edges are
reproduced, €x—0 = A — Dy and ¢g,,,, = A+ Dy. The assumption of an isotropic
dispersion is justified due to the sole use of local quantities in our theory and the usage
of a model density of states. The non-local Green’s function now reads

27 kmaz ™ )
Geo(r, 2) = Lg/ dqﬁ/ dk k2/ df sin 0+ G . (e, 2)
(2m)* Jo 0 0
2sin(kr)
kr
V kmaz
= 53 ; dk ksin(kr)Ges (ek, 2) , (5.5)
and for the local Green’s function (r = 0) we have
V kmaz 5
Geo(2) = —5 dk k*G ey ek, 2) - (5.6)
27'('2 0

In order to convert the wavenumber integral into an energy integral we need to know
the dispersion ¢; and its inverse mapping corresponding to the bare density of states
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5.1. Conduction band Green’s function

(£3). To this end, we consider the definition of the density of states as an integral over
equipotential surfaces and make use of the isotropy of the dispersion

1% dk
N(e) = W/dsg

B 4k dk
C(2m)3 de’
Hence, the dispersion reads
de Vik?
—_ = 5.7
dk  2m2N(e) (5.7)

In order to obtain the inverse mapping of the dispersion, we separate the variables and
integrate both sides of the above equation from the lower band edge to an energy inside

the band “
e’ Ark2 k(e
/‘ %M@:i%f %H:lﬁMX
Ao—Do (27)% Jr(Ao—Do) 67
where we have chosen k(Ag — Dg) = 0 in the second step. We insert (L), evaluate the

integral [46] and solve for k:

672 ¢ 3
s { /A o deN(s)}]

1
- A 31
= [12772(5' — Ag)N(g') + 247 arcsin (6 D 0> + 12712] —. (5.8)
0

k(') =

S

/

In (5.8), we have introduced the dimensionless wavenumber k(') and used the fact that
the volume of an FCC unit cell is V = a®/4. Finally, we can convert the wavenumber

integrals in (5.5]) and (5.6]) using

/M:/%%%g

which yields for the non-local Green’s function

Co(r,2) = [ d=™ (6)21“(15(6)7:) Goo(e,2), (5.9)

(e)r

and for the local Green’s function
Geo(2) = /dsN(E)Gw(a, z). (5.10)

Here, we have introduced the dimensionless position as r = 7 /a.
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Numerical evaluation

For the self-consistent theory we need the spectral density
1 .
Aeo(r,w) = =ImGey (r,w —i07),
m

where we have chosen the advanced Green’s function in order to make the imaginary part
of the self-energy positive. The real part ReG,(r,w — i0") is then calculated via the
Kramers-Kronig-relation (see appendix [D) and we are left with the task of calculating

A (rrw) = [ aeYE) ;in(%(g)f)Aw(g,w) , (5.11)

(e)r

and

Apo(w) = /deN(e)Aca(e,w). (5.12)
According to (B.I]) the momentum dependent spectral density reads

1 ImY., (w —i07)

Ao ) = _ - . . .
(&) 7 [w—i0t — e+ pu— ReXey(w — i01)]2 4+ [ImX.o (w — i01)]?

(5.13)

For slowly varying self-energies, this is approximately a Lorentz curve. Its width is given
by the imaginary part of the conduction band self-energy. If the latter becomes small,
we are left with an extremely narrow peak in the integrand of B.1T] and The peak’s
position is given by w—e+u—ReX ¢, (w—10") ~ 0. In order to evaluate such an integral,
one needs to ensure a proper resolution of the peak. It is a frequently used method to
introduce an artificial imaginary part of the self-energy 7 to ensure a minimum width of
the resonances in the spectral density.

ImY e (w —i07) = ImE.(w —i07) + 7 (5.14)

It is obvious that this will lead to exponential tails in regions where the spectral density
would vanish otherwise. In our theory, spectral weight near the Fermi edge can have a
huge impact on the physical quantities of the system, such as the conductivity. Therefore
it is desirable to reduce the artificial imaginary part of the self-energy as much as possible.
This can be achieved by using an integration grid with a logarithmic cluster point at the
peak’s position, which is given by the above equation. As mentioned before, we developed
a highly versatile integration grid library for this task [43]. See appendix [E] for details.

If n is chosen to vanish and the imaginary part becomes very small, i.e. comparable to
machine precision, one has to take the limit of (5.I3]) for vanishing imaginary part of the
self-energy. This yields

Aeo(e,w) = 6(w — € + 1 — ReXey(w —i0™)) (5.15)

and the integrals (B.11) and (512) can be calculated analytically.
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5.1. Conduction band Green’s function

5.1.2. Multilayer conduction band Green’s function

In this section, we will derive an expression for the conduction band Green’s function
in the case of the inhomogeneous system defined by (A6]). For this purpose, we will
use the Potthoff-Nolting approach [45,[47,[48], which is the standard technique for layer
DMFT [49H52]. Nevertheless, due to increased requirements on the accuracy, a refinement
of this technique became necessary. In the following we present a new approach, specially
suited for the very accurate numerical calculation of the multilayer conduction band
Green’s function.

In 1999, Potthoff and Nolting [45] developed a technique for describing strongly cor-
related layered structures. They used a basis of momentum eigenstates parallel to the
layers and spatially localized states in the direction perpendicular to the layers (see sec-
tion [4.2]). We will follow this approach to derive the retarded conduction electron Green’s
function with spin o and parallel momentum k; propagating between layer o and /3,

Ged Mk t = 1) = iO(t — ) ({e a0 (1), e 5o () -

In order to apply Wick’s theorem and diagrammatic techniques we need the time order
conduction electron Green’s function in frequency space. By Fourier transforming and
analytically continuing to imaginary frequencies z we obtain the quantity of interest, i.e.

GoF (ky, 2) = (ky, @, 01Ge(2) Ky, @, 0)
with the Green’s function operator

A 1
Go(z) = py et (5.16)

where Hy is given by (T) and the self-energy 3(z) stems from the interaction terms
in (406). We take the matrix element of (5.16) between two basis states and insert an
identity operator

0oy = (k) 0, 0|(z = Ho — (2))Ge(2) [y, 7, 0)

= Z (ky, &, 0/(z — Ho — %(2))|py, B, 0") <Puaﬁa0/|Gc(2)|kua%0>/ (5.17)
Apjjo’

Sy 8,00 G (Ky,2)

where we have implied that all interactions preserve the parallel momentum and spin.
Moreover, if we assume all interactions to be local, i.e.

<k\\7a70‘2(z)‘p\\7570'/> = 50551{“1(” Ooo Xigo (2) 5 (5.18)

the only remaining non-local contribution stems from the free Hamiltonian

<kII7 «, U’(Z - ﬁo)’pll7ﬂ7 OJ> = 5k||k\\5<7<7' {(Z - {-_‘ﬁ” + M)(Saﬁ
+ taéaﬁJrl + toz-l—l(saﬁfl} )
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and equation (5.I7) becomes

> [(Z — e, 1= E5(2))0ap + tadapr1 + tar10ap-1 | Gog (K, 2) = dary -
B

(G2l (k),2)

We have identified the expression for the inverse Green’s function matrix in the layer
indices as

2= e 1= T (2) —t2 0
) —ty z—ep +u—3¥2(2) —t3
G;al(klla Z) = :

0 —t3 z— Eiu +p =32 (2)

(5.19)
In order to obtain the Green’s function itself, we need to invert this matrix. We introduce
the following shorthand notation for the diagonal elements of (5.19))

do =2 — 6ﬁ“ +pu—30(2).

According to [53] the lower triangular matrix elements of the inverse of this tridiagonal
. . of3
symmetric matrix, Ges (k| 2), read

Os_ <I>a 1
(_1)a+ﬁt fitgpo - ta LA for a >
G0,2) = ouiwan O T (5.20)
— o~ or o = ,8

where the O, and ®, with a € (1,...,N) are the minors of (5.I9) and the following
recursion relations hold:

@a = da@afl - 752,(_')0172
O_1=0, 6y=1

and

Q, = daq)aJrl - 753_|_1(I)t:u+2
Pyy1=1, Pny2=0.

Due to symmetry reasons, the upper triangular matrix elements are given by
Gfg(klla Z) = Ggoﬁ(k\\vz)7 a>p. (5'21)

In the case of mirror symmetric systems, one can simplify the above equations to some
extent. This is part of appendix [Cl Note that with this technique, the inversion of the
matrix is an operation of order N. Finally we can write down the diagrammatic Dyson
equation in terms of the local self-energy. It reads

akpo zkpo o BEROaN2KO
= = —— T . (5.22)
o g« g« o4

v
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5.1. Conduction band Green’s function

Real space conduction band Green’s function

Due to the isotropy in the parallel direction, the conduction band propagator between

two positions r' = (r, 8) and r” = (r{',a) depends only on the difference r; = r| —r|
and reads 1
GoJ(r),2) = Gy (vl x, 2) = N, Zeik”r”G?f(kuaz) : (5.23)
ky

Here, we have assumed a finite (100) FCC monolayer with NN, lattice sites. For the
diagonal elements, we introduce the shorthand notation G (r|, z) = G%(r, z) . In the
following we will call this function the parallel Green’s function. In contrast to that, for
r; = 0 we have

G = 5 D2 Gali ), (5.24)

Ni4g
which will be called perpendicular Green’s function in the following. Note that (5.24))
also includes the local Green’s function in layer o, G% (z) = G%(z). According to
equation (0.I9)), the conduction band Green’s functions depends on k; only indirectly
via the parallel dispersions in all layers, G2 (ky, 2) = GeP (511(“ , 512(“ ,--.;2). Therefore our

goal is to convert the summation over wavenumbers into an energy integral. Due to the
isotropy of the system in the parallel direction we assume
a . _a _ _«
EkH _€‘k||| =&k VOc,

and take the continuum limit

1 continuum isotro 2m kmaz
~— tingum V2D, / g2 ey VoD, / d¢ / dk k.
Ny K| (27) (2m)* Jo 0

With this, we can write the parallel Green’s function as

kmaz 2 )
GoB(x,2) = V22 / dk k / dge™ P Gel (ek €k -1 %)
(2m)* Jo 0
2w Jo(kr)
) /km dk k Jo(kr)Go (k2. .. 2), (5.25)
(27) Jo
and the perpendicular Green’s function reads
af3 Vap Fmaz af/.1 _2
G (z) = o dk kG2 (e, €5y -5 2) - (5.26)

In equation (5.20)), Jp denotes the Bessel function of first kind and order zero. We are

now able to perform the mentioned wavenumber integral substitution. Without loss of

generality, we can choose the dispersion in an arbitrary layer with index 3, v = €£H as an

integration variable. This is feasible, since the dispersion of all other layers €3 depend on
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5. Theory

v indirectly over the inverse mapping k(v). The bare density of states in the first layer

By _ Yep dk,
N (e) = (2m)? /dS” dv

is given by

Vapk dk
T @n) dv
Hence the dispersion reads
dv_ Yook (5.27)
dk 27TNHB(I/)

Similar to the bulk case, we separate the variables and integrate both sides of (5.27]) from
the lower band edge to an energy inside the band

!

v 2
/ dyan(V) = Vapk .

Aj-Df dm
By inserting (A14) we obtain
Vap DY
v(k) = el = T”W +Ay - Df, (5.28)
and the inverse mapping reads
47 1
k()= |—=(v— A+ D) = 5.29
(v) \/ Df( o+ D)~ (5.29)
::i{:‘(l/)

Here, we have introduced the dimensionless wavenumber INf(u) In addition, we have
used that the unit cell volume of a (100) monolayer of Europium monoxide is given by
Vop = a?/2, where a is the lattice parameter of the bulk FCC lattice. Note, that by
combining (5:28)) and (5.29]) the parallel dispersions in all layers can now be written as
functions of v by

«

D
e (v) = e®(k(v)) = D—%u ~ AJ +A§+ D] - D (5.30)
I

Now we can substitute the wavenumber integral in (5.25]) and (5.26) by

/dk: _ {4 277le(1/)

" Vank(v)
and obtain for the parallel Green’s function
G (r),2) = / dvNl (v) Jo(k(V)F) G2 (1 (v), e (v), .. .5 2) (5.31)
and for the perpendicular Green’s function
GeP(2) = / dvNP ()G (X (v), e (v),...;2). (5.32)

Again, we made use of the dimensionless position 7 = ra here.
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5.1. Conduction band Green’s function

Numerical evaluation

In comparison to the bulk case, the numerical evaluation of (.31]) and (5:32]) turns out
to be much more difficult. It is advantageous to use the following shorthand notation for
the momentum dependent Green’s function:

G (v, 2) = G (el (v),e%(v),...;2). (5.33)

Moreover, we choose v = 611{“ as an integration variable to obtain for the parallel conduc-

tion band spectral density
A0 = [ @) B(EOD) A2 (), (534)
and for the perpendicular conduction band spectral density
@) = [N 0)AE ). (5.35)

where we have used the shorthand notation Ny(v) = N (v) and due to equations (5.I9)
and (5.20) the momentum dependent spectral density is given by

1
A (v,w) = =ImGP (v,w — i0T)

3

(—1)0‘+5t5+1t5+2 e taImG"*l(V’w(;i(zﬂ%gi()y’w%oﬂ for a>p
N(V,wWw—1
Oa—1V,w—i0T)P 441 (v,w—i0T) o
Im—=2— eN(W_Z.Bi) for a=p

3| =

In order to evaluate the integrals in (.34]) and (B.35)), it is necessary to investigate the
poles in the v dependence of the spectral density A% (v,w). In the following, we will skip
the w dependence of the minors for better readability and introduce the polefunction P
as

. On(v)
Fosl) = g ()

The spectral density can then be written as

(1) o) o Im I —ImP,z(v)
Aco () o IS = RePos () + [ PO (5:36)

In general, A?f (v,w) will be comprised of N Lorentz peaks at the positions of the poles
(see figure B.I). Their width is determined by the imaginary parts of the self-energies
Y2 (w—140"). In contrast to the bulk case, there is no analytical formula connecting the
Y% (w—10") and the width of the individual peaks. In order to ensure a minimum width
of the peaks one has to introduce a very small additional artificial imaginary part 7 in
the self-energy,

Y2 (w—i0") = X (w—i0") + 7. (5.37)
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Figure 5.1.: Calculation of the local conduction band spectral density in the case of 15
mirror symmetric non-interacting layers with n = 107>, a temperature of
T = 20K and a band filling of z = 0.01. A% (v,w) is evaluated at a fixed
wo = 0.4Dy and we chose the middle layer « = 7. Due to the mirror
symmetry, there are 8 distinct resonances of width 7 which are properly
resolved by our integration grid. The steps in the resulting local spectral
density (bottom left) originate in the “sudden” overlap of the peaks with the
bare density of states N (v) when w changes.

To resolve all peaks in the integrand of (5.34) and (5.35]), we use our integration grid
library [43] which allows for an arbitrary number of logarithmically dense grid regions that
can even intersect each other (see appendix [El). With this, it is possible to calculate with
an accuracy that is limited only by the size of 1 and the machine precision, respectively.

Due to equation (£.30) the position of the poles are given by the roots of the real part
of the polefunction. If the imaginary parts of the self-energies are small, the real part of
the polefunction is approximately given by

ImE<1
ReP,s(v) = Re 951?;\)[‘(1;)“(1/) ~° Re@gfj??)]f\g(egaﬂ(u) . (5.38)
Therefore, the necessary condition for the roots of the polefunction reads
ReOn(v) = 0. (5.39)
and a sufficient condition is given by
RePys(v) = 0. (5.40)

Note that since O (v) does not depend on the layer indices, the necessary condition
applies for the roots of all polefunctions, P,g(v), Ve, 8. Therefore one has to solve (5.39)
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5.1. Conduction band Green’s function

only once and check if equation (5.40]) holds afterwards only at the position where (5.39)
is fulfilled. If the imaginary part is not small, we can still use (5.39) to find the position
of the poles. Due to the increased width of the peaks, a small translation of the center
of the logarithmically dense integration grid region will not affect the resolution of the
peaks.

In the non-interacting limit,

¥ (w—i0%) =0T, Vo,

the imaginary part of the polefunction will also vanish, ImP,3(v) = 07 and the ap-
proximation in equation (0.38) becomes exact. In this limit, the spectral density (5.36))
reduces to a sum of delta functions

1

1
A% (v,w) o< Im —wZé(y—ui)‘a
i v

Repag(l/) ‘V:Vi ’

Pos0) (54

where the {1;} are the roots of ReP, () which are determined by the equations (5.38]),
(E39) and (B40).

T T T
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Figure 5.2.: Necessary and sufficient condition for the roots of the polefunction for a
system of 15 mirror symmetric non-interacting layers with = 107, a tem-
perature of T' = 20K and a band filling of x = 0.01. The functions are
evaluated at a fixed w = 0.4Dy and we chose the middle layer o = 7.

In the following we will discuss the details of the root-finding algorithm. The minor
On(v) is the determinant of the N x N inverse Green’s function matrix (5.19]). Therefore
it is a polynomial of Nth order and therewith it possesses IN roots. The polefunction
itself is a rational function (see figure [5.2]). We found that both, the minimal distance be-
tween local maxima and local minima scales with A© i, as well as the minimal distance
between two neighboring poles Avpyi, scale with

N
ABOmin ~ Avpin ~ H to -

a=2
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With ¢ = 0.01Dg, Avpin can fall below machine precision at system sizes around N = 17.
Beyond this threshold, we use the multiple precision library MPFR [54] to compute
with arbitrary precision floating point numbers. The price one has to pay for this is a
significant increase in the computation time.

The root-finding algorithm starts at some position far below the first root. Then the
algorithm scans the functions for sign changes in the function itself or its derivative while
increasing v stepwise. Once a sign change in the function occurs, the intermediate root
is found by the bisection method. If a sign change in the derivative is detected, the
intermediate extremum is determined by the golden section method. Afterwards the
algorithm checks if the extremum has crossed the v-axis. If this is the case, there must
be two additional roots in between, which are found via the bisection method. If not, the
algorithm proceeds by searching for sign changes in the function. This is repeated until
the whole region is scanned and all N roots are found. The success of the procedure is
ensured by our method even in case of extremely small distances between neighboring
roots. With this, we achieve high precision and reliability. In the non-interacting case
the method is extremely fast due to the absence of numerical integration.

5.2. Impurities

In this section we will discuss the interaction of conduction and impurity electrons de-
scribed by the Hamiltonians (£4) and (£I3), respectively. In particular, we will derive
their contribution to the conduction electron self-energy in (5.1)) and (5.19). The first
part will treat the problem of randomly distributed impurities. Here, we will find that
the contribution to the conduction electron self-energy is given by the impurity Green’s
function. Afterwards, we will show how to calculate the impurity Green’s function in the
case of Oxygen vacancies as well as for Gadolinium impurities.

5.2.1. Dilute impurities

In the following, we will solve the problem of dilute impurities in an Europium monoxide
crystal. We follow [55] and [25] for the bulk case and extend these results to the multilayer
case in the second part of this section. We begin by considering a system with a fixed but
random distribution of NV; impurities throughout the crystal. In this case the translational
symmetry is broken, and according to (€3] and (£.12) the full conduction electron Green’s
function reads

Geo(TpyTg, 2) = —de—

2,0 2,0V 20V 20
= —«— T —<—e-<-+—<«— +
'y Ta 1 Ty Ty I

= Ggo(rbarayz) + ZG((:Z)(I'b,I'a,Z) . (542)

n=1
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5.2. Impurities

Here, a dashed impurity line correspond to a dressed propagator which incorporates
the on-site Coulomb interaction U but not the hybridization V' (cf. (£3) and (AI2)).
Throughout this section however, we will denote them as bare propagators G2 and
postpone the treatment of the Coulomb interaction to section

Bulk case

In contrast to the bare conduction electron Green’s function, (5.42]) does not depend on
the position difference due to the absence of isotropy in the system. The n-th term of
the perturbative series is given by

N;
G (ryra,2) = D GO, (ry —1;,, )V ()G (xr), — 1),y 2) -
J1se-odn
- VQGf;U’O(z)GgU(rjI — Ty, 2)

N,
1 iy ry—ik Zl 1 Z 0
— e Z eikprp—i al‘a{ T Ggg(kb,z)VQGﬁlo (Z)
kbka jlv"wjn kikn_1

. Ggg(kn—h Z) tat Gga(kl, Z)

V2GR (2)GY, (Kq, 2)e 100 en—t)rjn ot (o) | }

/

G‘(;Z-) (kb 7ka 7Z)
(5.43)

where we have denoted the impurity Green’s function at site rj, by Ggfa’o(z) and inserted
the Fourier transforms G, (r,z) = & >, ¢’X*GY_ (k, 2) for the bare conduction electron
Green’s functions. Since it is neither desirable nor feasible to determine the position
of all impurities we will consider the average over all possible distributions of impurity
positions over the lattice sites, the so called configurational average [55]. In this process,
the impurity concentration n; = N;/N, with N being the number of lattice sites, is held
constant. The n-th term of the full conduction electron Green’s function then becomes

N N
1
ng)(rb,raaz) - <G£Z)(rb,raaz)>imp = Nn Z Z G&Z)(I'b,ra,z).
si=l jn=1

By the averaging over all possible configurations, translational symmetry is restored and
the impurity Green’s function becomes position independent:

GI0(2) = G (=) .

In addition, we have

1 .
<Gco(rba Iy, Z)>imp = Gco(rb —Tq, Z) = N Z €Zk(rb_ra)Gcg(k, Z) s (544)
k
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where we have identified the configuration-averaged conduction electron Green’s function
with the translationally invariant Green’s function (5.3) of section 5.1l The n-th order
term of this Green’s function is given by

1 N N
= m Z Z Z G rjn,Z)VQGga(Z)
j1=1 Jn=171,--;Jn

’ GO (rjn — Ty 1’Z) T V2G0 (Z)GO (rjl -0, Z)

pree{ss S gy

k J1=1 Jn=171,...,Jn
VG, (2)G (kp,2) .. VQGdU(z)

-Gg(,(kl,z) e~ (=X )r;,, +-+(ko—k1)ry, | } . (5.45)

/

Gl (k,z)

For further investigation of the momentum dependent conduction electron Green’s func-
tion, we pull all Green’s functions out of the summation over lattice sites and introduce
the momentum differences q; := k;+1 — k; with q, := k — k,,. This yields

G (k, z) Z GO (k, 2)V2G9,(2)GY (kn, 2) - ... V3G9, (2)GO (ky1, 2)

N

1 N N; A
o SN N ertlanmtramn] (5.46)

Ji=1 IJn=1j1,...jn

=:X(q1,..,9n)

Here, we have defined the function X(qu,...,q,), which contains all the spatial informa-
tion about the random scattering. We proceed by ordering this quantity by the number
of impurities which are involved. The first term corresponds to a process where an elec-
tron is scattered n times at the same impurity, i.e. j1 = jo = ... = j, = h1. The second
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term describes the scattering at two different impurities, and so on.

X(qr--san) = % Z Z (Sicq )

h1=1 h
N Ni N Ni
RSN ER S0 R | S SR
Q1UQ2 h1=1 hy ho=1 hsa

+ ...

- iéO,ZjleQ a, T Z NiéOijlte qj; Ni(so’szEQQ aj, T
Q1UQ2

n p
=2 | > 1l%s, a0

p=1 \Q1UQ2U...UQp h=1

Here, we have introduced @ = (qi,...,qy), which is the set of all momentum vectors
and Q1 UQ2U...UQ, = @ denotes the union of all possible p disjoint and non-empty
subsets of ). By inserting this into (5.40) we obtain for the n = 1 contribution to the
momentum dependent conduction electron Green’s function

G = ZG 2)V2GY (2)GY (K1, 2)00 11, Ni

—mG o (k, 2)V2 G, (2)Gy (K, 2)

and for the n = 2 contribution

1
G (k. 2) = 55 D Goo(k, 2)V2G, ()Gl (ka, 2)V2GG, (2) Gy (K1, 2)

kiko
: <5o,k—k2+k2—k1 Ni + 00,x—1: Vi 00, ko1, Ni>
= n;GY_(k, 2)V2GY, ( NZG (ka, 2) | V2GY, (2)GY (K, 2)
+n12G20'(k7 Z)VQGdJ( ) ( ) ( )GO (k Z)
/x\ >F >F
= SN + 1 |
— < —<——<—
k ko k k k k

With this, we can identify the following Feynman rules:
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1. The fermion lines l: denote the bare conduction electron Green’s function
GSJ (k, 2).
2. The impurity lines — - — - denote the bare impurity scattering V2GY_(z).

3. The scattering vertices are given by x and correspond to n;dg Y, co, Dins where
—~In€Rnp

momentum conservation at each vertex is imposed.

4. All internal momenta are summed over: % Y k-

Since the impurity concentration is assumed to be small, it is reasonable to order the
diagrams in powers of n;. Hence, the full conduction electron Green’s function reads

Gk, 2) =

k
X
[
frg + | +
— <«
k k k
X X X X
/7 \ / A\ // \X/ \\
+ /A /N + , VAN \ 4+ ... . (5.47)

< d 4 o<d <« B <« <& <« & <« < oq
k ki k ko &k k k ki k k

The last two diagrams in (5.47) are both of second order in the impurity concentration
n;. Due to the single internal sum in the crossed diagram, the phase space is reduced
in comparison with the non-crossed diagram. Therefore, we will neglect such diagrams.
This approximation is called the single-site-T-matrix approximation [55] and is justified
as long as n; is small. With this, the conduction electron self energy reads

X /K\ /)ﬁ\
Yeo(2) = i N N
k; ki ko
= V(G (2) + G (VG ()G (2) + . .
14 V

:nivz(fff + 7<4—<—r47+---)
d d c d

= niVQGdO(Z) ) (5'48)

Note that within the single-site-T-matrix approximation the conduction electron self
energy becomes momentum independent and therefore local (cf. equation (5.1])).

Multilayer case

The starting point for the derivation of the dilute impurity contribution to the conduc-
tion electron self-energy in the multilayer case is again the system with a fixed, random
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5.2. Impurities

distribution of impurities in the crystal. We Fourier transform the corresponding con-
duction electron Green’s function (5.42]) only in the parallel direction. The n-th term of
the perturbative series (0.43) then reads

Gg;) (ry, T4, 2) = Gfg"(”)(r“b,r”a, 2)

N;
= E Geo "0y = Ty, 2) VG 0 (T, 2) -
jlv"'?jn
L Go (v — 10, V2GS (10, 2)Get O (x5, — Tyar 2)
co ll72 lj1s ? do Ij1s #)Gco ll71 llar #

1 . .
=3 E Kprip—iK|aT|q
I kjokya

N.
- 1 Baj,, ,0 @, 0
{ Z o) Z Geo ™" (Kyp, 2) VG (x5, 2)

Jrseegn | K1 Kjn—1

Qi 150

0
. Gca (k||n—1a Z) et G?ﬁal’o(knh Z)V2G3(Jyl (I'”jl,Z)

. Gon ’O"O(kua,z) e~ L (K=K pn—1)r 5, + o+ (kjr—kya)ryy, | },

Gcﬁz;a’(n)(k||b7k||a7z)
(5.49)

where we have denoted the impurity Green’s function at site r;, = (ry;,, oj,) by G;Zl ’O(r”jl, z)
and inserted the Fourier transform G?f’o(r“,z) = NLH ZkH eikHrHG?f’O(k“, z) for the bare
conduction electron Green’s functions.

Again, we define the configurational average by summing over all possible realizations
of impurity positions. However, in contrast to the bulk case, the impurity Green’s func-
tion should differ from layer to layer. Hence, the translational symmetry is restored in
the parallel direction only. We write for the n-th term of the full conduction electron
Green’s function

N N
a,(n o,(n 1 a,(n
Go ™ (x )y, 2) = (GEE) (21,7105 2) Yimp = N > DGR (10, 2)
jl ]n

At the same time, we require that the impurity Green’s function is still layer dependent
after the configurational average

i, ,0 a0

Gdal (rlljl’ Z) = Gda (Z)’

and the full conduction electron Green’s function becomes translationally invariant in
the parallel direction

1 .
(GO (s Tjas 2))imp = G (Tjp — Ta, 2) = N Z M) GOk 2) . (5.50)
k

47



5. Theory

Now we can identify the Green’s function of (L.50) with the multilayer Green’s function
of equation (5.23) and (5.24), respectively. We utilize the translational invariance to
obtain the Fourier transform of the n-th order term of the conduction electron Green’s

function

fo’(n)(rub —Tjg; 2) = (Gﬁa’(n)(ruba rum Z)>imp

I j 70
{Gﬁam (Tyb — Tjja = T Z)VQG%" (2) ...
. Ganszl ,0 o ) VQGajl ,0 Gajl a,0 - _ 0
co (tja — 1151, 2) VG (2)Ges' (15, — 0y, 2)

- E K (T ="ja)

Ni k”
{ N N;
g Jn J1in Ny Kj1-Kjn
- Gy (k”,z)VQGZZ"’ (2) -
-G ko, 2) VA () Gea ™ (e, 2)
e~ —kyn)ryy + o+ K2 —ky)ry 5, ] } . (5.51)

Gf&a’(n) (k” 2)

Before we proceed with the investigation of the momentum dependent Green’s function,
we split up the sum over the fixed, random configurations into a parallel and perpendic-
ular contribution as follows:

Ni / /!
S Fe) =D flryn )
Ji

Tl5, %y
- Z Z I'IIJl a]l
Tl %4
/ /
=D P > 90,
v Tg %G

N;
- Z h(7) Z g(rlljz)évajl ) (5.52)
v Ji

where we have introduced the primed sum to indicate the summation of the fixed
configuration of N; impurities and assumed that the function f can be factorized as

frysah,) = g(rys)h(ay,).
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5.2. Impurities

Similar to the bulk case, we introduce the momentum differences qy; := kj;i+1 — ky;
with qy, = k; — k;, and separate the summation over parallel positions from the one
over perpendicular positions with the help of (B.52]). With this, the parallel momentum
dependent conduction electron Green’s function (5.51]) reads

R R DY) SR (C- I EE

I kjj1Kkjn 7170
G0 (Kyo, Z)VQG%’O(Z)G“’a’o(kul,Z)

'[N" Z Z Z ZZ?_lqzrnf{lM%}} (5.53)

Qi Tl T J1, 5dn

Here, we have defined the function Y(;llll’;:fg’ﬁn, which contains all spatial information

about the random scattering. Analogously to the bulk case, we want to order this
quantity by the number of impurities involved. To this end, we introduce the tuple of
parallel momentum vector and perpendicular position (q, «). We collect several of these
tuples in the set @ = ((qy1,a1), - ., (dyn, o)) and the corresponding union of all possible
p disjoint non-empty subsets of @) is given by Q1 UQ2U ... UQ, = Q. We write
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1 N; ) n
Vi =y o e Face ) o,

Qhy T||hy h =1
N;
q r
+ Z Z|:N Ze 1€Q1 171 ||h1:| |: Z H %1ah1:|
Q1UQ2 \ h1 I T|py ahl 11€Q1
Z|: Ze J2EQ2 |55 I‘h2:| |: Z H oo, :|
12 2
ha P||h ahg 12€Q2
+ ...
NL d0y.52, 1€ it ZH‘SW%
Qapy =1
N
+ Z N, 50\\ 2251€Qq Al Z H Yip Qhy
Q1UQ2 Qapy 11€Q1
NL 0,22 55eQz i > 1 b,
Qpy 12€Q2
+ ...
n
- Z Z H NP OH 2, €@y, llin Z H(S'Yzhalh ) (5.54)
p=1 Q1UQ2U.. UQph 1 ag, in

where we have introduced the number of layers N, so that the total number of lattice
sites is given by N = N, N;. By inserting (5.54)) into (5.51]), we obtain for the n =1
contribution to the parallel momentum dependent conduction electron Green’s function

Gfg’(l)(k“, z) =

B, 7,0 ,0,0
NnNL ZZG 70k, VG ()G (k”l’z)Z‘SOH’kn—kul‘smhl

7ok any

=n; Z Gfg’o(ku ) Z)VQGZJ&O(Z)GZ&Q’O (ky, 2)

)

>
y
X
|
|
b —<e—b—<—
k ki
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5.2. Impurities

and the n = 2 contribution reads

G (K, 2) = Z DGOk, 2) VG ()G Ky, ) VG (2)GL0 Ky, 2)
i kjikjz2 76

50” ky —Xkj2+kj2 =k Z(s’yahlé&lhl

ahl

N2
+ N_Ziéou7k||—k||250uvk||2—k||1 Z‘SV% 255%2

Cl{hl ah2

1
w2 Gl k) | VO ()G )
kj2

+”ZZG“0 k), 2)V2Go0 (2) GO0 (ky, 2)V2G) (2) G0 (kg 2)

— n Z GO0k, 2)V2G00(2)

Y ) Y
X X X
/ N\ | |
— // \\ —|— | |
,3 <<« ——<«— b eb
ki kg Kk ki K kj

With this, we can identify the following Feynman rules:

1. The fermion lines p k{H @ denote the bare conduction electron Green’s func-

tion from layer « to layer 3, Gfg"o(k“,z).

2. The impurity lines @ denote the bare impurity scattering at layer a, V2 Gfl‘(’fo(z).

3. The scattering vertices are given by a and correspond to n250“ ) q,j,» Where

JThERHK
parallel momentum conservation at each vertex is imposed.

4. All internal parallel momenta are summed over: NLH Zku'

Since the impurity concentration is again assumed to be small, we order the diagrams in
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powers of n;. Hence, the full conduction electron Green’s function reads

1) «@
Gog(ky,2) = T
v
X
|
= 3 o + 8 | N + ..
— < ——————
k) kK
) Y 1) Y
X X X X
+ “B // \\ // \\ O[_{_ 5 // /x\ \\ a—{—,,. s (5.55)

Similar to the bulk case, we apply the single-site-T-matrix approximation [55] and
neglect crossed diagrams like the last one in (5.55]) due to the reduced phase space in
comparison to the non-crossed diagrams. In this approximation, the conduction electron
self energy becomes independent of the parallel momentum and reads

(% (0% «
* /x\ /%\
Selz)= |+ o+ o e
¢ o—<—2D <<
K ki, ki
I I 2
=, V3G (2) + G (VG (2)G50(2) +..)
Valv
:nlv2(*** 724—3—&274- )
d d c d .
Qv
= =€ =
d
= n; V2GS (2). (5.56)

5.2.2. Dynamical impurities

Up to now, we have circumvented the problem of on-site Coulomb interaction by pulling
the interaction into the definition of the bare propagator in (5.42). In the following,
we will solve the impurity problem and show how to calculate the impurity Green’s
function for two different types of parameters in the Anderson Hamiltonian, representing
Gadolinium impurities and Oxygen vacancies, respectively.

According to (£3) and (£I2), the local impurity Green’s function of an impurity
located at r = (r, «) is calculated from the local conduction electron Green’s function
at that particular position. Due to the configurational average and the corresponding
translational symmetry, the problem reduces to the calculation of the local impurity
Green’s function G4, (2) from the bare local conduction electron Green’s function GY_(z2)
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5.2. Impurities

in the bulk case, and the calculation of the local impurity Green’s function in layer «,
G4, (%), from the bare local conduction electron Green’s function in layer «, G%Y(2), in
the multilayer case. Since the full conduction electron Green’s function in turn depends
on the impurity Green’s function, we can make the equations self-consistent replacing
the bare Conduction electron Green’s function with the full ones. Due to the local nature
of the impurity scattering, it is sufficient to formulate the impurity problem for the bulk
case. The multilayer case is obtained by assigning a layer index to the all occurring
Green’s functions and self-energies.

Gadolinium impurities

As mentioned before, Gadolinium impurities have a strong on-site Coulomb repulsion
and one excess electron per impurity. Therefore, we set U — oo in the Anderson Hamil-
tonian (([@3]) and (£I12)). Since double occupancy can now only be realized by virtual
excitations, this essentially leads to a magnetic impurity. The corresponding low lying
spin fluctuations at the impurity sites will lead to the formation of a Kondo resonance at
the Fermi edge. This scenario was already discussed in section B.Jl We use the pseudo-
particle representation (section [3.2)) and apply the non-crossing approximation (section
[3.3) to calculate the full local impurity Green’s function from the local conduction elec-
tron Green’s function by means of the self-consistent NCA equations (3.10]), (3.16) and

B.17).

ImSy(w —i0+) =T Z / FRIGIC _(_fi‘; ) Aco(e)Ago(w+6), (5.57)
ImY f,(w —i0") = / 1= L’:()” —¢)) Ao () Ap(w —€) , (5.58)

Ado(w) = /d€ [flw+e)f(=e) + f(—e —w)fe)] Ao (w + ) A(e),  (5.59)

Note that we have replaced the bare conduction electron spectral density A% (¢) by the
full one A,y (e) here. In contrast to the original equations in chapter Bl we do not set the
chemical potential y to zero at this point of our derivation. With this, the pseudo-particle
spectral densities read

~ 1 ImYy(w
Ap(w) == b(2) 5 (5.60)
T [w~+ Ao — ReXp(w)]” + [ImEp(w)]
Ay (w) L tm¥sq () 5 5 (5.61)
T w4 Ao+ @ — Eq — ReX s (w)]” + ImX 45 (w)]
and the corresponding condition for Ag is given by
F(AO):/dwf ZAfU )+ Ay(w)| =12 0. (5.62)
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Oxygen vacancies

Since Oxygen vacancies provide two excess electrons per vacancy and are assumed to
have a weak on-site Coulomb interaction we will apply perturbation theory in U. The
vertices stemming from the second and third part of the Anderson Hamiltonian (£.3)) and

(£12) are shown in figure (.3

N ’

oV o oV o o % U a7 °
--<-—<— —<—e - <-- MAVAVAVAVAVS
d c c d o v 7

’ N

Figure 5.3.: Vertices of the Anderson Hamiltonian

If we expand the impurity Green’s function up to second order in the Coulomb inter-
action U, we obtain

g
GdU(Z): —-x€==
d
o o VoVeo
= -<--F << -x==
d d c d
RS e
( ) A
+ \\‘/ + \\(//.
U Us —o %U
--€-=-=== - - < - - <€ - =--===
o o o o

o
Note that due to the Pauli principle the diagrams like éi\:ii and % do
not occur. In the following, we will evaluate the different contributions to the impurity
self-energy. We begin with the contribution stemming from the hybridization of impurity

and conduction band

VolV

C

= Vzéc(,(iwn) . (5.63)

Similar to the Gadolinium case, we have replaced the bare conduction electron Green’s
function by the full one in order to achieve self-consistency. The contribution of leading
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order in U is given by

S (i) = S

— (“1PU5 Y~
l

__u 740 j—;ﬂz)ad_a(z)

— —U/ zd_;z‘f(a) [Gi—g(e+i07) = Ga_g(e —i07)]

26ImGE _(e)=—2miAq_s(e)

= U/dsf(s)AdU(a). (5.64)

The integration in the third step is performed over a contour shown in figure 5.4l Note
that the first order contribution is frequency independent and purely real. Finally, the

Imz

Rez

Figure 5.4.: Contour integration in the calculation of the first order contribution to the
impurity self-energy
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second order contribution reads

Wi +wp, —0

(2) . AN N _ 7
2@ (i) = <~
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- —— ( - ——
Wn, + wlv
= (-1 52 Z Glo(iwn + iw)|[— Ga—o (iwp)][= Ga—o (iwg, + iw)]

de~ Adq(C) fdaAd_g(Ot) fda Ad_g(g)

iwn+iw;—C W —a W +iwy—
2
_ U Z dc Ada JAd—o () Ag_o( Z 1
Wy +iw; — ¢ ﬁ W — Wy + tw; — €
f %f(z)zia z+iil7£:fifuolé)+7aff(?

_ / ac / do / de Ao () Ad—o (0) Ad—o (&) [f (@) — F(2)

'_Z 1 1
I3 l Twp +iw; — Ciw; +a — ¢

f b(z) _—f(O—ble—a)
27\'1 (z4iwn—C)(z+a—e)  itwn+e—C—a

= U? / ¢ / da / deAdy () Ad—o (@) Ag_o () [f () —i cfuii)-] [ef Ecztl;(e —a)]
(5.65)

We further evaluate the imaginary part of the advanced self-energy. The corresponding
real part can be calculated by the Kramers-Kronig relation.

s —i0%) = 0% [ d¢ [ da [ dedin(©)Aiola) Ao )
[f(@) = £ LF(Q) +b(e — @) Tm !

w+e—(—a—i0t
wé((—w—e+a)
= 7U? /da / deAgo(w+e — a)Ag_y(a)Ag_s(g)
[fla) = fE]flw+e—a)+ble—a)] . (5.66)

With this, we can calculate the impurity spectral density from the impurity self-energy
Si = 29 + 50 4 5@ by

1 ImY 45 (w —i0™)
AdU(W) = — -4 2 -+ 2
0 [w — Eq+ = Rezda(w — 0 )] + [Imzda(w — 0 )]

(5.67)
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5.3. Heisenberg lattice

In this section, we will discuss the approximations use for the magnetic subsystem which
consists of the localized 4f spins and the spins of the itinerant conduction electrons.
We will begin with the mean-field approximation for the bulk and the multilayer case.
Afterwards, we will extend the mean-field equations by including long range RKKY
coupling.

5.3.1. Mean field approximation in the bulk case

The magnetic part of the bulk Hamiltonian is given by equation ([£4]). In order to apply
a mean-field approximation [55], we assume the fluctuations of the 4f spins and the
conduction electrons spins to be small, i.e.

AS; =8S; — <SZ> <1
Aog;=0;— (o) < 1.

By expressing all spin operators in (£4) in terms of fluctuations and expectation values,
neglecting all higher order terms in the former, and afterwards expressing the fluctuations
in terms of spin operators and expectation values, one obtains

cf——ZJu S; + S5(S4) — (8;)(S:))
—Zch a:)Si + 0i(Si) — (0i)(Si)) - (5.68)

Due to translational invariance, the mean-field expectation value cannot depend on the
position. Moreover, if we assume that the conduction electron spin and the 4f spin are
parallel, and pointing into the z-direction, we can write

(Si) = (S) =(S)e; and (0y) = (o) = {0)e;.

For symmetry reasons, J;; = Jj; holds and the magnetic Hamiltonian can be written in
terms of the z components of the 4f spin, 5;, and the conduction electron spin, o;, as

Hep=HY+ HY + HY (5.69)

with
HYy = —Z<Z Jij2(5) + ch<a>> S; (5.70)
Hep = — CfZ )oi (5.71)
Hey = Z Jig(S)? + Jes 3 {o)(S)
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Because of the isotropy of the bulk system, we can introduce the integrated 4f coupling
Jag = Jij, (5.72)
J

which is position independent. This coupling is chosen such that the experimentally
observed Curie temperature of around 69 K in stoichiometric EuO is reproduced [18,56-
58]. To be consistent with the work of Arnold and Kroha [I8,25], we choose Jyf =
7 x 107Dy = 5.6 x 10~%eV, which leads to a Curie temperature of 68.3K + 0.01K (see
figure [0.5]). With this, we can write the 4f spin dependent part of the Hamiltonian as

Hcf = —Z<2J4f<5> +ch(a>>Sl-. (5.73)
The 4f spin expectation value can then be calculated by
(S) = tr {SefﬁH}
Ctr {efﬁH}
22 Seﬁ 2J45(S)+Jcp(0)S

, 5.74
22 2J4f<S>+ch<U>)S ( )

where we have used that the only 4f spin dependent contribution to the full Hamiltonian
is given by equation (B.73]). All other terms lead to non spin dependent factors which
can be pulled out of the sum in both the numerator and the denominator of (5.74) and
hereby cancel each other out. The above equation is self-consistent and can be solved
numerically. The only external parameter is the conduction electron spin expectation
value (o). In order to calculate it, we consider the conduction electron spin expectation
value at position r, which reads

E cra oo’ ro’

—t+0+
iG 2, (r,rt —t)=i [ d2ei@=i0D)(' =0 G2 (r 1, w)

27if(w)Aco (r,r,w)

= Z /dwf (r,r,w). (5.75)

Since the mean-field expectation value cannot depend on the position, we choose the
origin (o) = (¢(0)) and obtain

(o) =

= — E O't, llm ro’(t/)cia(t)> ‘t—O
%,—/
g

1

3 [ ) Aaw) = Aqw)] (5.76)
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which is the difference of spin-up and spin-down occupation of the conduction band.
Now we are able to calculate the spin expectation value for a given conduction band
Green’s function. In order to close the self-consistent logic, we need to calculate the
contribution of the magnetic subsystem to the conduction electron self-energy. Accord-
ing to the mean-field approximation, the only term which involves conduction electron

operators is (B.71))
& = e D_(S)7i = = Jep(S) 3 0y Cry
i Ro

where R are the lattice vectors on the position of the Eu atoms in the FCC lattice. If
we restrict ourselves to this interaction for a moment, the real space conduction band
Green’s function reads

—J(f(b)o
Z,0 Z,

2 = 4 e
r T r r/ I'zar//zol‘

Since the real space self-energy is local and position independent, the contribution to the
momentum dependent self-energy in (5.I)) can be read of directly (see (B.I))). It is given
by

Yo(2) = =Jef(S)o . (5.77)

5.3.2. Mean field approximation in the multilayer case
In order to apply a mean-field approximation on the multilayer magnetic Hamiltonian
(£13]), we begin with the same assumption of small spin fluctuations as in the bulk case,
ASioz = Sia - <Sioz> <1
Ao'ia = Oja — <o'ioz> < 1.

Following the procedure that led to (5.68]) one can derive the mean-field version of (LI3).
It reads

Z JO‘B Sia + Sj3(Sia) — (Sj5)(Sia))
045
— Z ch(<0'm>sia + Uia<Sia> - <0'ia><sia>) :

1o

Since we have translation symmetry in the parallel direction, we assume all spin ex-
pectation values within a given plane to be equal. Moreover, due to the coupling, it is
reasonable to presume that the spin directions are equal in all layers, and we choose the
z-direction as the magnetic axis. With this, we can write

(Sia) = (Sa) = (Sa)e. and (0ia) = (04) = (0a) €.
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Again, Jij of =Jj 59 holds and therefore the magnetic Hamiltonian can be written in terms
of the z Components of the 4f spin, S;,, and the conduction electron spin, o;,. It reads

Hep = H3p + HY + HY (5.78)

C

with

HZy=— Z(Z Jaﬁz (Sg) + ch<0a>>5m (5.79)

1

c = sz Uzoz (580)
Cf_ZJ” ) (S8) + Jep > {0a)(Sa) -

io
ocﬁ

Due to the isotropy in the parallel direction we can introduce the parallel coupling

Jig = I, (5.81)
j

and the perpendicular coupling

Z JQB for a#p, (5.82)

which are both independent of the parallel position 7. Now, the 4f spin dependent part
of the Hamiltonian can be written as

Hcf _ Z <2J04 _|_ 2 Z Sﬁ + ch<0'a>> Sia - (5.83)

io BF#a

With this, the spin expectation values in the different layers can be determined self-
consistently through the calculation of the trace

(5, = SdSac 1)
Y g {e—ﬁH}
é_fz Seﬁ(w‘lll?w“HQ 2 pta Jff(56>+ch(aa>)S
— 2
Y T =3 : (5.84)
;,_z 6ﬁ(2J4f (Sa) 2320 Jif (S8)+ef(oa)S
- 2

Similar to the bulk case, we have used that the only 4f spin dependent contribution to
the full Hamiltonian is given by equation (5.83]). Again, all other terms lead to non spin
dependent factors which can be pulled out of the sum in both the numerator and the
denominator of (5.84]) and therefore cancel each other out.

Since the coupling Jgﬁ originates in virtual transitions from the 4 f to the 5d shell in the
same or on of the neighboring EuO ions [3], it is reasonable to restrict the perpendicular
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coupling to the nearest neighboring layers (NN). Therefore the simplest approximation
is to set

TR, =B+1
J“ﬁ—{ Jip dor - a=p (5.85)

4 710 else

As 4 of the 12 nearest neighbors in an FCC lattice are in the same (100) monolayer and
4 nearest neighbors are in each neighboring monolayers, we set

o 1
JIF = Ji = 3J4s (5.86)

for all o in order to get a resulting Curie temperature of 69 Kelvin for stoichiometric EuO.
On the other hand, one can go one step further and assume an inverse cubic behavior
(IC) according to the RKKY coupling in a free band [59] and write

0L
Jos _ N

4f = ’Ck —,8‘3 ) (587)

where the constant is chosen such that the bulk limit of the Curie temperature is the
same as in the nearest neighbor case. This holds if

> !
> i = i
b=«

Therefore, we set

JEL 00 1
f _E : _ ~
J—J-_ 5—((3)~1.202,
4f a=1

where ((x) is the Riemann zeta function. The difference of the nearest neighbor approach
and the inverse cubic ansatz can be seen in the solutions to the self-consistent equation
(5.84) without coupling to the conduction band (J.y = 0), which are depicted in figure
The missing coupling partners at the surfaces of the system leads to a decrease of the
Curie temperature with respect to the thickness and to a decrease of the spin expectation
value at the outer monolayers. Moreover, as expected, the presence of a surface has a
greater impact in the case of the inverse cubic approach due to its long range character.
However, the difference is not too profound due to the fast (cubic) decrease of the long
range coupling with the distance. For the same reason the dependence of the mean-field
spin on the layer index and the temperature in the inverse cubic case (not shown) does
not differ significantly from the nearest neighbor case.

For the self-consistent theory including the conduction band, we need to calculated the
conduction electron spin expectation value (o4 (r))) at site r = (r, o). The calculation
is the same as in (B.75]) and yields

Oal)) = Y0 [ dwf @) A, (01,0, (559
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Figure 5.5.: Left: Mean-field spin against the monolayer index « for various temperatures
(NN) in a system of 9 monolayers. Center: The spin averaged over all
monolayers S versus the temperature for various numbers of monolayers N
in comparison to the bulk curve (NN). Right: Increasing Curie temperature
T with the number of monolayers N for the nearest neighbor coupling (NN)
and long range inverse cubic coupling (IC).

Due to the mean-field assumption, we can choose (o,) = (04(0;)) and obtain

(o) = 3 [ dwof@)iA3 () - A5, (5:89

which is the difference in the spin-up and spin-down conduction band occupation number
in layer . Similar to the bulk case, the contribution to the conduction electron self-energy
originates in (B.80), which can be written as

C - Cf: : Uza: Cf Z CRHOé RH(X’

R”aa

where the sum runs over all lattice vectors R in the (100) monolayer of an FCC lattice.
The corresponding contribution to the conduction electron Green’s function reads
Z,0 zZ,0 Z,U_(]Cf<SA/>O'Z,(T

—— — — +
/ / -
rpe Tpd T RS e gy T8

Since the real space self-energy is local and independent of the parallel position, the
contribution to the momentum dependent self-energy in (5.22]) can be read off directly

(see (B.2)). It is given by
Yo (2) = =Jep(Sa)o . (5.90)

The multilayer system of conduction band and localized 4f moments can now be solved
self-consistently. The mean-field 4f spins determine the conduction electron Green’s
function via equation (5.90). Using this, one can calculate the conduction electron spin
by applying equation (5.89)), which is the only external parameter in the formula for the
mean-field 4f spins (5.84]). The special case of mirror symmetric systems is described in
appendix
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5.3. Heisenberg lattice

5.3.3. Long range RKKY interaction

Up to now, the conduction band induced coupling between two spatially separated 4f
spins is mediated by the self-consistency described at the end of the last section. For a
more precise treatment of the long range RKKY coupling, one has to go one step further.
In the following we will derive the RKKY coupling between spatially separated 4f spins
and integrate it into the self-consistent theory. In the course of this, we extend the work
of Mauger et. al. [3] and Burg et. al. [60] to multilayer systems. Moreover, our theory is
applicable to an arbitrary conduction band.

We begin by considering the conduction electron spin expectation value in z-direction
at a position r (see (5.75])), which is given by

Z/dwf o (T, T, W),

in the presence of a lattice of localized spins. The interaction stems from the second term
of ([@4), which reads
H = - cfZUz‘Sz‘,
i

with O'g = % Yoo CI—{iUTg o' CR, 0" The perturbative expansion of the local Green’s function
then reads

s 270_ 7]fS T(,,,/Q 7(jS T,m/z 7(jS TJ/(,/Z
—— = e +t —~O—<~— + —<~ &< 0 —<—
r r r r T zoR %0 T r 20 g. %0 R 9r

—J.tS70
cf?i
z,0 2
= 4 e + O
r r r zo R; %0 r

From now on, we will restrict ourselves to the lowest order in the coupling J.;. The
evaluation of the corresponding diagrams yield for the local spectral density

Ao (r,1,0) = A% (1,1, W) cfZSZO' Im {[G¢ (R, T, w —i0™))? }
=AY (r,r,w) — 2J,; Z S70AY (R;,r,w)ReGY (R, r,w —i0").

With this, the conduction electron spin expectation value at lattice site R; reads

(0(R))) = (o(R;))o — 2L ZSZZ/dwf O (Ri,Ry,w)ReG (Ry, Ry, — i07).
(5.91)

Next, we replace the bare Green’s function in the above equation by the full Green’s
function and insert (5.91]) into the mean-field Hamiltonian (B.70). Due to the bulk
mean-field approximation, we can use the (o(R;)) = (o) in that particular step. With
this, we can identify an additional term in the bulk mean-field Hamiltonian. It reads

Hpiy = — »_ JERKY§787 (5.92)

ij
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where the RKKY coupling is given by
JRKKY i Z/dwf Aeo(Ri, Ry, w)ReGoy (R, Ry, w — i07) . (5.93)

In the following, we will discuss the implications of the additional RKKY coupling for
the mean-field theory from section [.3.Jl The additional Hamiltonian (5.92)) corresponds
to the replacement of the coupling J;; in (B.70) by

Jl'j — Jl'j + JgKKY .

With this, the integrated coupling in equation (5.72) becomes

Juf = Z Jij —
J

Z Z/dwf Acr(R,w)ReGeo (R, w — i01), (5.94)

IR\<Rmax

where the first term is constant and the sum in the second term is restricted to the
nearest neighbors in an FCC lattice at a maximal distance Ry (see figure [B.6). This
is reasonable, as the RKKY coupling is expected to fall off with the third power in the
distance. With this, not only the conduction electron spin expectation value, but also
the 4f coupling enters the trace formula (5.74]) as an external parameter which depends
on the conduction electron Green’s function.

In the multilayer case, we insert (5.91]) into (5.79) under use of the mean-field relation
(c(R)) = (¢(Ry;;)) = (0q). Thus, we obtain an additional term in the multilayer
mean-field Hamiltonian (5.83]), which reads

Hricy = =3 T 85,855 (5.95)
of

The RKKY coupling is given by

Jz‘ojé‘@RKKY CfZ/dwf RIINRHJv )ReG (RHHRIIW - 0+)'

The consequences to the multilayer mean-field theory are the following. The parallel
coupling (B.81]) becomes

oy Ty 5 |
j R
|RH‘<Rmax

Similar to the bulk case, the first term is constant and the sum in the second term is
restricted to the nearest neighbors in an (100) monolayer of an FCC lattice at a maximal
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RS

max

Figure 5.6.: Summation of over the nearest neighbors in an (100) monolayer of an FCC
lattice. Due to the cubic decrease of the coupling one can restrict the sum-
mation to an area within a circle of radius Ry.x. The generalization to the
bulk case is obvious.

distance Rpax (see figure 5.6]). The perpendicular coupling (5.82]) becomes

Z JQB L Z Z/dwf(w)Ag‘f(R,w)ReGg‘f(R,w—iOJr) for a#0,
R o
IR |<Rax
(5.97)
where the maximum parallel distance R%gx decreases with the interlayer distance |o— ]
according to (see figure [5.6))

RS = Rlo Pl = \/Rmax - (g!a - ﬁ\)2

As in the bulk case, the introduction of the RKKY couplings (£.96]) and (5.97)) represents
additional external parameters for the 4f spin expectation value formula (5.84]), which
depends on the conduction electron Green’s function.
For the numerical calculation of the RKKY coupling it turns out to advantageous to
make use of
JOREY = JREEY(IR; — R;|) (5.98)

which is a consequence of the isotropy in the bulk systems. With this, we can write the
integrated coupling .J, i}KKY, which is the second term of (5.94), as

JRKKY max Z JRKKY Z JRKKY(|R|) — Z JRKKY(Rn)W(Rn) )

IR‘ <RR Rn <RmaX
max

(5.99)
Here, R,, are the radii of spheres intersecting neighboring points of equal distance to the
origin (see figure[5.6]). The number of these points define the weights W (R,,). For instance
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for the nearest neighbors in the FCC lattice, we have Ry = a/v/2 and W (R;) = 12. In
the multilayer case, we have

JHPRERY — qoa R (IR, — Ry|) = JYRY(IR, — Ryy]), (5.100)
due to the isotropy in the parallel direction. Analogously to the bulk case, we can simplify

the summation over the parallel positions in . The second term of (5.96]) defines
the integrated parallel coupling in layer «, J A‘J?’RK Y. It can be written as

JHa ,RKKY (R® Z Jaa ,RKKY
max

= Z JORKEY (IR, [)

R
IR |<Rhax
= > JOREY(ROW(R,). (5.101)

Rn<R% .«

Similar to the bulk case, the R, are the radii of circles intersecting neighboring points
of equal distance to the origin (see figure [.0]). Again, the number of these points define
the weights W(R,,). As an example, we consider the nearest neighbors in the (100)
monolayer of an FCC lattice. Here, we have R; = a/v/2 and W(R1) = 4. For later use,
we define the perpendicular RKKY coupling between the layers v and 8 as the second
term of (5.97). It reads

o 2 .
TRRKy = 2f > Z/dwf )AL (R, w)ReGe) (Ry,w —i0%) for a# 0.
R
IR |<Riax

(5.102)

5.4. Electrostatics

5.4.1. Thomas-Fermi-approximation

In this section we will derive the electrostatic part of our theory under use of the Thomas-
Fermi-approximation [61]. In the bulk case, the system is assumed to be charge neutral.
This means that the excess charge density introduced by the doping has to match the ionic
background in the whole system. Therefore, the following charge neutrality condition
must hold:

Ne + NiNg = Nee (5.103)

where the conduction band occupation number is given by

= Z/dwf(w)Aw(w), (5.104)
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and the impurity occupation number reads
ng = Z / dw f(w)Age (W) . (5.105)

The number of excess charge carriers in the system depends on the type of the impurity
(cf. chapter M),

ncc:{ n; for Eu;_,Gd,O (5.106)

2n; for EuOq_,

In order to fulfill the charge neutrality condition (5.I03]), we introduce an energy shift g
which is added to the chemical potential in (5], (5.61) and (5.67):

= 4 o - (5.107)

With this, the conduction electron and impurity occupation numbers (5.104]) and (5.105)
become functions of pg, and in order to fulfill the charge neutrality condition one needs
to find the roots of

ne(po) + ning(fo) — Nee -

In the multilayer case the situation is more complicated. As we allow for broken
translational symmetry in the perpendicular direction, we can have a finite charge carrier
density in each layer. Similar to (B.I03]) it reads

Ang =nd +ning — nee, (5.108)

where the conduction band occupation number in layer « is given by
ng=> / dw f(w) A (w), (5.109)
o
and the impurity occupation number in layer « reads
ng=%" / o f () A% (@) (5.110)
o
In order to ensure overall charge neutrality,

S Ang =0 (5.111)

has to be fulfilled. Similar to the bulk case, we add an energy shift pg to the chemical
potential in (5.19)), (5.61]) and (5.67):
W= 4 po . (5.112)

With this, the left-hand side of (5.I11)) becomes a function of ug and the task of ensuring
overall charge neutrality reduces to a root finding problem.
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The charge carrier density An, generates an electrostatic potential ¢, which is deter-
minated by the Poisson equation (£10)

82
qua = —rAN, s

with kK = :0—2(1 For a given charge carrier density An,, the resulting electrostatic potential
can be calculated by discretizing the derivative in the Poisson equation in the following
way:

82

W¢a = ¢a+1 + ¢o¢—1 - 2¢o¢ .

Together with the boundary conditions for the electrostatic potential at the positions
outside of the system, ¢g and ¢n41, we can write the Poisson equation as a system of
linear equations

—kAny — ¢g -2 1 o1
—KkAny 1 -2 1 05
: = : . (5.113)
—I‘{ATLN,1 1 -2 1 ¢N71
—KANN — ¢N11 1 =2 dN

Since we want to simulate vacuum outside of our system, the electrostatic boundary
conditions are given by

$o = ¢n+1=0. (5.114)

The mirror symmetric case is discussed in appendix We solve the Poisson equation
(EI13) for the electrostatic potential by using Gaussian elimination [62].

The contribution from the electrostatic potential to the conduction electron self energy
originates in the first term of the Hamiltonian (ZII) and is calculated similar to the
magnetic interaction in (5.90) by using (B.2)). It reads

Yoo (2) = ¢a - (5.115)

Analogously, the second term of the Hamiltonian (£I1]) leads to an additional term in
the impurity self-energy, which is given by

Y30 (2) = da - (5.116)

In the Gadolinium case, the energy shift enters the calculation of the impurity Green’s
function as an additional term in the pseudo-fermion self-energy:

9,(2) = ¢ (5.117)
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5.4.2. Interfaces

If a multilayer system is comprised of more than one type of material, there is an ad-
ditional subtlety in the self-consistent theory that has to be taken into account, the
matching of energy scales. In this work we restrict ourselves to systems with two compo-
nents in the non-mirror-symmetric case and three components in the mirror symmetric
case, respectively. We will mostly consider interfaces of Europium monoxide films and
some metallic substrate. The latter is characterized by omitting the impurity and Heisen-
berg lattice contributions to the self-energy in the substrate layers. The energy scheme
for the isolated components of such a heterostructure is depicted in figure [5.71

Evac
Conduction Conduction
W I/I/vSub b d V[/;‘ub b d
Conduction EuO an an
band H Sub A
gap
T, Mgy
EuO Metal Insulator

Figure 5.7.: Energy scheme for the isolated components of an EuO-substrate heterostruc-
ture. The work function W = FEy,. — u differs for various types of compo-
nents. We consider metallic and insulating substrates. For the latter, the
half insulating gap is given by Agap.

The work function is the energy one has to pay in order to remove an electron from
the Fermi edge and bring it to the vacuum W = FEy,. — p. We define the work function
difference as

AW := WEuwo — Wsub -

In order to match the energy scales of two components, the chemical potentials of the
isolated systems must obey the following relation:

HSub = UEuO + AW .

For a moment we will assume that the work function difference is vanishing, usu, = UEwO-
In this case, we can match the chemical potentials in both isolated systems by shifting
the energy of the electrons in both isolated systems according to

aﬁ” — EﬁH + AO
E;— Eg+ AO

Ag; for EuO layers

A, for Substrate layers (5.118)

with AQ = {

Here, the energy shifts Ay and Ag, are chosen such that the charge neutrality condition
(BIIT) is fulfilled in both isolated systems. Since the energy of the electrons enters
the conduction electron and impurity Green’s functions ((5.19), (5.61) and (5.67)) with
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opposite sign compared to the chemical potential, this is the case if

Ag = —por
AOT‘ = —Hor

holds. Here, pg; and pg, denote the energy shift in the isolated systems of Europium
monoxide and substrate, respectively. Therewith, the chemical potential is equal in both
parts of the composite heterostructure. If the work function difference is non-vanishing,
we have

Aoy = —por
Agr = —pigr + AW . (5.119)

To obtain the energy shifts, one has to calculate the solution to both isolated systems.
Afterwards one can shift the energies in (5.19)), (5.67) and (5.61]) according to (5.118]) and
(BI19) in order obtain the correct work function difference to enter a heterostructure
calculation.

5.5. Self consistent theory

5.5.1. Self consistent formulation

In this section, we recall the most important formulas from the previous sections and
combine them to a self-consistent theory. We will formulate the self-consistent theory in
terms of the most general case, the multilayer system with long range RKKY coupling,
and point out the simplifications of special cases during the discussion only if they are
not obvious. The equations for the bulk case are always obtained by dropping the layer
indices in the multilayer equations. Moreover, we set the chemical potential to zero in
all remaining sections of this work. Due to the charge neutrality conditions ((5.I103]) and
(51110) and the corresponding energy shift po (cf. section [5.4]), this essentially results in
a replacement of p by pg in all equations.

The central quantity is the local conduction electron self-energy ((5.1)) and (5.19])). It
reads

E?O’(Z) = niv2 go(z) - ch<SOé>U + ¢Oé

The first contribution stems from the hybridization with the randomly distributed impu-
rities (5.48)) and (5.56]). The second and third contributions come from the ferromagnetic
interaction with the localized 4f spins and the electrostatic energy shift due to charge
variation along the perpendicular direction, respectively ((B.77), (590) and (B.I15)).
Note that the latter is not present in the bulk case due to the full translational invari-
ance and the corresponding charge neutrality throughout the system. Together with the
bare density of states (({3]) and (4.I4)), the knowledge of the local self-energy enables
us to calculate the local as well as the non-local conduction electrons Green’s function
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from the momentum dependent conduction electron Green’s function (cf. section [G.]).

2 — g, + 1o — X5 (2) —ty 0
. —ty z—ep +po— 3%, (2) —t3
- I
Gop (kys2) =

0 —t3 z— 5i” + po — 32,(2)

G.19)

Note that according to the above discussion, we have replaced the chemical potential p
by the energy shift g here. The energy shift ug has to be chosen such that the charge
neutrality conditions are fulfilled. We will discuss the corresponding procedure below.
Besides the conduction electron self-energy and the corresponding Green’s functions,
the impurity Green’s function plays a central role in the self-consistent theory. Most of
the observables can be calculated solely from these two quantities. In the Gadolinium
case, the pseudo-particle self-energies are calculated directly from the conduction electron

spectral density via (5.57) and (5.58)

IS (w — i0h) = r}j/ﬁ /e ?+€”A;@)§Aw+g%

%4, (w — i0") = / 1= f() — 6))A§‘U(a)/i?(w —e).

By considering the electrostatic energy shift (5.117) and the energy shift uy connected
to the charge neutrality, the pseudo-particle spectral densities are given by

) 1 Imio‘(w)
Ap(w) =— . 7
b (w) . [w o RGE?(W)]2 4 [Ing‘(w)]2
_ 1 2, ()
folw) =— i :

m [w o+ o — By — o — ReE‘}‘U(w)] + [Imzf;a(w)]
where Ay has to be determined such that

!

~1=0 (5.120)

ZA% )+ A (w)

Fo(0) = [ dof(@)
holds. Finally, the impurity spectral density can be calculated by

@) = [+ (-2 + (=2 — W) S Ay + ).

In contrast, in the Oxygen case, the impurity spectral density can be calculated directly
from the corresponding self-energy under use of (5.67)). It reads

1 Im¥9 (w —i0™)
T [w— By + pto — ReX9, (w — i07)]* + [ImX2 (w — i0+)]?
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Considering the electrostatic contribution (L.I17) and the impurity contributions (5.63)),
(E64) and (B.66]), the impurity self-energy is in total given by

& (= i0F) = do + VGO (w — i0T) + U / d=f ()AL (e) + 22w — i0"),

o

where the imaginary part of the second order term reads

3% (w —i0t) = 702 / da / deAS (w + & — a) AT (a)AS_(¢)
[fl@) = fE)[flw+e—a)+ble—a)].

The real part is calculated using the Kramers-Kronig relation (see appendix [D)).

Both the conduction electron and the impurity Green’s function have to be calculated
with such a g that the charge neutrality condition ((B.103)) and (5.11T])) is obeyed. More-
over, in the Gadolinium case, a A\g has to be found so that the pseudo-particle number
constraint (5.120) is fulfilled. In order to comply the charge neutrality condition a root
finding algorithm is applied. For given self-energies, the spectral densities are calculated
for several values of pg during the procedure. In each iteration, which corresponds to
a fixed value of g, another root finding algorithm for finding the correct Ag is applied.
Both root finding algorithms are combined methods, which rely on the monotonic be-
havior of the function whose root needs to be found (cf. section [3.4]). After scanning the
region with increasing step width for two points with opposite signs, a bisection or se-
cant method is applied. In the Gadolinium case, the multiple calculation of the impurity
spectral density for various values of pg would have a profound impact on the calculation
time. Therefore, we use the pseudo-particle spectral density to calculate the impurity
occupation number

=3 [ dor@)ag,w) = > [ ot )5, @),

and calculate the impurity spectral density only after the root-finding procedure, i.e.
when the right pg is found.

In the following we discuss the spin expectation value (S, ) and its dependence on the
conduction electron Green’s function (cf. section [.3]). The mean-field formula for the
spin expectation values in layer « is given by

2 . Seﬁ(2‘]4lllf<5a>+226¢a Jff(»‘f'ﬁHch(oa))S

Sy = 2 : (G34)
(Se) z 765<2J£f<sa>+225¢aJff"<sﬂ>+ch<oa>>s

Szfﬁ

Here, the external parameters are the conduction electron spin

(00) = 5 [ dwf(@)lAZ () - A3, G5
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and, in the case of long range RKKY coupling, the parallel coupling

J? ,
Jlf = g J = 2f E g /dwf o (Ry,w)ReG% (R, w —i0"), (5.96)
Ry
IR |<|Rmax

as well as the perpendicular coupling

T =3 "J cfZ/dwf VA (WReG P (w —i0T) for a#p. (EID)

J

Here, similar to (5.85]), the constant perpendicular coupling is restricted to the nearest
neighbors by
ZJZIB:{ Jip for a=pg+1

- 0 else

J

In the bulk case, the perpendicular coupling is not present and the parallel coupling is
replaced by the three dimensional coupling from equation (5.94]).

Finally, we summarize the calculation of the electrostatic potential from the conduction
electron and impurity spectral density discussed in section 1.4l According to equations

(EI08), (5I109) and (G.I10)), the charge carrier density at layer « reads

Ang =nd +ning — Z / dw f (w (W) +niAG, (W) — Nee -
The corresponding electrostatic potential is determined by solving the Poisson equation
—KkAny — ¢ -2 1 ?1
—kAN 1 -2 1 P2
—KkAN N—1 1 —2 1 ¢ N—1
—KANN — N +1 I -2 oN

via Gaussian elimination.

In summary, the main quantities of the self-consistent theory are the conduction elec-
tron Green’s function, G¢, the impurity Green’s function G, the mean-field spin expec-
tation value (S,), and the electrostatic potential ¢,. Their dependencies are listed in

table .11

5.5.2. Numerical solution of the self-consistent theory

In the following, we will explain the details of the numerical solution of the self-consistent
theory. Roughly speaking, a solution is obtained by inserting the quantities of table [5.1]
into each other over and over again until these quantities reach a stable point. In this
process, we use the imaginary part of the conduction electron and impurity spectral
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Quantity ‘ Dependence

Ge a> (Sa), Pa
Gg Ge, G, Pa
(Sa) G

Pa Ge, Gg

Table 5.1.: Quantities of the self-consistent theory and their dependencies.

Green’s function, i.e. the spectral densities. The real part is calculated via the Kramers-
Kronig relation if needed.

We begin with a discussion about the proper resolution of the spectral densities in-
volved. Both, A% (w) and A§ (w) are defined on the same integration grid, which pos-
sesses several logarithmic cluster points to resolve the features occurring in both functions
(see appendix [E]). The minimal resolution of the logarithmic grid regions is equal in order
to ensure a smooth overlap. The first two regions are placed at the two impurity peaks
in Ag (w) and A (w), which are tracked during the iteration procedure and the inte-
gration grid is adapted if necessary. In order to resolve the Fermi function properly, two
logarithmic cluster points are placed at the two inflection points of the Fermi function
log(2 +1/3)/B. Their maximal resolution is chosen to be 0.04/8. While w changes, each
time a peak in the momentum dependent conduction electron spectral density in the
integral (0.30]) overlaps with the bare density of states, a step in the local conduction
electron spectral density occurs (see figure [5.1). The position of the peaks in v space
are found during the calculation of the conduction electron spectral density (cf. section
(.1.2). Therefore, we can identify the position of the steps in w space by detecting a
change in the number of peaks in v space, which overlap with the bare density of states.
Afterwards, each step is resolved by a logarithmic grid region. Obviously, the step po-
sitions will change during the iteration process and the corresponding grid regions must
be adapted accordingly.

In the Gadolinium case, the modified pseudo-particle spectral densities [l? - and [lg‘ are
used. As discussed in chapter [3], these functions possess two pronounced features at the
position of the respective resonances. Therefore, we calculate the pseudo-particle spectral
densities on a grid which features two logarithmic grid regions for the pseudo-particle
resonances, and two grid regions to resolve the Fermi function similar to the above grid
for the conduction electron and impurity spectral densities. The pseudo-particle peaks
are also tracked during the iteration and the grid is adapted if necessary.

Besides the proper resolution of the spectral densities, the order in which the self-
consistent equations are evaluated is of great importance. For instance, it may be nec-
essary to iterate the conduction band and impurity spectral density for fixed spin and
electrostatic potential value in a sub-loop. In doing so, G¢ is always calculated from the
G of the previous iteration and vice versa. The iteration procedure is sketched in figure
(.8 Moreover, a careful course of action during the iteration procedure is mandatory.
This is achieved by mixing only a small fraction of the new solution to the old one in
each iteration step. It is necessary to apply this relaxation on all four quantities of table
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Figure 5.8.: Sketch of the iteration procedure for the solution of the self-consistent theory.

The numerical accuracy A(An,,) with which the charge neutrality condition is fulfilled
directly affects how well the doping in the system is realized. Moreover, since the accuracy
of charge carrier density and conduction electron spin are comparable, A(An,) =~ Ao,
the former has a huge impact on the magnetic properties of the system and therefore on
the exact position of the Curie temperature. In order to increase the accuracy, one has to
either increase the number of integration grid points or introduce an artificial imaginary
part in the conduction electron and impurity self-energy:

ImYe (w) = ImYep (W) + 17,
ImEdU/fU(w) — ImEdU/fU(w) + C .

This effectively broadens the resonances in the conduction band and impurity spectral
densities. In particular, the spectral weight inside the high temperature gap in the
conduction band spectral density is increased. Therefore, one has to decrease the number
of excess charge carriers per Europium site by a small amount,

Nee = TeeNee -

Here, x.. < 1 and it is chosen such that the Fermi energy lies exactly in the middle of
the gap in the high temperature phase conduction electron spectral density. Thus, we
ensure that the high temperature phase is indeed insulating.

In view of the similarities in the bulk and multilayer theory, a single program which
incorporates all special cases was created. It can be found in [63]. Especially the calcu-
lation of heterogeneous multilayer systems is extremely demanding with respect to com-
putational resources, due to the multiple calculation of the conduction electron spectral
density. Therefore, we implemented parallelizations at multiple points in the calculation.
In most cases the frequency grid in w space was split up among the subprocesses in an
alternating fashion. In the case of two subprocesses for instance, the first one would
calculate all even points and the second one all odd points. By this means, we ensure
that the workload is evenly distributed among the subprocesses. This is necessary since
the number of integration grid points strongly depends on the value of w. As an example,
we consider the calculation of the conduction band spectral density via (5.35]). Here, the

75



5. Theory

number of resonances in A% (v,w) which overlaps with the bare density of states N, (v)
varies with the value of w (cf. figure E.I)). Therefore, the number of integration grid
points in v space strongly depends on the value of w and so does the calculation time.

5.6. Conductivity

After the solution of the self-consistent theory is found, one can calculate the transport
properties solely from the converged solution for the conduction electron Green’s function.
This is the topic of the present section. We begin with a brief review of linear response
theory and proceed to the calculation of the conductivity in the bulk case. Afterwards,
the transport properties in multilayer systems are derived. The section concludes with
details of the numerical calculation of the conductivity in both cases.

The conductivity is defined as the response function of the electric current J¢ =
(Jg, Jg, JS) if one applies an external electric field E = (E,, E,, E.):

Yy Yz
Jf(r,t) = Z/d37"/dtaij(r,r’,t,t’)Ej(r',t’).
J

Here, 04j(r,r’,t,t') are the conductivity tensor components. In the following, we will use
the shorthand notation

Jé(r,t) = /dgr/dtﬁ(r, v t,tE(r,t). (5.121)

For systems which are not explicitly time dependent, the conductivity depends only on
the time difference,
a(r,r’ t,t)=a(r, v/, t —t).

Furthermore, it turns out to be beneficial to use the Fourier transform
Jé(r,t) = /dgr’/dt’ a(r,r',t —t') E(r',t)
——

—_———

[ Leiwt=tg(r 1/ w) [ %eiw't'E(r’,w’)

dw
= / &’ / 2—we“’t5(r, ', w)E(r,w). (5.122)
T

5.6.1. Linear response theory

In the following, we derive a general expression for the conductivity in linear response
theory. In the course of this, we follow [55[61]. We consider a system described by the
Hamiltonian Hy, which is perturbed by an external electric field. In the gauge where the
external potential vanishes, ¢ = 0, the perturbing Hamiltonian reads

H = e/dng(r)At(r),
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5.6. Conductivity

where J is the particle current (J¢ = —eJ) and the subscript ¢ indicates the explicit time
dependence due to the external field E;(r) with vector potential A¢(r). If we switch to
the Heisenberg picture, an additional, implicit time dependence will occur:

H(t) = e/d?’rJ(r,t)At(r). (5.123)

According to [55], the current is given by a paramagnetic and a diamagnetic contribution
e

J(r) = Jo(r) + — (Ao(r) + A(r)) p(r), (5.124)

where
Jo(r) = (W( r)Veh(r) — [Ve! (0)]¢h(r))

and Ag(r) is the vector potential in the system before the perturbation is applied. In
our case, for vanishing magnetic field, we can set Ay(r) to zero. The expectation value
of the current in linear response theory is given by [55/61]

2mi

1

(@)= I - 7 / dt' (3 (r,t), Hjy (¢)])o. (5.125)

By inserting (5.124) into (5.123)), and (5.125]) and restricting ourselves to contributions

linear in A(r), we obtain

(30 = (3o — 1 / dt'([Jo(x, 1), e / d*r T (' ) A (r')])o (5.126)

Using that the paramagnetic current vanishes in the unperturbed system (Jo(r))o = 0,
the first term of equation (5.126]) becomes

J@)o = —(p(r)o  Aulr)
m N——"
fd—“veA (r)

/d3 '/d‘*’ iwt (_© 5(r—r)<p(r)>0)E (r), . (5.127)

t
wm

where we have used that A, (r) = LE,(r). By introducing the current-current correla-
tion function

(e, v, t,¢) = TR (e, v/ t — ') = —iO(t — ') {[Jo(r, 1), Jo(r',t)]))o ,
the second term of equation (5.126) becomes

AW — @@= [are [ @ miexi—t) A

f dfweiw(t—t/)ﬁR(r,r/,W) f %eiw’tAw,(r/)

/d3 ’/ M R(r,r',w)) E,(r). (5.128)

7



5. Theory

Finally, we compare equations (5.127)) and (5.128)) with (5122]) to read off the conduc-
tivity

2 2
€ R ' € /
N (e, ) — =~ )3 (o) (5.129)
From now on, we will restrict ourselves to the dissipative part of the conductivity. There-
fore, we take the real part of (5.129)),

Jij (I’, I'/, w) =

2
€ R
oij(r, 1’ w) = —EImHU(r,r',w). (5.130)
Thus, we have reduced the problem of calculating the conductivity to the calculation of
the current-current correlation function. From now on, we will skip the subscript in the
paramagnetic current, so that the tensor components of the current-current correlation
function read

7 (r,xf ¢, ) = T (r, v/t — ) = —iO(t — ') ([ Ji(x, ), J;(x',t)])o -

5.6.2. Conductivity in the bulk system

In the following section, we will show how to calculate the conductivity (GI30) in the
bulk case. This was done in [25], but will be performed here in greater detail for the sake
of completeness. In this work, we mainly follow [55]. Since the system is translationally
invariant in all directions, the conductivity tensor becomes diagonal and independent of
the direction,

O'Z'j(I', I'I, w) = 5@‘0’([’, I'I, w) .

Moreover, it depends only on the spatial difference:
o(r,r,w)=0c(r -1 ,|w). (5.131)
By using (5.I31)) in equation (5.122]) and Fourier transforming, one obtains

f (d3k: eik(r—r )O'(k w) f (d;r’;; eik/"/Ei(k/,UJ)

3 )
:/ B3k /d_we,(krwt) o(k,w)E;(k,w),

(27‘()3 27 N—_——— —’
Jg (k,w)
and therefore
Ji(k,w) = o(k,w)E;(k,w). (5.132)

We are interested in the response of the system to a spatially homogeneous and time
independent electric field

Pk [ dw .
E;i(r,t) :/W/Qﬂ_e(k ) B (k,w) = const. ,
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5.6. Conductivity

and we obtain

Ei(k,w) x 0(k)d(w).

The same holds for the current and the conductivity in (5.132)). The quantity of interest
is the DC-conductivity defined by

o = lim lim o(k,w). (5.133)

w—0k—0

The resistivity p is then given by the inverse of the conductivity. It reads

p=—. (5.134)
g

Current-current correlation function

Based on (5.133) and (5.I30), we aim to calculate the current-current correlation function
in wavenumber and frequency space for finite temperatures. For this purpose, we begin by
considering the Matsubara current-current correlation function. Since the conductivity
is diagonal and isotropic we will restrict our discussion to the Matsubara current-current
correlation function in z-direction:

My (v, 0,7, 7)) = Uy (v — 1/, 7 — 77)
d3k k / 1 . 1\~
— tk(r—r') _— dwn (T—7") .
= / K e "3 gn e I, (k, iwy,)

- VLN 3 eikur'% S (T (k, ) (5.135)
k n

_ l tk(r—r’) L twp (T—7") .
= ; e 73 ; e I, (K, iwy) - (5.136)

Here, we have performed the transformation from continuous to discrete momentum
vectors to account for the finite system size (cf. section B.I.1). Concomitantly, we have
incorporated the factor % in the definition II,,(k,iw,) in the last step. On the other
hand, if we insert the Fourier transform of the current operators directly, we have

Hmm(r - I'/, T = T/) = _<TTJ$(ra T)J:B(r/a 7—/)>
1 1 . -
J— il il i(kr+k'r’")
- <TTN Z N Z €
k k’
1 (W T+wm T’ . .
: (1B)2 ; eilwnT+ )Jx(k, iwn ) I (K iwm)) .

_ 1 ikr—r) 1 ieom (T—71)
= N - & hIB ; (&

1 . AW ; /
¥ D ettt 78 > ellontem)T (1 (ki) Jo (K i) -
k’ m

Tes (k,iwn)
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In the last step we used that 7 — 7/ € [0, 4] is already time ordered. Since I, (k,iwy,)

can not depend on r’ or 7/ we have k' = —k and w,, = —w,,, and hence
. 1 . .
I, (k,iwy,) = _f)—hﬁ<Tzj(k7 iwn,) Iz (—k, —iwy)) . (5.137)

For better readability, we introduced the factor ¥ = VN.

Current operator

In order to calculate (B.I37), we need the current operator in wavenumber and frequency
space. We start with the continuity equation for the particle density

0
Ve-J(r,t) = —Ep(r,t) , (5.138)

and its Fourier transform 5
iq-J(a,t) = —5pla1).

If we assume that the external electric field is directed in 2-direction, we have J, = J, =0
and hence

1 0
Jx(qat) = —gap(q,t)
1
- _—Z — Ek— q cir( qo—(t)cko—(t)7 (5139)

where the calculation of the commutator in the second step is shown in appendix [A]
Note that hereby the current operator is restricted to discrete momentum values inside
the Brillouin zone and the transformation in (5.130) is justified. After performing the
analytic continuation to imaginary time, the current operator reads

Jm( = ——Z — Ek— q C;r( qo’( )Cko(T)
ka

1 1 (o — . .
= 5 2 (B eiea) gy D¢ T g (wm)ayg (i) . (5.140)
Iz k,o ml
Inserting (£.140) into the Fourier transform yields

J2(q,iw,) = /dTe_i“”TJx(q, T)

1 ke (W —wm —w . .
= hq Z( €k ~ Ek— q hﬁ 2 Z/ dTe( e 7 cif(—qo'(Zwm)cka(Zwl)

/

hB(wy wn —wm)

— _ b Z (ex — €k—q iﬁ Z o (iwp = dwy ) ey (iwy) (5.141)
l

hq. e
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5.6. Conductivity

According to (5.133]), we are interested in the limit g — 0. The energy difference becomes
a derivative and we have

Oexc 1
hm Jo(£q, tiw,) = ~ Z 321; e ; cﬂo(iwl T iwn )y, (1wy) - (5.142)

Diagrammatic evaluation

We proceed by inserting (5.142]) into (5.I37) and taking the limit q — 0,

Z O O Z O (11 —iwn )0y, (iwy )y, of o (1wt ) €y (1wm) -

éli%ﬂm(q,l n (9l<: ap

- Vh5ﬁ3

(5.143)
In order to evaluate the expectation value in (5.143]) we will use Feynman diagrams. The
task at hand is now to connect the two vertices shown in figure[5.9] i.e. to find all possible

k~ iwl - YZUJ,,,., a p, jwm,v (7/

Wy,

P, iwy, + iw,, o’

Figure 5.9.: Vertices for the current-current correlation function

contractions of the expectation value in (5.143)) according to the bulk model Hamiltonian
(#T). Since all interactions preserve spin, momentum and energy, we have 0 = o/, k = p
and w; = wy, +wy. Moreover, the only interaction which can connect the upper and lower
fermion lines in figure [(.9]is the impurity scattering. Therefore, we can write (5.143) in
terms of dressed Green’s functions

lim o (g den) = @ + @ + <> + ... (5.149)

The double lines denotes the full propagator (see equation (5.2))). In the following,
we will neglect the vertex corrections and restrict ourselves to the first contribution in
(5144). We begin with the calculation of the undressed version of this particular diagram.
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Afterwards, we will replace the bare propagators by the full ones.
k,iw; —iw,, o ) ,
b, W, 0
. 0 .
gﬁ_)rno Ha:a: (q7 an) -

k. iw;, o P, iwy, + iwy, o’

| | 1

aek Os ! ) ) ‘
Vh5/83 Z e app chg (iwy — iwn ) ey, (iwr) L (1w + dwp) ey, (Zwm),

Coo? (iwm)clg (iwy—iwn ey, (iwy )c;rm, (fwm +iwn ) (—1)3

1 <a€k ) 2 1 Z 0 . 0 . .
=7 § G ko (1w0m) G oo (W + iwn) |
Vh? 4= \0ky ) N3 4

—
where we have used ¢ (iwl)cim, (iwm) o Ok p oo and

1
cko(%«)l Zwm /dT/dT/e_Z(wnT ) ckJ(T)CLU(T,)
N——

G(c)ko- (T_T,):_ % Zm eiwm (T_T/) nga (ZUJm)

1 . /
= Y Gl [ aretenmenr [ gpteaonr

hﬁ5mn hﬁélm

= —hB6 G, (iwy,) .

By replacing the bare propagators by the full propagators, we obtain

2
1 . . .
> B %: G ko (1wm) G ko (1w, + twy,)

2 proo
> / def(e) Ao (€) [Gcko(a + iwp) + Geko (€ — zwn)] )

(5.145)

The evaluation of the Matsubara sum in the second step is shown in appendix [A.3] After
analytic continuation back to real frequencies we can calculate the imaginary part of the
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5.6. Conductivity

retarded current-current correlation function. This is also shown in[A.3 and yields

. ™ 881( 2
timy it ) = 7 S ( 3,%) [ 42176 = 76— )] Auo©) Auk (e — ).

(5.146)

Finally, we are able to calculate the DC-conductivity according to (BI33)), (5I30) and
(E144):

o = lim lim o(q,w)

q—0w—0
62 : . ImHJ:J: (q, w + ZOJr)
= —— lim lim
h w—0 q—0 w
e derc > . fle) = fle—w)
B _ﬁ %: <6km> /d6 iﬂ% w Acko (€)Acko (e — w)
e2m darc \ df(e) )
- <5‘km> / * <_ BE > Aaa (E))- (5.147)

5.6.3. Parallel and perpendicular conductivity in the multilayer system

In the multilayer system, translational symmetry is broken in the z-direction. There-
fore, we write r = (r|,«) and the spatial integration becomes [d3r = [da [d?r. The
calculation will be analogous to the one for the bulk model, except that we will Fourier
transform only in the parallel direction. The conductivity tensor is still diagonal but
differs for directions parallel and perpendicular to the x — y plane.

oij(r, rw) = dijoi(r, v w),

with
ox(r, 1 w) = oy(r,r',w). (5.148)

Moreover, it depends only on the spatial difference in the = — y plane,
oi(a, 1y, B, r‘/‘,w) =oi(a, B,y — rﬂ,w) . (5.149)

By using (5.149)) in equation (5.122]) and Fourier transforming, one obtains

dw
Ji (e, t) = /dﬂ/d%//fwew oi(e, 8,1y — 1|, w) Ei(B,r),w)
™ ————

f%eik\\(I'H7"|I)gi(a,ﬁ,ku,w)f (ﬁr;;; RS B (3
Pk [ dw i
:/W/%e(k a t)/dﬁai(a,ﬁ,k”,w)Ei(ﬁ’k’w),
J§ (o k) ,w)
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and therefore

Ji (o ky,w) = /dﬁ oi(a, Bk, w)Ei(B, ky,w) . (5.150)

Since the external electric field is assumed to be time independent and spatially homo-
geneous in the x — y plane, we have

By inserting this into (.I50), we see that the quantity of interest is

oi(a, f) = lim lim o;(e, B, k;,w), (5.151)

w—0 kHHO

which is the DC-conductivity between the layers a and 5. We define the parallel con-
ductivity in layer « as

o) = oz, a) = oy(a, ), (5.152)

and the perpendicular conductivity between the layers v and 3 as

ol (a,f) =0, 5). (5.153)

In order to assess the transport properties along the parallel direction, we define the

parallel resistivity as
1

o (a)’

p(a) = (5.154)
In an experiment, the perpendicular transport through a multilayer system would be
probed by applying a voltage U between the outer layers. Moreover, the current density
along the perpendicular direction has to be constant J§ (o) = J¢ [49]. In this case, (5.I50)
becomes

JI o= lim klnigo J2 (o kg, w)

= /dBUJ_(O%B) lim lim EZ(,B,kH,W)

w—0 kHHO

=:E£,(B)
—aY o1(a,BEL(H)
B

where the g integral was replaced by the sum over discrete perpendicular positions. The
factor a = a/2 is the interlayer distance. This is a matrix equation in the layer indices,
which can be solved for the electric field by inverting the conductivity matrix o, (o, f):

Bla) ==Y o7 @ AL
B
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5.6. Conductivity

where O'II(OZ, B) is the «, B element of the inverse of the conductivity matrix. With this,
we can derive the voltage-current relation

U =aY Ea=J(Y (01)a5

af
N —’
=pPL

where we have introduced the perpendicular resistivity

pr=> (01)a4 (5.155)
af

as the quantity which is relevant for experiments. In a multilayer system with a surface
area A, the resistance R would be

and Ohm’s law U, = RI would hold with a current I = J¢ A.

Current-current correlation function

Analogously to the bulk model calculation and based on (5133) and (GI30), we will
proceed by writing down the Matsubara current-current correlation function and Fourier
transforming in the parallel direction.

i (r, v, 7,7") = i (e, B,1) —

1|’ -7

d k lk (r I‘ 1 iwn (T—1'

1 Zk||(1'H 1' twp (T—7")
— E E n a, B,k twn, 5.156

Z r r 1
_ Lot L 5 o B i) (5157)

II k|

Similar to the bulk case, we have performed the transformation to a discrete momentum
sum (cf. section[L.1.2]) and incorporated the factor 7~ into the definition of Il;;(«, 8, k., iwn)
in the last step. On the other hand, if we 1nsert the Fourier transform of the current
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operators directly, we have
H“‘(Oé,ﬂ,r“ - I‘T|7T - TI) = _<T J((X rH? ) (/87 r\/\7TI)>

Z Z kHl‘||+k“l‘”)
NH Ny

k| I

1 (W TH+wm T’ .
(hﬂ)Q Ze( T )Ji(a7kll72wn) (/87 H,’me)>.

_ 1 ikn(rH*Fﬂ)L iwn (T—7")
=¥ Z e "B Zn: e

kj

1

i(k) ki ) 1 i (wWn4+wm )T’ . .
: F“ kZ 5% — % Z gilwntwm) (Ji(o, Ky, iwn) Ji (B, k"‘,zwm» .
Il m

IL;; (Oj,ﬁ,k” 7’“"}")

Again, we have used that 7—7’ € [0, h] is already time ordered in the last step. Moreover,
since II;; (v, B,k , iwy,) can not depend on r| or 7" we have k| = —k; and wp, = —wy,
and hence

1

Vaph

ILi (e, B, Ky, iwy) = — (Tr Ji(o Ky dwn) i (B, =k, —iwy,)) . (5.158)

Here, we have introduced the factor 172 p = Vap N, for notational convenience.

Current operator
In order to calculate the current operators in (5.137)), we begin with the Fourier transform
of the continuity equation (B.I38)) in the parallel direction. In doing so, we introduce the
parallel current J; = (J,, Jy) and obtain

, 10 d

iq - Jy(a, qp, t) + Eﬁ_aJZ(a’ qj,t) = —ap(a,qHJ)

= —% [p(e,qy,t), H] (5.159)

In appendix [A.2] the calculation of the commutator for the multilayer Hamiltonian (Z.6])
is performed. It reads

_1 o _ ]
[o(a, qy), H] = a kZ <€ku B 6kn-ﬁln) U —ajao kjao
1o

E T T
+ a <tackH7quaackHa710 + ta‘i‘lckufquaack“aJrlo
ko

T i
_taCkH—qHa—lo'ck”ozU - taJFlck”—q”oz—l—lack”ozU) ) (5160)
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where we have dropped the time dependence for convenience. Again, the current operator
is restricted to discrete momentum values inside the Brillouin zone and the transformation

in (B.I57) is justified. By comparing (5.159) and (5.I60) we can identify the parallel
contribution to the current as

1 o o
q "]II (a7qllvt) = a kz (EkH - Eku*qH) CJlr{H*qHaa(t)ck”ao(t)'
54

Due to (5.148) and without loss of generality, we restrict ourselves to o, and assume that
the electric field is vanishing in the y direction. Then, we have J, = 0 and hence

1 o o T
Jm(a7 q||7t) = _@ Z (gk” - EkaqH) ckaqHao(t)ck“ao(t) : (5161)

e

A calculation similar to the one performed in (5.140) and (5.147]) leads to
Jo (o, qp, iwy) = /dTe_w"TJgg(a,q”,T)

— 1 for «a 1 T . . .
= k”ZO <6kH - 61(“_01”) e ; Ck”—q”ao(zwl - zwn)ckuaa(zwl) ,

and in the limit q; — 0 we finally get the following expression for the parallel current
component:

. . 1« %% 1 o .
ql”H—I>10 (o, £qy, Liwy,) = — kZ: ok, T Zl: ckHM(zwl - zwn)ck”w(zwl) . (5.162)

(k4

The perpendicular component of the current operator can be obtained in the same
manner by comparing (5.159) and (5I60). We drop the time dependence for a moment
and use the discrete representation of the derivative:

1

0 1
a—an(Oé,qn) =J.(a+ §,qn) - J(a— §,qn)

: f i
T h Dt (Ck\\*quaﬂackuao - Ck\rquckua“")
k|o
: f f
- % to‘ <ckH7qHa00kHa710 - Ckufquaflackuaa> °
k|o

Now we can identify the current operators for positions in between the layers as

1 ‘ t t
Jz(a + 57 q”) = ﬁ Z ta+1 (ck”—q”oz-i-lack”oza - ck”—q”aack”a+10> ?
kHO'
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and
1

i
JZ(Oé - 5’ qH) = E Z ta <C1l;|| —qHaJCkHa—la - CL|| —qHa—lackHaa) :
e
The current operator at the position of a specific layer could be calculated as the average
J(a,qp,t) = 2(J(a+ L,q,t) + J.(a — 1,q;,t)). Nevertheless, it turns out to be
more convenient to proceed with the current at an interstitial position and calculate the
conductivity between interstitial positions. Therefore, we introduce a shorthand notation
for the interlayer positions,
at =a+ L
2

Note that in the end we are interested only in the conductivity between the outer layers.
Taking the limit q; — 0 yields

7
I t4q,t) = ~t (c —d ).
qnlr_l;lo Jz(a ) q”’ ) h a+1 % CkHa—l—lack”aU CkHa’O'Ck”OH-lO'

By going to imaginary times and Fourier transforming similar to (5.140]) and (5.141]), we
finally obtain

ql”H_I)IO JZ((X 7iq||7 j:zwn) - hta+1 kZ; hﬂ ; CkHa+10(2wl + an)ck||ao (Zwl)

(100 F 000) 1, (i) ) - (5.163)

Diagrammatic evaluation for the parallel conductivity

The calculation of the parallel conductivity (5.152) is very similar to the bulk case. We
proceed by inserting (5.162) into (5.I58]) and take the limit q; — 0,

» deg e
lim H C\f, C\f, ’Zw prng — ” H
q—0 ool a iwn) a*Vophs 33 k%; Oks Ops

oo’

. Z(cinaa(iwl - iwn)ckuao(iwl)cgnw, (twm, + iwn)cpuw, (iwm)) -
Im

(5.164)

In order to compute the expectation value, we need to find all possible contractions,
i.e. find all diagrams which connect the two vertices shown in figure [5.101

Similar to the bulk case, we have o = ¢’ and w; = w,,, +w,. However, in the multilayer
case only the parallel momentum is conserved and k; = p; holds. If we express (0.164)
in terms of dressed Green’s functions, we can expand it in orders of impurity scattering
since this is the only interaction which can connect the upper and lower fermion lines:

lim IL,, (o, o, qy, iwy,) = + + /\ + .... (5.165)
e \/
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a, k), iw — iw,, o @, P||, W, 0’

Wy,

. : : /
u,ku,w_}/,()’ Q, P|; Wiy + Wy, &

Figure 5.10.: Vertices for the parallel current-current correlation function

Here, the double lines denotes the full propagator (see equation (5.22])). In the following,
we will neglect the vertex corrections and restrict ourselves to the first contribution in
(BI65). After calculating the undressed version of this particular diagram, we will replace
the bare propagators by the full ones.

a, Ky, iw — iwy, 0 ) ,
, P, W, 0

lim H 2o, 0, qp,iwy) =
q)—0

. . ’
. Q, P, Wiy, + Wy, O
a, k\\,l(.«)[,o' ) P|s Wm ns

(%kH (%pu

a2V2Dh5B3 Z Oky Opy
kp H

oo’
]
[ T i |
NT A (i N , ‘

Z ckHO‘O (Zwl an)ck\\o‘a (Zwl)cpnow’ (Zwm + an)CpHao’ (Zwm)
Im —

1 —

CP” ac! (iwm)cL” Oéo'(iwl _iw")cku aoc (iwl)ch” ao! (iwm'i‘iwn)(_l)?)

(07
ask”

_ 1 : @0 .
- a21}2ph2 kz ( 3kx ) ,8 ZGckHo ck”o(lwm + ZWn),
e

where we have used

1

i (1@1)h, 50 (W) = ~B81iyp 50 Gy (i0n) (5.166)

gf‘ O (iwy) = Gg‘k?a(zwn) for the diagonal elements of

the Green’s function matrix. We insert the full propagators and evaluate the Matsubara

sum (see [A.3) and obtain

and applied the shorthand notation GG
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a, ky, iwn,

ql”ig0 (o, o, qp, twy) = < >

«, kH: Wy, + 1wy,

1 oeg \
_ Z I
a2 VQD hQ akx

kHO'

. /_ T e f (£) A% o (6) [y o + i) + Gl — )]
(5.167)

The imaginary part of the retarded current-current correlation function reads (see [A3)

lim ImHMC (Oé, @, qy, C‘-’) = h Z o :
qH-)O 0/2V2D 2 kHo’ k

el — e~ ) A ) A% e — ). (5168)

Combining equations (B.152]), (5.I30) and (5I68), the resulting parallel conductivity
reads

o(a) = lim lim o(a, a, q),w)

q—0w—0
e2 . ImIl (o, a, q,w+ i0+)
= —— lim lim
w—0 q||—>0 w
2
627'(' 86%\\ af(&)
a2Voph3 kz ( Ok, / c ( e > [AGk, 0 (€)] (5.169)
o
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Diagrammatic evaluation for the perpendicular conductivity

In order to compute the perpendicular conductivity (5.I53]), we plug (5.163) into (B.I58)
and take the limit q; — 0:

. tat1tpsl
hm HZZ( +7/8+7qH7an) - a+
) 7533 Z Z
= Vaph®s kypy im
oo

t . , N . . .
. <CkHa+1a(Z"Jl - an)ck”a(,(lwl CpBH10" (twm + zwn)cpuﬁo, (1w

)

— cLHao(zwl zwn)ck“aHU iwy)c
)
)

( LHﬁJrlo, (twm, + iwn)cpuﬁo, (iwm
_ cLHaJrlo(zwl zwn)ck”ag(iwl CI)HBOJ (twm, + iw”)CpHBJrlo’ (twm,)
(iwn)cy /

+cf (twy — twy,) wy

koo 8o (1w, + twy)c CpBt1o" iWm)) -

(5.170)

ck”a+10

We proceed by calculating the contribution from the first term. The calculation of the
other three terms is analogue as they differ from the first contribution only by interchang-
ing the layer indices. First, we need to find all possible contractions in the expectation
value of the first term. This corresponds to finding all possible Feynman diagrams which
connect the two vertices shown in figure 111

a+ LKy, iw — iwy, o B, p|, i, o’

iWn tas1 (7281 Wy

a, k|, iw;, o B+ 1,p|, iwp, + iw,, 0’

Figure 5.11.: Vertices for the first contribution to the perpendicular current-current cor-
relation function

As in the parallel case, we have o = o', k; = p; and w; = wy, +wy,. Similar to (G165,
we can express (B.I70) in terms of dressed Green’s functions,

lim ., (o™, BT, q,iw,) = + + /\ + ..., (5.171)
q—0 \/

and neglect all terms following the first one. We calculate the bare diagram and insert
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5. Theory

the dressed propagators in the end:

a+ 1,k iw 5 iw,, o
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c
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where we have used (B.I66). We replace the bare propagators by the full ones and
evaluate the Matsubara sum according to appendix [A.3}

lim H1 L« +,ﬁ+,q“,z’wn) =
q”~>0

k), iwy, + iw, .
115+1
==t S [ e
Vaph o /-

a+1 af+1 . a+1 . af+1
(ARG e+ iwn) + GRE (e — i) AT @) )

(5.172)

With this, we obtain for imaginary part of the retarded current-current correlation func-

tion (see [A.3)

—tat1lpt1
lim ImHlR T BT, qpw) = —atl P+l
q—0 (@57 ) Vaph? %;

[ delre) - e - N AL @A e~ ). (.173)

If we combine (5.I53), (5130) and (5.I73), the contribution to the perpendicular con-

92



5.6. Conductivity

ductivity due to the first term in (5.I70]) reads
0}_(044',54') = lim lim Jl(a+,ﬂ+,q”,w)

q||—>0w—>0
e? ImlII,, (at, ﬁ+, q,w +1i0")
= —— lim lim
w—0 qH—>O
C 7T75a+1t5+1 Ba+1 af+1
— YT Z ACk”(7 (E)AckHU (€).
2D

The second, third, and fourth contribution of the current-current correlation functions

n (5.I70) yield

lim sz( +,B+,qllaiwn) =

q—0

s i
ky, i, + iwy ky, iy, + iwy,

Hence, the total perpendicular conductivity reads
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Due to equation (5.21]) the symmetry relation A?lg ‘ ,(&) = Abe (¢) holds, and the total
perpendicular conductivity reduces to

ck”a
2me2t oyt
O'L(a+,ﬁ+) V ;hllgBle Z/ ( )
2

<A?1§‘0(6)A?k+”f o) - A?Jﬁf(a)%‘fﬁf(a)) . (5.174)

5.6.4. Numerical calculation

In this section we will explain the details of the numerical calculation of the bulk con-
ductivity (B.147), the parallel conductivity (5.174]), and the perpendicular conductivity
(5I69). In particular, the evaluation of the various wavenumber summations will be
explained. We will proceed in exactly the same way as it was done in the calculation of
the real space conduction band Green’s functions in section [5.1.1] and
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5. Theory

Bulk conductivity
We begin with the calculation of the bulk conductivity (5.147]),

o= () 3T () e

ko

/

=X

As the wavenumber enters in X only via the dispersion ¢y, the calculation is similar
to the one for the local Green’s function (5.4) in the bulk case. If one performs the
continuum limit and assumes an isotropic dispersion, one obtains

Y [hma der )
X = 2 A 2
e L <6k> S [Aeo (e, )]

o

V 2 3€k 2
= — —_— A
5.2 de k(e) 5% [Aco (€, w)]
N~~~ O
ED vi(e)?
T 27x2N(e)

V2 k()4
- i [ 2 Meales)l
% k(e)4
- [ St

analogously to (58], where k(¢) = k(e)/a is the radius of the spherical Brillouin zone
(5:8)). The volume of the spherical unit cell was set equal to the volume of the realistic
FCC unit cell V = a®/4. With this, we finally obtain for the conductivity

o= #;ahg/dw (—ag—f)) /daljv(—z;l ;[Aca(e,w)]? (5.175)

The numerical evaluation of the € integral is similar to the calculation of the local conduc-
tion band Green’s function in section 5.1.1l Nevertheless, due to the square of the spectral
density in the integrand it is not possible to perform the limit of vanishing imaginary
parts of the self-energy (cf. (5.15)). Therefore a small constant imaginary part 77 = 10719
is added to the self-energy (cf. (5.14))) during the calculation of the conductivity.

Parallel conductivity

In the multilayer case, the calculation will be analogously to the calculation of the local

Green’s function in (5.24). The parallel conductivity (5.169) reads

e Of(w)) 1 oegt, |
10) = s [ (-2 ) X <6;> 142, )

kHO'

=Y
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5.6. Conductivity

By taking the continuum limit and assuming that the dispersion is isotropic in the plane
parallel to the layers, similar to (5.26]) one obtains

Y:V?—D/kmdkk oei ZZW (eh,e2,..w)2.
27 J, Ok ) Laer koS

Without loss of generality, we choose v = e}g as an integration variable. According to

E.30),
deg _ Diov

ok~ Dlok °

holds and hence
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T 2aNi (v)

2 ay 2 v 2
- (%) / d”fkva%)u) 2 HGE @S W)l

Using the dimensionless wavenumber k = ka, and identifying the volume of the circular
unit cell with the volume of the unit cell in a (100) monolayer of Europium monoxide
(FCC), Vap = a®/2, one obtains

Vap (D 2/ k(v)? 1 2 2
Y = — _ d Aa e ‘
The parallel conductivity in layer o now reads

o(a) = %2722713 (%;)2/61@) (-%9) /dyﬁl(ll”(f) SAL (E W), 2 w), ... ;W)

lea

Perpendicular conductivity

Due to the absence of a dispersion in the formula for the perpendicular conductivity

EI174),
2met o1t Of (w)
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5. Theory

the calculation can be done in direct analogy to the calculation of the local Green’s
function in [F.I.2l Again, we assume isotropic dispersions, use Vap = a?/2 and choose
v =} as a integration variable. Similar to (5.32) one obtains

4retotitpi Of (w)
O (‘ Do >

: / N} () Y (A28 () AGH YT (v, 0) — A (1,0) A () )

ez

(5.177)

Here, we used the following shorthand notation for the v dependence of the spectral

densities:
AW (v,w) = A2 (' (v), % (v),. .. w).

See section for further details.

The numerical calculation of the v integrals in (B.I70) and (B.I77) is performed anal-
ogously to the calculation of the parallel and perpendicular conduction electron Green’s
function in the multilayer case (cf. section [5.1.2]). Similar to the numerical evaluation
of the bulk conductivity, the introduction of a small constant imaginary part in the
self-energy is mandatory due to the square of the spectral density in the integrand.
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6. Bulk systems of electron doped
Europium monoxide

In this chapter, we present our results for bulk systems of electron doped Europium
monoxide. We begin with a discussion of the ferromagnetic semiconductor-metal tran-
sition in bulk Eu;_,Gd,O as well as in EuO;_, with nearest neighbor interaction. In
the course of this, we inspect the differences between the two types of electron doping
in detail. Afterwards, we investigate the influence of long range RKKY coupling on the
bulk Eu;_;Gd,O model (cf. section B.3.3]). Here, we fix the coupling parameter J.; for
the long range RKKY coupling in multilayer systems of Eu;_,Gd,O.

6.1. Bulk Eu;_,Gd,O

In the following, we discuss the results of the self-consistent theory for bulk Eu;_,Gd,O
systems with nearest neighbor interaction as it was presented in chapters 4 and Bl In
accordance with [18], we choose the model parameters as Dy = 8¢V, Ay = 1.0Dy,
E; = 0.0Dg, I' = 0.05Dy, J.; = 0.05Dg, which puts the bare impurity level and the
lower edge of the bare conduction band to the same energy. Moreover, we set the direct
ferromagnetic coupling to Jyp = 7 x 107°Dy in order to obtain a Curie temperature of
Teo = 68.3K + 0.01K in the case of vanishing doping concentration (cf. section (.3.1]).

The theory correctly predicts the simultaneous second order phase transition between
a half metallic and ferromagnetic phase at low temperatures and a semiconducting and
paramagnetic phase at high temperatures. Figure shows the total magnetization
M = (S) + (o) (cf. section B.3.1]) as well as the bulk resistivity p = 1/o (cf. equation
[5.147)) against the temperature for various doping concentrations.

Numerically, the Curie temperature is defined as the maximal temperature with a total
magnetization M greater than 0.005up. The accuracy of the Curie temperature is de-
termined by the minimal temperature step across the phase boundary. If not otherwise
stated, this accuracy is set to 0.1 K in all remaining chapters. Apart from numerical
errors, we were able to reproduce the results of Arnold and Kroha [I8] who investigated
the model for doping concentrations from n; = 0.003 to n; = 0.018. The numerical noise
on top of the resistivity curves is a result of the strong dependence of the conductivity on
the amount of spectral weight around the Fermi edge. If the conduction band spectral
density is very small in the Fermi region, as it is the case in the high temperature phase,
the numerical error of the integral in the charge neutrality condition (5.I03]) strongly
increases the inaccuracy in the determination of pg (cf. section [5.4]). This could result in
a slightly misplaced position of the chemical potential inside the high temperature gap
of the conduction band spectral density (see figure [6.2]). Since the resistivity is strongly
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Figure 6.1.: Simultaneous ferromagnetic semiconductor-metal transition in bulk
Eu;_;Gd,O as seen in the total magnetization M = (S) + (o) (top) and
the bulk resistivity p = 1/0 (bottom) against the temperature for various
doping concentrations.
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Figure 6.2.: Conduction electron and impurity spectral densities for various temperatures

across the phase transition in bulk Eu;_,Gd,O. The doping concentration
is x =n; = 0.01
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Figure 6.3.: Curie temperature T (left) and dopant activation n./n; at T = 5K (right)
plotted against the doping concentration n; for different impurity level ener-
gies Ey in bulk Eu;_,Gd,O. The experimental data is taken from Mairoser
et. al. [I5].

influenced by the overlap of the derivative of the Fermi function (—%&”) with the spec-

tral density, such a misplacement has in turn a huge impact on the value of the resistivity.
Above the Curie temperature, all resistivity curves exhibit a slight decrease of the re-
sistivity with the temperature. This behavior is related to the broadening of the Fermi
function with increasing temperature. Once the Curie temperature is reached, the high
temperature spectral function will not change significantly with increasing temperature
anymore. In contrast, the Fermi region kgT will grow and intersect more and more with
the slopes on both side of the gap.

The simultaneity of the phase transition can be understood by investigating the change
in the impurity and conduction band spectral densities, A4, (w) and Ay (w), across the
phase transition in figure Above the Curie temperature T¢, the spectral densities are
spin degenerate. Moreover, there is an interaction induced level repulsion between the
impurity level and the conduction band, which leads to the opening of a gap between a
broad band stemming from the bare density of states and an impurity induced side band
below the Fermi energy. Due to the absence of spectral weight at the Fermi edge, this
gap is responsible for the large resistivity in the high temperature phase. As the temper-
ature is lowered, the ordering of the magnetic moments sets in. Concomitantly, the spin
degeneracy is lifted and the gap is closed, leaving the system in a half metallic state. This
is the reason for the simultaneity of the phase transition. As the doping concentration
increased, the impurity induced side band gets broader, which effectively reduces the gap
width. Therefore the resistivity in the high temperature phase is decreased with increas-
ing doping concentration. This is in agreement with experiments [15,16] (cf. figures [2.4]
and [2.7]).

In order to gain more insight into the mechanisms responsible for the doping induced T¢
enhancement, we investigate various values of the impurity level E;. Figure[6.3]shows the
Curie temperature and the dopant activation n./n; against the doping concentration n;

100



6.1. Bulk Euj_,Gd,O

60 ‘ ‘
— 1n=0001
| Aar(w) — n=0002| |
n=0.003
40 | R— Ili: 001 ]
— n=002
| n=0.05 | |
— n= 0.1
n=0.18
20 i
=0 0 0.05 0.1
(w— )/ Do

Figure 6.4.: Majority impurity spectral density at T'= 5K for various doping concentra-
tions n; in bulk Eu;_,Gd,O.

for various impurity level energies E;. Here, n. is the occupation of the conduction band
(cf. section B.4]). The increase of the Curie temperature with the doping concentration
is in qualitative agreement with experiments [I5l16]. As shown by Mairoser et. al. [15],
this behavior is associated with the population of the conduction band. Moreover, these
authors found that the saturation of the Curie temperature for high doping concentrations
is a result of the lack of conduction electrons in this regime. It is reasonable to assume
that these electrons are bound in the localized impurity states. Indeed, our results
support this hypothesis. The experimental data in figure exhibits a reduced dopant
activation for low as well as high doping concentrations. For the former, the effect can not
be explained by our theory and the responsible mechanism remains unknown. However,
the decrease of the dopant activation for high concentrations is qualitatively predicted
by our theory.

According to the charge carrier constraint (5.103]), the population of the impurity
leads to a depopulation of the conduction band. Figure shows the majority impurity
spectral density Agy(w) at T = 5K for various doping concentrations. At low doping
concentration, the impurity is effectively unoccupied. As the doping concentration is in-
creased, the impurity peak gets shifted across the Fermi energy and the impurity becomes
more and more populated. Concomitant with this, the conduction band is depopulated.
Obviously, this process occurs at even lower concentrations as the impurity level is re-
duced (see figure [6.3]). This explains the reduction of the Curie temperature with the
impurity level energy F,.

Besides the population of the conduction band, there is an additional mechanism con-
nected to the magnetic nature of the impurities, which drives the phase transition. From
figure [6.2], one can deduce that there is a strong influence of the impurity spectral den-
sity onto the conduction electron spectral density and vice versa. Due to the magnetic
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6. Bulk systems of electron doped Europium monoxide

nature of the impurity, there is a tendency towards the formation of a Kondo resonance
in Agy(w) at the Fermi energy, even for temperatures well above the Kondo temperature.
As the temperature is lowered, the majority impurity spectral density Ag(w) crosses the
Fermi edge. Here, a resonance at w = u appears which is associated with the Kondo
resonance. We conjecture that, due to the hybridization, this mechanism is responsible
for the closing of the gap in the conduction electron density of states at elevated temper-
atures and therefore causes the increased transition temperature. This matter is further
investigated in the subsequent section on Oxygen deficient EuO.

6.2. Bulk EuO,_,

As mentioned before, Oxygen vacancies enter our theory as Anderson impurities with
weak on-site Coulomb repulsion (cf. section 5.2.2)). However, due to the lack of consistent
experimental data for this material (cf. chapter 2), it is not possible to determine the
impurity parameters on this foundation. Therefore, we investigate the model for EuO;_,
for various values of the impurity level E; and the on-site Coulomb repulsion U. The
hybridization is held constant at the same value as in the Gadolinium case, I' = 0.05D.
Since the perturbation theory in U is valid as long as U < T holds (cf. section (522,
the parameter range for U is restricted by this upper boundary.

Figure shows the conduction band and impurity spectral density for various tem-
peratures across the phase transition. Similar to the Gadolinium case, the closing of the
gap triggers the phase transition. However, there is no Kondo resonance at the Fermi
edge in the impurity spectral density. Due to the weak on-site Coulomb repulsion, the
two excess electrons are believed to occupy a non-magnetic singlet state at the position
of the Oxygen vacancies. Therefore there will be no low lying spin fluctuations which
could result in the formation of a Kondo resonance. With this, the tendency for closing
the gap should be weaker than in the Gadolinium case. As the on-site Coulomb repulsion
U is increased, the formation of a singlet becomes less likely and even impossible in the
limit of U — oo , which corresponds to the Gadolinium theory. Following this line of
thought, the increase of U should result in an enhancement of the Curie temperature.
Indeed, we observe an increase in T¢ with the Coulomb repulsion U (see figure [6.6]).

On the other hand, the Curie temperature is reduced by lowering the impurity level
energy Fg, which effectively reduces the conduction band occupation similarly to the
Gadolinium case. It is reasonable to assume that one could completely suppress the
doping induced T enhancement in the U = 0 case, if the impurity level was sufficiently
far below the Fermi energy and therefore all electrons were bound in localized states [17].

Figure 6.7 compares the dopant activation for the Oxygen and the Gadolinium case. It
is remarkable that despite the fact that the dopant activation is nearly twice as large in
the Oxygen case as in the Gadolinium case, the T enhancement is relatively weak. This
demonstrates how important the spin fluctuations and the associated Kondo resonance
are for the enhancement of the Curie temperature in electron doped EuO.
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Figure 6.5.: Conduction electron and impurity spectral densities for various temper-
atures across the phase transition in bulk EuO;_, with U = 0.002D,
Ed=-0.01Dp and x = n; = 0.01. The Curie temperature is T = 75.6K.
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Figure 6.6.: Curie temperature T of a bulk EuO;_, system with £ = n; = 0.01 in de-
pendence of the impurity on-site Coulomb repulsion U and the bare impurity
level Eg.
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Figure 6.7.: Dopant activation n./n; for bulk EuO;_, with U = 0.000Dy, E4 = 0.0Do
as well as for bulk Eu;_,Gd,O.

6.3. Bulk Eu; ,Gd,O with long range RKKY coupling

In this section, we discuss the results of the theory for bulk Eu;_,Gd,O with the long
range RKKY interaction of section [.3.3] We use the same parameters as in the nearest
neighbor case of section [6.I] except for the coupling J.r. The latter is chosen such that
the Curie temperature in the long range case Tg‘KKY is comparable to the one in the
nearest neighbor case TCNN. The left hand side of figure shows the ratio TgKKY / TCNN
against the doping concentration for different values of J.r. We set J.; = 0.0405Dq in
all remaining long range RKKY calculations, both for bulk and multilayer systems of
electrons doped Europium monoxide.
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Figure 6.8.: Curie temperature ratio Tg‘KKY / TgN plotted against the doping concentra-

tion n; for different values of the coupling J.; (left) and total magnetization
M = (S) + (o) against the temperature for various doping concentrations in
bulk Eu;_,Gd,O with long range RKKY coupling (right).

Since the coupling J.s is reduced, the conduction band occupation has an even greater
impact on the indirect interaction between the 4f moments in the long range case than
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6.4. Conclusion

in the nearest neighbor case. Therefore it is plausible that the magnetization remains
high for elevated temperatures and falls off more abruptly than in the nearest neighbor
case, as it can be seen on the right hand side of figure This also explains the relative
increase in the Curie temperatures Tg‘KKY for low doping concentrations.

In the case of free electrons at zero temperature, the RKKY coupling is proportional
to [cos(kpR) — kpRsin(kpR)]/(krR)*, where kr is the Fermi momentum and R is the
distance between the magnetic moments [60]. In particular, the coupling falls off with
the third power in kpR. We expect a similar behavior in the interacting case at finite
temperatures. The top of figure shows the RKKY coupling JREEY(R) (cf. equation
(598)) for different temperatures in the case of n; = 0.04. As expected, the magnitude of
the oscillations in JREEY(R) is reduced together with the population of the conduction
band for elevated temperatures, while the oscillation wavelength remains constant.

In all calculations, the cutoff Rpax has to be chosen sufficiently large, such that J;r and
therefore Tg‘KKY does not change significantly. For this purpose, we show the normalized
integrated coupling

7RKKY _ J‘E‘KKY(R)

Jip o (R) = m )
at T = 20K, for various doping concentrations at the bottom of figure Here,
JECKKY(R) is the integrated coupling up to the maximal distance R as it is given in
(E99). Together with the doping concentration, the Fermi momentum is increased.
Thus, the range of the interaction should be reduced, which is supported by our findings.
For the above calculations, the cutoff distance was set to Ryax = 20a. In the multilayer
calculations, the choice of Ry.x has a huge influence on the calculation time, since the
number of non-local Green’s functions grows with the third power of R,.x. In order to
keep the these calculations feasible, we set

5a¢ ifn; >=0.01
Rmax = )
10a if n; < 0.01

in all multilayer calculations. In doing so, we accept errors in J, f}KKY up to a few percent

(see figure [6.9).

6.4. Conclusion

We have shown that the simultaneous phase transition in electron doped Europium
monoxide is qualitatively well described by our theory. Moreover, we identified two
mechanisms which are responsible for the increase of the Curie temperature with the
doping concentration. On the one hand, we could support the findings of Mairoser et.
al. that the population of the conduction band is strongly related to the increase in the
transition temperature. In particular, we found that the saturation effect at high doping
concentrations can be attributed to increasingly occupied impurity states. On the other
hand, we demonstrated that the low lying spin fluctuation on magnetic impurities and
the corresponding transfer of spectral weight towards the Fermi edge has an even greater
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6. Bulk systems of electron doped Europium monoxide
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Figure 6.9.: Long range RKKY coupling JREY(R) for 2 = n; = 0.04 and various tem-
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grated coupling ngKY(R) at T' = 20K for different doping concentrations

n; (bottom).
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6.4. Conclusion

impact on the doping induced T enhancement. This provides a possible explanation for
the absence of doping induced Ty enhancement in oxygen deficient Europium monoxide,
as it reported by several authors [6HI1]. With the prospect of describing multilayer sys-
tems beyond the nearest neighbor approximation, we investigated the theory including
long range RKKY interaction and fixed the free parameter J.r such that the results are
compatible to the nearest neighbor case.
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7. Thin films of Gadolinium doped
Europium monoxide

In this chapter, we investigate the influence of finite size effects onto the phase transition
in thin films of Eu;_,Gd,O. To ensure comparability, we make use of the same model
parameters as in the bulk case. However, the film thickness, which is determined by the
number of layers IV, and the doping concentration n; remain as variable parameters. In
a systematic investigation, we explore this two dimensional parameter space around a
central point at N = 9 and n; = 0.01. Throughout this chapter, we consider mirror
symmetric systems of N = 2N — 1 monolayers (cf. appendix [(). In contrast to the
nomenclature in the appendix, we use a as the layer index with o = 0 denoting the
symmetry plane.

In addition, we investigate thin films of a simple metal for comparison. For this
purpose, we restrict ourselves to the conduction band parts of the Hamiltonian (4.8)
and (L9), which substantially simplifies the theory of chapter [ due to the absence of
impurity and 4f moment contributions. The filling of the metal conduction band is then
determined by the parameter n.. (cf. section [£.4)).

The chapter is divided into two parts. In the first section, we work out the mechanisms
which influence the simultaneous phase transition in thin films by means of the multilayer
theory with nearest neighbor interaction. Afterwards, in the second part, we compare
the results to the ones for the theory with long range RKKY coupling.

7.1. Nearest neighbor case

In the following we discuss the solution of the multilayer theory with nearest neighbor
magnetic interaction applied to the case of isolated thin films of Eu;_,Gd,O. We expose
the most characteristic features by analyzing the prototype system with N = 9 and
n; = 0.01. Afterwards, we investigate the influence of varying film thicknesses and
doping concentrations.

The most important difference to the bulk system is the variation of charge carrier den-
sity along the perpendicular direction Ang. It is depicted in figure [Tl for the prototype
system for various temperatures across the phase transition. There is an electron deple-
tion at the surface and the onset of Friedel oscillations towards the inner layers. This can
be seen by comparison with the results for a thicker metal film, which are depicted in the
inset of figure [[Jl The magnitude of these oscillations decreases with the temperature
since the electrons depopulate the conduction band in favor of the impurity states with
increasing temperature (see bottom left of figure [6.2]). This is in contrast to the behavior
in the metal film, where the charge carrier density does not change significantly with
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7. Thin films of Gadolinium doped Europium monoxide

the temperature due to the absence of impurities (not shown). The wavelength of these
oscillations decreases with rising doping concentration, since the Fermi wavenumber is
increased together with the conduction band occupation (cf. figure 8]). Due to the small
doping concentrations n;, the contribution of the impurity occupation number n§ to the
charge carrier density An, = ng +n;ng — nc. is small. Hence, the behavior of the latter
is mainly governed by the conduction band occupation number ng'. By comparing figures
[Tl and [.2] we see that electron depletion and accumulation in An, is indeed related
to conduction band occupation reduction and increase, respectively. Concomitantly, the
impurity occupation is enhanced if the conduction band occupation is lowered.

The impact of charge carrier density variations onto the spectral densities can be ob-
served in figure [.3] where we depict the conduction electron spectral density at different
perpendicular positions in the low temperature phase 7' = 20K. Due to the finite system
size, the curves acquire a step-like structure (cf. section [.1.2]). The varying occupation
of majority conduction band states in the different layers is mainly responsible for charge
carrier density variations. In other respects, the behavior is quite similar to the bulk
case including the impurity induced side band and the appearance of a gap in the high
temperature phase (cf. figure [6.2]).

This can be seen in figure [[4] where we depict the conduction band spectral density
in the high temperature phase.

We now inspect the ferromagnetic phase transition. To gain insight into the spatial
distribution of the magnetic moments across the perpendicular direction, we depict the
total magnetization in layer «, which is given by M, = (S,) + (04), for various tem-
peratures in the left hand side of figure For the definition of the Curie temperature
Tc we use the average magnetization M = % 2521 M,,. Similar to the bulk case, T¢ is
defined as the maximal temperature with M > 0.005u 5. In comparison to the bulk value
of Te = 94.8K, the thin film exhibits a substantially decreased transition temperature of
83K in the thin film system of 9 layers (n; = 0.01). The reason for this is twofold. First of
all, the missing coupling partners at the surface lead to a reduction of the magnetization
in the outmost layers. This is similar to the effect in an isolated film of a Heisenberg
lattice (cf. figure [B.0]). In addition, the depletion of surface conduction band electrons
leads to a reduction of the indirect coupling between 4 f moments, both inside the surface
layer as well as in between different layers near the surface.

The semiconductor-metal transition also occurs in the thin film system, as on can
see in figure Here, we depict the parallel resistivity p;(c) (.I54]) for various layer
indices a as well as the perpendicular resistivity p, (G.I53). For low temperatures, the
parallel resistivity is increased at the surface due to the depletion of electrons in the
outer layers. For the same reason, the high temperature gap is shifted more and more
while going from the center to the surface (see figure [7.4)). This leads to a decrease of the
parallel resistivity with increasing layer index for high temperatures. The perpendicular
resistivity is sensitive to the strongest resistivity contribution along the perpendicular
direction. This means that whenever there is a gap in the spectral density along the
layers, the overall perpendicular resistivity is high and the system is semiconducting
with respect to the perpendicular direction. As a result, the perpendicular resistivity
roughly follows the maximal values of the parallel resistivities in the different layers.
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7.1. Nearest neighbor case
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Figure 7.1.: Charge carrier density against the layer index for various temperatures in

an isolated mirror symmetric film of Eu;_,Gd,O with N =9 (N = 5) and
n; = 0.01. The insets show the charge carrier density for a metal system

with N =29 (N = 15) and n. = 0.01 at T = 20K.
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Figure 7.2.: Conduction band occupation number n? (left) and impurity occupation num-
ber n§ (right) against the layer index for various temperatures in an isolated

mirror symmetric film of Eu;_,Gd,;O with N =9 (N = 5) and n; = 0.01.

111



7. Thin films of Gadolinium doped Europium monoxide
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Figure 7.3.: Majority (solid lines) and minority (dashed lines) conduction band spectral
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Figure 7.4.: Spin degenerate conduction band spectral density for different layers at T' =
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n; = 0.01.
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Figure 7.7.: Influence of the doping concentration n; on the phase transition in an isolated
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mirror symmetric film of Euy_,Gd,O with N = 15 (N = 9) as seen in the
average magnetization M (top left), the parallel resistivity p (o) = 1/0y ()
at @ = 0 (bottom left) and the perpendicular resistivity p, (bottom right)
against the temperature for various doping concentrations n;. The Curie
temperature T¢ against the doping concentration n; is shown in the top
right figure. For comparison, we show the corresponding curves for the bulk
and long range RKKY system.
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Figure 7.8.: Spin degenerate conduction band spectral density A% (w) in the middle layer
a = 0 of an Eu;_,Gd,O film with N = 9 for various doping concentrations
n;. The temperatures T'(n;) = Te(n;) + 0.1K are taken slightly above the
Curie temperatures, which are given by T¢(0.001) = 69.7K, T¢(0.002) =
77.1K, Tc(0.01) = 83.0K, T (0.02) = 92.3K, T(0.03) = 99.9K, T-(0.04) =
105.6K, T¢(0.05) = 111.9K and T¢(0.1) = 141.9K.

To investigate the influence of the doping concentration on the phase transition, we
keep the film thickness constant to N = 9 and examine the results for various doping
concentrations in figure [[.71 Similar to the bulk case, the Curie temperature increases
with the doping concentration. On the other hand, there is an overall reduction in T¢
around 10%, which can be attributed to the finite size effects. Concomitant with the
ferromagnetic phase transition, there is a semiconductor metal transition in the parallel
resistivity as well as the perpendicular resistivity. However, by increasing the doping
concentration, the resistivity step at the Curie temperature gets weaker and weaker
until, at n; = 0.1, there is no semiconductor-metal transition at all. The reason for this
can be seen in figure [[.8 Since the overall scale of the charge carrier density variations
along the perpendicular direction is increased together with the doping concentration,
the gap in the conduction band spectral density of the middle layer is shifted downwards
more and more while the doping concentration rises. At n; = 0.1, this shift is so strong
that the gap is below the Fermi edge and the system is conducting even in the high
temperature phase.

To further examine the finite size effects, we hold the doping concentration constant
to n; = 0.01 and inspect the results for different film thicknesses N in figure [[O We
already saw a T reduction of around 10% due to the presence of the surface in films
with N = 9. From experiments [19,21] 23|24, 29] we know that the impact of the
surface should get stronger the thinner the film is. Indeed, we observe a decrease of the
transition temperature with the film thickness up to T¢ = 69.9K for a film with N = 3.
However, these results are not directly comparable to the experimental data since the
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Figure 7.9.: Influence of the film thickness N on the Curie temperature in an isolated
mirror symmetric film of Eu;_,Gd,O with n; = 0.01 as seen in the average
magnetization M against the temperature for various film thicknesses N
(left) as well as the Curie temperature T against the film thickness (right).
For comparison, we show the corresponding curve for the long range RKKY
case in the right figure.

measurements were either performed for stoichiometric EuO [19L21]24.29] or a highly
influential substrate was used [23].

7.2. Long range RKKY coupling case

In the bulk case, the effect of including long range RKKY interactions were small, since
we chose J.y such that the Curie temperatures were approximately equal in the nearest
neighbor and in the long range RKKY case. However, in the multilayer case we expect a
greater impact on the ferromagnetic phase transition. As we have seen in section [6.3] the
range of the RKKY coupling of the size of a few lattice constants, which should make the
physical behavior more sensitive to finite size effects than in the nearest neighbor case.
We conduct the same systematic analysis as in the nearest neighbor case and change the
variables N and n; around the prototype system with N = 9 and n; = 0.01. The increase
of T with the doping concentration is shown on the right hand side of figure [[L9 The
effect of missing coupling partners and electron depletion at the surface leads to a more
pronounced T¢ reduction in the RKKY case, due to the longer range of the interaction
(cf. figure B.5]). The general behavior is similar to the nearest neighbor case except for
sharper magnetization curves as they were also observed in the bulk long range RKKY
case (not shown).

The position dependence of the RKKY coupling in a multilayer system can be seen
in figures [C.10] and [Z.T]], where we depict the parallel coupling (5.I00]) and the perpen-
dicular coupling (5102) in an Eu;_,Gd,O film with N = 9 and n; = 0.01. There is a
reduction in the overall strength of the coupling at the surface, which is connected to
the electron depletion at the surface and the increase of the conduction band occupation
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Figure 7.10.: Parallel RKKY coupling in the different layers of a system an N = 9
Eu;_,Gd, O film with n; = 0.01 at T" = 20K. The circles indicate the
positions of the nearest neighbors in an (100) monolayer of an FCC lattice.

towards the inner layers. The charge carrier density shows a similar behavior as in the
nearest neighbor case (not shown). In the region between 2 and 4 lattice constants, the
perpendicular coupling becomes anti-ferromagnetic. However, since the intralayer cou-
pling and the coupling between neighboring layers is ferromagnetic, the overall behavior
remains ferromagnetic and the total magnetization M, shows the same behavior as in
the nearest neighbor case (see figure [7.5)).

7.3. Conclusion

We have shown that the Curie temperature for the simultaneous ferromagnetic semicon-
ductor to metal transition in Eu;_,Gd,O is reduced by finite size effects in thin films.
This effect is even more pronounced in the more realistic case of including long range
RKKY interaction in the theory. In all cases, the charge carrier density shows an electron
depletion at the surface and Friedel oscillations inside the system. Towards the surface
layers, the mean field magnetization decreases due to the absence of magnetic moments
in the vacuum and the reduced conduction band occupation at the surface. On the other
hand, all the general characteristics of the phase transition, like the doping induced T¢
enhancement and the simultaneity with respect to the semiconductor-metal transition,
are preserved. However, in the case of N = 9 and n; = 0.1, the surface induced charge
carrier variation is so strong, that the system becomes metallic even in the high tempera-
ture phase due to the shift of the gap. The band bending effects in a heterostructure are
expected to have a comparable or even stronger impact on the charge carrier density and
therefore on the fragile occurrence of a semiconducting high temperature phase. This
matter is further investigated in the subsequent chapter.
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8. Metal-Eu;_,Gd, O-metal
heterostructures

In a metal-metal interface, band bending effects can lead to diffusion of charge carriers
from one material to the other and the formation of a space charge region [64]. In
the simplest approximation, the direction of the charge flow is determined by the work
functions of the two materials. The electrons gain energy by diffusing from the material
with smaller work function to the other one (cf. figure £.7). We expect similar effects
to occur in an interface of electron doped EuO and an ordinary metal. Moreover, the
electron accumulation or depletion near the surface should have a large effect on the
transition temperature, since we saw that the conduction band occupation is responsible
for the enhancement of the Curie temperature (cf. figures and [7)). Although the
theory neglects effects like surface reconstruction, we expect it to describe the qualitative
features, especially with respect to the phase transition.

In this chapter, we consider mirror symmetric three component heterostructures con-
sisting of an Eu;_,Gd,O film with a metal film on top and below. For the Eu;_,Gd,O
film, we use the same parameters as in the bulk case of chapter [0l and the case of isolated
films of chapter [l However, as variable parameters, we use the doping concentration n;
and the number of Eu;_,Gd,O layers, which we again denote by N. As mentioned be-
fore, we model a metal by omitting the impurity and magnetic parts of the theory, which
leaves us with a non-interacting conduction band. The filling of the latter is denoted by
n., and the number of metal layers by M. In the metal layers, we use the same value
for the half band width as in the Eu;_,Gd,O layers. As a result, the interlayer hopping
to does not depend on the layer index (cf. chapter M]). In order to apply the multilayer
theory of chapter Bl to such a heterostructure, one has to consider a mirror symmetric two
component system. The self-energy in the first NV layers is characterized by the contri-
butions from the impurity (5.50), the 4f moments (5.90) and the electrostatic potential
(BEII5). In the following M layers, only the electrostatic contribution (B.I15]) remains.
Since the self-energy is purely real in the metal layers, we expect extremely narrow peaks
in the momentum dependent conduction electron Green’s function (5.I9). Therefore,
the usage of several logarithmically dense regions in the integration grid as well as an
extremely accurate localization of the poles in (5.19)) is imperative (cf. section E.1.2)).

The remaining parameter for the heterostructures is the work function difference
AW = Wguo — Whetal- As it was explained in section [.4.2] one needs to solve the
theory for the isolated subsystems first, in order to match the energy scales and obtain
the input parameters for the heterostructure theory which correspond to the correct value
of AW. Thus, we need to solve the theory for the isolated Eu;_,Gd,O film with thick-
ness N and the doping concentration n; as well as the isolated metal film with thickness
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8. Metal-Eu;_, Gd, O-metal heterostructures

M and band filling n,,, both for the temperature at hand. This procedure is automated
by a set of programs, which store the energy shifts pg for the isolated systems in a
database [65]. Whenever a heterostructure calculation is started within this framework,
the database is checked for the corresponding values of the isolated constituent systems.
If the results for one of the subsystems are not present, the corresponding calculation is
initiated. Afterwards, the heterostructure calculation is resumed automatically with the
correct input parameters.

In the first section of this chapter, we perform a thorough investigation on the influence
of the various material parameters on the phase transition in the Eu;_,Gd,O film. For
this purpose, we use the nearest neighbor approximation in the magnetic coupling. In
the second part, we include long range RKKY interactions and compare the results to
the nearest neighbor case.

8.1. Nearest neighbor case

In order to assess the variety of phenomena which can occur in such heterostructures,
we conduct a systematic analysis in the parameters N, M, n;, n,, and AW. Due to the
increased demands of the heterostructure calculation concerning computer resources, we
start with a certain point in parameter space and investigate the behavior along the five
different parameter axes separately. As the central point, which we call the prototype
system, we choose N =9, M =9, n; = 0.01, n,, = 0.01 and AW = 0.125Dy = 1eV.

8.1.1. Influence of the metal band filling

The investigation of different metal band fillings n,,, provides us with an overview of the
most important mechanisms in a metal-Eu;_,Gd;O-metal heterostructure. As one can
see in the top of figure Bl the electron depletion at the vacuum-metal interface strongly
depends on the metal band filling, and so does the Friedel oscillation wavelength.

In the case of n,, = 1.0, the nodes of the oscillations coincide with the layer position,
so that no oscillation can be observed. Moreover, there is an accumulation of charge
carriers in the outmost layers of the Eu;_,Gd,O film and a depletion in the inner metal
layers. This is the result of the positive work function difference AW = 0.125Dy = 1€V,
which leads to an upwards band bending in the inner metal layers and a downwards band
bending at the surfaces of the Europium monoxide film.

In order to minimize their energy, electrons pass over from the metal to the Eu;_, Gd,O.
This process is more effective the more electrons are available in the metal. Therefore
the charge carrier accumulation increases with the metal band filling n,,. On the other
hand, the decrease in An,, towards the inner layers is more abrupt for high metal band
fillings than for low ones. It turns out that this behavior is not advantageous for the
Tc enhancement. The magnetization M, follows the behavior of the conduction band
occupation n¢ for most of the layer indices, which can be observed in figure At the
outmost Eu;_,Gd,O layer, the magnetization is reduced due to the missing coupling
partners. However, as a result of the conduction electron accumulation, the reduction
is not as pronounced as in the isolated case. As the metal band filling decreases, the
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Figure 8.1.: Influence of the metal band filling n,,, on the ferromagnetic phase transition
in a metal-Euy_,Gd,O-metal heterostructure with N =9, M =9, n; = 0.01
and AW = 1eV as seen in the charge carrier density An, against the layer in-
dex a (top) as well as the average magnetization M against the temperature
(bottom). The inset in the bottom figure depicts the Curie temperature ver-
Sus M,,. For comparison, we show the results for the corresponding isolated

Eu;_,Gd,O film (dashed lines).
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Figure 8.2.: Influence of the metal band filling n,,, on the ferromagnetic phase transition
in a metal-Euy_,Gd,O-metal heterostructure with N =9, M =9, n; = 0.01
and AW = 1eV as seen in the conduction band occupation n¢ (top) and
the magnetization M, (bottom) against the layer index, respectively. For
comparison, we show the results for the corresponding isolated Eu;_,Gd,O
film (dashed lines).
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Figure 8.3.: Influence of the metal band filling n,, on the semiconductor-metal transition
in a metal-Eu;_,; Gd,O-metal heterostructure with N =9, M =9, n; = 0.01
and AW = 1eV as seen in the parallel resistivity in the middle layer p;(0)
(left) and the perpendicular resistivity p (right).

strength of the charge carrier accumulation decreases. At the same time however, an
increase in the conduction band occupation over a wider range of layers can be observed.
This leads to an increase of the perpendicular coupling between the inner layers and
therefore to a strong T¢ enhancement up to T¢ = 103.3K in the case of n, = 0.005
(see bottom of figure BT]). Despite the fact that the conduction band accumulation is
maximal for n,, = 1.0, there is no T enhancement in this case. In comparison to the
isolated case, the magnetic interaction is only increased significantly in the outer layer
a = 4. The resulting increase in the magnetic coupling cannot outweigh the missing cou-
pling partners in the metal layers. Moreover, the slight reduction of ng at a = 3 seems
to have a greater impact on the ferromagnetic transition since the Curie temperature of
To = 82.6K is even smaller than in the isolated case, where we have Ty = 83K.

The price one has to pay for the T~ enhancement is the disappearance of the semicon-
ductor metal transition as one can see in figure B3l Here, we show the parallel resistivity
in the middle layer and the perpendicular resistivity for the various metal band fillings
nm,. While the resistivity step is still present for n,, = 1.0, n,, = 0.1 and n,, = 0.02,
it disappears for lower metal band fillings. In figure R4 one can see the origin of this
behavior. We show the spin degenerate conduction band spectral density in the middle
layer slightly above the Curie temperature for the different metal band fillings n,,,. Due
to charge carrier variations, the gap is shifted such that the system is metallic even in the
high temperature phase for n,, = 0.005, n,, = 0.01. For the same reason, the resistivity
step is substantially reduced with respect to the isolated system for n,, = 0.02, n,, = 0.1

and n,, = 1.0 (cf. figure [T.0]).

8.1.2. Influence of the Eu;_,Gd, O film thickness

Since the magnitude of the charge carrier variations falls off towards the inner layers, one
might conjecture that the high temperature gap remains undisturbed far away from the
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Figure 8.4.: Spin degenerate conduction band spectral density in the middle layer
A% 9(w) of a metal-Eu;y _, Gd, O-metal heterostructure with N =9, M =9,
n; = 0.01 and AW = 1eV for various metal band fillings n,,. The temper-
atures T'(n,) = To(nm) + 0.1K are taken slightly above the Curie tem-
peratures, which are given by 7¢(0.005) = 103.4K, T(0.01) = 93.6K,
Te(0.02) = 88.6K, Te(0.1) = 86.3K, Tr(1.0) = 82.7K and To(1.99) =
105.3K. For comparison, we show the corresponding curve for the isolated
system with T = 83K (dashed line).

interfaces in a very thick sample. On the other hand, the interface induced T enhance-
ment should be weakened as the Eu;_,Gd,O film thickness is increased. In figure 85l
we show the impact of varying Eu;_,Gd,O film thicknesses on the ferromagnetic phase
transition. With respect to the other parameters, the investigated heterostructures are
equal to the prototype system. In particular, there is a positive work function difference
which yields a charge carrier accumulation in the outer Eu;_,Gd,O layers. Together
with the charge carrier density, the conduction band occupation is decreased towards
the inner layers. As a result, the ferromagnetic interaction is not enhanced in the inner
layers of a thick Eu;_,Gd,O film. This leads to a decrease of the Curie temperature
with the Eu;_,Gd,O film thickness. Moreover, the semiconductor metal transition is
restored for large IV, since the perturbation of the gap position in the middle layer is
reduced by increasing the distance to the interface (see figure R6]). However, the step
in the resistivity remains relatively weak. Note that the scale on the right hand side of
figure is linear. Obviously, there is still a small charge carrier density variation in the
middle layer, which strongly affects the transport properties even in the N = 17 case.
This leads us to the conclusion that the T enhancement via band bending is inevitably
connected to the reduction of the semiconductor metal transition.
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transition in a metal-Eu;_,Gd,;O-metal heterostructure with M =9, n; =
0.01, n,, = 0.01 and AW = 1eV as seen in the average magnetization M
against the temperature (left), as well as the charge carrier density An,
and the conduction band occupation ng against the layer index (right), re-
spectively. The inset in the left figure depicts the Curie temperature versus

N.
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Figure 8.6.: Influence of the Eu;_,Gd,O film thickness N on the semiconductor-metal

transition in a metal-Eu;_,Gd,;O-metal heterostructure with M =9, n; =
0.01, n,, = 0.01 and AW = 1eV as seen in the parallel resistivity in the
middle layer p;(0) (left) and the perpendicular resistivity p; (right).
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Figure 8.7.: Influence of the work function difference AW = Wguo — Whetal On the fer-
romagnetic phase transition in a metal-Eu;_,Gd,O-metal heterostructure
with N =9, M =9, n; = 0.01 and n,, = 0.01 as seen in the average mag-
netization M against the temperature (left), as well as the charge carrier
density An, and the conduction band occupation ng against the layer index
(right), respectively. The inset in the left figure depicts the Curie tempera-
ture versus AW. For comparison, we show the results for the corresponding
isolated Euj_,Gd,O film (dashed lines).

8.1.3. Further exploration of the parameter space

So far, we have exposed the most influential mechanisms for the phase transition in
metal-Euy_,Gd,O-metal heterostructures. Here, we continue to explore the parameter
space by variation of the work function difference AW, the doping concentration n; and
the metal film thickness M. Selecting n,, = 0.01, we have a relatively large penetration
depth of the interface induced disturbance in the charge carrier density. As a result, the
conduction band occupation is shifted to such an extent that the semiconductor-metal
transition is suppressed. Since we would not gain any additional insight from it, we
refrain from showing the transport properties in these system and rather focus on the
ferromagnetic phase transition.

We begin with the variation of the work function difference. In figure B7] we see that
there is an electron accumulation or depletion in the outmost Euy_,Gd,O layers depend-
ing on the sign of AW. Despite the fact that there is a substantial depletion of electrons
in the case of negative work function differences, the conduction band occupation is still
enhanced in comparison to the isolated case. This is a consequence of the presence of
the metal in comparison to the vacuum. Consequently, we see a reduction in the Curie
temperature only for the strong negative work function difference of AW = —1eV. In
all other cases, we have a T enhancement. Due to the increased amount of conduction
electrons in the Eu;_,Gd,O film, the Curie temperature increases with the work function
difference.

In figure B8 we see that the doping concentration has a similar effect on the Curie
temperature as in bulk Eu;_,Gd,O and isolated films of Eu;_,Gd,O (cf. figure
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8.2. Long range RKKY coupling case
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Figure 8.8.: Influence of the doping concentration n; on the ferromagnetic phase tran-
sition in a metal-Eu;_,Gd,;O-metal heterostructure with N = 9, M = 9,
Ny = 0.01 and AW = 1€V as seen in the average magnetization M against
the temperature (left), as well as the charge carrier density An,, and the con-
duction band occupation n& against the layer index (right), respectively. The
inset in the left figure shows the Curie temperature versus n; and the curve
for the corresponding isolated Euj_,Gd,O systems for comparison (dashed
line).

and figure [[7). Similarly, the Curie temperature is increased together with the doping
concentration.

Finally, we inspect the effect of various metal film thicknesses M in figure The
Friedel oscillations in the metal are interrupted by the interface at different distances from
the metal-vacuum interface. This leads to a diverse behavior with respect to the charge
carrier accumulation in the Eu;_,Gd,O film. While the T enhancement is relatively
weak for M =5, M =9 and M = 11, there is a strongly increased Curie temperature
Tc = 101.8K in the case of M = 7. Here, the metal-Eu;_,Gd,O interface coincides
with a valley in the Friedel oscillation. Hence, the decrease of the metal charge carrier
density at the interface, which already appears as a result of the positive work function
difference, is intensified.

8.2. Long range RKKY coupling case

In this section, we compare the results of the heterostructure theory with and without
the inclusion of long range RKKY interactions. For this purpose, we inspect the results
for the prototype system as well as for a system which differs from the prototype system
by a metal band filling of n,, = 1.0. As we saw in the previous section, the latter is char-
acterized by a short penetration depth of the electron accumulation in the Eu;_,Gd,O
film, and as a result, the conservation of the semiconductor-metal transition despite the
presence of the metal interface. The results are depicted in figure For both metal
band fillings, the conduction band occupation is reduced in the RKKY case. However,
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Figure 8.9.: Influence of the metal film thickness M on the ferromagnetic phase transi-
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The inset in the left figure depicts the Curie temperature versus M.
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coupling case (solid lines), as seen in the average magnetization M against
the temperature (left) as well as in the conduction band occupation n¢
(center) and the magnetization M, (right) against the layer index for a
metal-Eu;_, Gd,O-metal heterostructure with N =9, M =9, n; = 0.01
and AW = 1eV.



8.3. Conclusion

the magnetization exhibits an enhancement for most of the perpendicular positions. This
is in agreement with the results for the bulk and isolated systems with long range RKKY
coupling. Including the latter, we observed a stronger magnitude of the magnetization at
low temperatures. Due to the strong localization of the electron accumulation at o = 4,
there is no significant T enhancement with respect to the isolated system for n,, = 1.0.
This statement holds for the nearest neighbor case as well as for the long range RKKY
case. In contrast, there is a substantial T enhancement for n,, = 0.01, where we have
Tc = 93.5K for the nearest neighbor case and T = 104.9K for the RKKY case. It is
remarkable that the T enhancement in the RKKY case is twice as large as in the nearest
neighbor case. From this, we can deduce that the multilayer theory with nearest neighbor
coupling underestimates the conduction band induced T enhancement, at least in the
case where the conduction band occupation is increased in multiple neighboring layers.

8.3. Conclusion

We performed a systematic analysis on the simultaneous ferromagnetic semiconductor-
metal transition in metal-Eu;_,Gd,O-metal heterostructures. In the course of this, we
investigated the influence of the metal band filling and thickness, the doping concen-
tration and thickness in the Eu;_,Gd,O film and the work function difference. With
respect to the increase of the simultaneous phase transition temperature, we found two
counteracting mechanisms. On the one hand, the Curie temperature can be substantially
increased up to 20% if the work function difference is positive and the metal band filling
is small. On the other hand, the large penetration depth of the charge carrier accumula-
tion, which is responsible for the T enhancement, suppresses the semiconductor-metal
transition since the fragile position of the gap is disturbed. Investigating the same het-
erostructures with inclusion of long range RKKY coupling, we found that the nearest
neighbor approximation underestimates the effect of electron accumulation induced T¢
enhancement under certain circumstances.
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9. Ferromagnet-Eu;_,Gd,O-ferromagnet
heterostructures

In the previous section, we saw that the coupling to a metal film can increase the Curie
temperature up to around 20%. However, this approach of T enhancement is inextrica-
bly linked to a suppression of the semiconductor metal transition. In the present chapter,
we investigate the approach of increasing the Curie temperature in an Eu;_,Gd,O film
by the coupling to a ferromagnet. In contrast to prototype ferromagnets like iron, where
the magnetization is provided by itinerant electrons, we investigate ferromagnets which
are characterized by spatially localized magnetic moments and the indirect exchange in-
teraction between these moments. An example for such a ferromagnet is Gadolinium.
It crystallizes in a hexagonal closed packing with lattice parameters a = 3.636 A and
¢ =5.783 A, and has an electronic configuration of 4f75d*6s2. The 4f electrons build a
lattice of localized spin 7/2 moments interacting via the conduction band, which consists
of the 5d and 6s states [66-G8]. Due to the substantial occupation of the conduction
band, Gadolinium has a Curie temperature around room temperature, T = 293K [67].
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Figure 9.1.: Ferromagnetic phase transition in a ferromagnetic film of M = 9 layers and
a conduction band occupation of n,, = 0.1 as seen in the magnetization

against the layer index M, for various temperatures (left) and the average
magnetization M against the temperature (right).

In order to assess the qualitative influence of such a ferromagnet onto the phase tran-

sition in Eu;_,Gd,;O, we consider a heterostructure which consists of an Eu;_,Gd,O
film with a ferromagnetic film on top and below. For the ferromagnet, we use the theory
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Figure 9.2.: Magnetization against the layer index for various temperatures in a
ferromagnet-Eu; _, Gd,O-ferromagnet heterostructure with N =9, M = 9,
n; = 0.01, n,, = 0.1 and AW = 1eV. The inset shows the average magneti-
zation versus the temperatures. For comparison, we depict the correspond-
ing curve for the isolated Eu;_,Gd,O film and the metal-Eu;_,Gd,O-metal
heterostructure (MEM).

for electron doped EuO, where we omit the impurity contribution given by (£.3) and
(#12), respectively. Similar to the metal case, the parameter n.. determines the con-
duction band filling. For simplicity, we choose all other parameters to be the same as
in the Eu;_,Gd,O film. This includes the arrangement of the localized moments on an
FCC lattice. We do not expect the model to accurately describe the physics of Gadolin-
ium. However, it should provide us with a qualitative description of the influence onto
the phase transition in electron doped Europium monoxide. Analogously to the previous
chapter, the heterostructure parameters are the Eu;_,Gd,O film thickness IV, the doping
concentration n;, the thickness of the ferromagnet M, the conduction band occupation in
the ferromagnet n,,, and the work function difference AW = Wg,o — Wrnm. In order to
estimate the influence of a ferromagnet with a much greater transition temperature, we
choose n,, = 0.1 which yields a Curie temperature of around T ~ 300K in an isolated
ferromagnetic film of M = 9 layers (see figure [0.I]). Note that the magnetization falls
below 0.02up already at around T' = 300K but crosses the 0.005up threshold not until
T = 362K. For the Eu;_,Gd, O film, we choose a doping concentration of n; = 0.01
and a film thickness of N = 9. The results for the corresponding heterostructure with a
work function difference of AW = 0.125D3 = 1€V are depicted in figure Since the
charge carrier distribution does not differ significantly from the one of the corresponding
metal-Eu; _, Gd, O-metal heterostructure (see figure 8J]), we refrain from showing it. One
might naively expect the Curie temperature of the Euy_,Gd,O film to be substantially
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increased due to the presence of the high T ferromagnet. However, in fact, it is the other
way around. Due to the coupling to the reduced magnetic moments in the Eu;_,Gd,O
film, the magnetization in the ferromagnet is pulled down so that the magnetization of
the whole heterostructure vanishes at T = 89K 4 1K. This is only a slight increase with
respect to the corresponding metal-Eu;_,Gd,O-metal heterostructure, where the Curie
temperature is To = 86.2K + 0.1K. Despite the fact that we have not investigated a
variety of heterostructure parameters, we can already conclude from this example that
the coupling to the magnetic moments of a high T ferromagnet of this kind does not
significantly increase the transition temperature in Eu;_,Gd,O.
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10. Prediction of STS spectra

The content of this chapter is the prediction of scanning tunneling spectroscopy (STS)
spectra in systems of electron doped Europium monoxide. In an STS experiment, the
electrons tunnel from the tip into the probe material or vice versa. Assuming a constant
density of states in the tip, the measured spectra are proportional to the density of
states of the probe p(w). In the case of Europium monoxide with a dilute concentration
of impurities, the density of states is given by the spin integrated full conduction band
spectral density:

plw) = Z Aco (W)

However, in the vicinity of an impurity one expects corrections to the spectra which
should increase with decreasing distance to the impurity. According to Ujsaghy et. al. [69],
the correction to the local density of states at distance R to the impurity is given by

1
p(R,w) = Z ;Im {Geo(R,w — 0N V3G yp(w — i0T)G oo (R,w — i0T) } .

o

Here, G4, (w) is the local impurity Green’s function and G (R,w) = G (|R|,w) is the
non-local conduction electron Green’s function (cf. section [.I]). It was assumed that
the spatial dependence of the conduction electron Green’s function is isotropic, which
is conform with our theory. With this, the total density of states at distance R to the
impurity is given by p(R,w) = p(w) + 0p(R,w).

In the multilayer case, we consider the density of states in layer «, po(R,w) =
Yo A% (w) + 6pa(R,w). Here, R is the distance between two points in layer a. We
obtain for the correction to the density of states:

1
0pa(R,w) = Z ;Im {G%(R,w—i0M)V2GS, (w — i0T)G% (R,w —i0T)} .

g

At first, we compare the predicted spectra for the two types of impurities, Gadolinium
and Oxygen, by examination of §p for increasing distances to the impurity in the low
temperature phase. Figures[I0.I]and show the corresponding results. In both cases,
there are two peaks stemming from the spin split majority and minority resonances in
the impurity spectral density. Moreover, there is a Fano dip which becomes visible for
distances beyond one lattice constant from the impurity. However, due to the magnetic
nature of the Gadolinium impurities, the peaks in dp are sharper than in the Oxygen
case. This may be used to distinguish between a Gadolinium impurity and an Oxygen
vacancy in experiment.
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Figure 10.1.:
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Figure 10.2.:
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10. Prediction of STS spectra

As the temperature is increased towards T, the spin degeneracy is lifted and the
two peaks merge into a single one. In figure [0.3] we depict dp at R = 0 for various
temperatures across the phase transition. In the Oxygen case, the spin degenerate peak
is roughly twice as large in comparison to the Gadolinium case since the number of
excess electrons is doubled. The spatial dependence of dp in the high temperature phase
is similar to the one in the low temperature phase, i.e. the strength of the spin degenerate
peak decreases with the distance R and a Fano dip emerges at greater distances.

In order to demonstrate the influence of finite size effects on the STS spectra, we
show dp at R = 0 in the low temperature phase for different layers in a film of isolated
Eu;_,Gd;O (see figure [0.4]). Although only the outer layer can be probed in experi-
ment, this helps us to assess the effect of variations in the charge carrier density and the
magnetic moment as they occur near the surface of a probe. The reduction of the magne-
tization towards the surface can be seen in the decrease of the distance between the two
peaks in dp with increasing layer index «. Moreover, we observe an increase in the pop-
ulation of the impurity towards the outer layers which is associated with the conduction
band depletion at the surface (cf. figure [[2]). Despite the surface induced changes in dp,
the characteristic appearance of the two sharp peaks is preserved. Therefore, we expect
that even in very thin films one should be able to observe the spin split peak structure.
Moreover, in principle our results provide a means to distinguish a Gadolinium impurity
from an Oxygen vacancy. However, as the splitting is around 0.02Dy = 0.16eV and the
peak width is roughly 0.01Dy = 0.08eV, this may prove challenging with respect to the
experimentally accessible resolution.

138



Figure 10.3.:
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indices « in the low temperature phase (T' = 20K) of a mirror symmetric
film of Eu;_,Gd;O. The film thickness is N = 9 and the doping concen-
tration is * = n; = 0.01. For comparison, we also show the results for the
corresponding bulk system.



11. Conclusion

In this work, we developed a theory for the simultaneous ferromagnetic semiconductor-
metal transition in heterostructures and bulk systems of electron doped Europium monox-
ide. The theory is based on work of Arnold and Kroha [I§] for bulk Eu;_,Gd,;O, which in
the present work was extended in order to describe systems with spatial inhomogeneities
in one direction. In addition, we adapted the impurity part of the theory for the de-
scription of Oxygen deficient Europium monoxide. In order to obtain a more realistic
theory for the magnetic interaction in spatially inhomogeneous systems, the non-local
character of RKKY interactions between localized magnetic moments was integrated.
By omitting certain parts of the model Hamiltonians ((£1]) and (£6])), we were able to
simulate metallic and ferromagnetic materials. This proved useful for comparisons to
electron doped EuO systems, as well as for the modeling of different types of substrate
films in heterostructures. In order to apply the correct work function difference for the
latter, it was necessary to solve the theory for the isolated subsystems of a heterostruc-
ture. We implemented a highly stable and flexible computer program for the numerical
solution of the theory, which comprises all different cases in a single program [63]. This
includes the calculation of bulk and multilayer systems, Gadolinium impurities and Oxy-
gen vacancies, long range RKKY and nearest neighbor magnetic interaction as well as
non-interacting systems like metals and ferromagnets. Moreover, we provided a simple
interface for initiating the numerical calculations and managing their results [65].
During our investigation of bulk Eu;_,Gd,O systems, we could demonstrate that the
theory qualitatively predicts the simultaneous phase transition as well as the increase
of the transition temperature with the doping concentration. Moreover, we found that
the saturation effect in the doping induced T enhancement is a result of the increasing
localization of electrons in the impurity states, which is in agreement with experiments of
Mairoser et. al. [15]. In both Eu;_,Gd,O and EuO;_, systems, the Curie temperature
is reduced as the bare impurity level is lowered due to the enhanced occupation of the
impurity level in this case. This mechanism represents a possible explanation for the
absence of doping assisted T enhancement in Oxygen deficient Europium monoxide.
It might also be explained by the absence of magnetic impurities, as we were able to
demonstrate by varying the on-site Coulomb repulsion U and comparing to the results
for the Gadolinium case. By investigating FuO;_, systems with weak on-site Coulomb
repulsion U as well as Eu;_,Gd,O systems with U — o0, we covered the crossover
from a doubly occupied to a singly occupied impurity state. In the latter case, low
lying spin fluctuations lead to a transfer of spectral weight towards the Fermi energy
due to the onset of a Kondo resonance. As a result, the semiconducting gap is closed
at elevated temperatures which leads to an increase of the Curie temperature. This
picture is supported by our findings that the Curie temperature increases with the on-
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site Coulomb repulsion U in Oxygen deficient EuO. As U is increased, the impurity
becomes more likely to be single occupied and therefore magnetic. The strong impact of
low lying spin fluctuations onto the T enhancement was exposed by comparing the Curie
temperature in Euy_,Gd,O to the one of EuO;_, with the same doping concentration.
Despite the fact that the conduction band occupation in the former is reduced by a factor
of two in comparison to the latter, its Curie temperature is substantially increased.

Besides bulk systems, we investigated thin films of Eu;_,Gd;O and the implications
of finite size effects onto the phase transition. As a general attribute of the conduction
band in a finite size film, we observed an electron depletion at the interface to the vac-
uum. This leads to Friedel oscillations in the conduction band occupation, which are
damped towards the inside of the film. Due to the strong dependence of the magnetic
subsystem on the number of available itinerant electrons, these oscillations have a sub-
stantial impact on the Curie temperature. In particular, the electron depletion at the
vacuum interface decreases the Curie temperature beyond the effect of missing coupling
partners. As expected, this effect is even more pronounced in the case of long range
RKKY interactions. On the other hand, the interface induced distortion of the conduc-
tion band occupation does not substantially change the gap position in the inside of the
film. As a result, we observe a semiconductor-metal transition concomitantly with the
ferromagnetic transition as well as a doping induced T¢ enhancement similar to the bulk
case.

In order to examine the influence of a metal interface, we performed a thorough anal-
ysis of metal-Euy_,Gd,O-metal heterostructures. As expected, the presence of a metal
leads to the accumulation or depletion of conduction band electrons in the Eu;_,Gd,O
film, depending on the work functions in both materials. We demonstrated that there
can be a significant T enhancement due to the increased amount of itinerant electrons in
the system. In the case of the more precise inclusion of long range RKKY interaction we
observed an increase of the Curie temperature up to around 20%. However, we found that
the interface induced T¢ enhancement is inevitably associated with a suppression of the
semiconductor-metal transition. By examining a ferromagnet-Eu;_, Gd, O-ferromagnet
heterostructure, we found that the coupling to a high T ferromagnet can not consider-
ably increase the Curie temperature in Eu;_,Gd;O.

Finally, we used the results of the self-consistent theory to predict the STS spectra
in the vicinity of an impurity at the surface of an electron doped Europium monoxide
sample. Here, we were able to identify the signatures of magnetic impurities by comparing
the results for Eu;_,Gd,O and EuOq_,.
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A. Conductivity calculation

A.1. Current operator for the bulk model

During the calculation of the current operator for the bulk model (cf. (B.139)), we use
the commutator of the electron density and the bulk Hamiltonian (4.1]),

[o(a.t), H] =Y (e — k—q) g (D) (1)
k,o

We prove this relation here, employing the following commutator relations for fermionic
operators:

[c;rcj, c;icl] = cgcl djk — CLCj(Sz‘l (A1)
[clei cje;] =0 (A.2)
[c;rci,cj] = —0jc; (A.3)
[c;rci,c;r»] = 5,~jc;r. (A.4)

We begin by considering the electron density operator in real space p(r). In order to
establish a connection to the operator basis of discrete Wannier states, we consider the

conduction electron and impurity density operators at lattice site i, pc; = > and

T
o CioCio
Pdi = Yo d;radi »» Tespectively. The relation to the continuous electron density operator
is given by

p(r) = 6(r —Ri)pei + »_0(r — Ri)pq,
i {i}

= pe(r) + pa(r),

where the second sum runs over the positions of the randomly distributed impurity sites.
The conduction band contribution to the electron density reads

1 o1 oo 1 .
Pc(r) — ; ; N g 6z(r R,)\/_ﬁ ; e sz,CLU\/_N g ezqR,CqJ

1 .
= Z e”"“( cg_pacq0> , (A.5)
P qo

—_———
pc(P)
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A. Conductivity calculation

and the impurity contribution is given by

palr) = 3 eipf<z @Pdejadw> . (A.6)

p {i}o

pa(P)

Hence, we have an expression for the momentum dependent electron density operator
p(q) = pe(q) + pa(q) and we can proceed with the calculation of the commutator. The
contribution from the magnetic part of the Hamiltonian after mean-field approximation

(E69) reads

[P(CI)7 Hcf] = Z € ZqRchaclo + Z € ZqudIU 0 ch Z S] C;)\Tf)\/cj)\,
io {i}o FAN

B2,

The commutators with the first and third part of the impurity part of the Hamiltonian
(#3) vanish due to (A.2) and we are left with

[p(q HCd VZZZ [ ])\C i\ w 20 _|_de w} iRy
Ao j

+VZZZ { i Clodiy + dl, w} —iqR;
) @
_ vZZZ{[ chacia w} o+l [y }R
+V§%{Z{ " {dﬂdﬂ,dw] [dt\a Jj’d“’} io}e—z‘qu
B siport,  Fogsond],

=0.

The only non-vanishing contribution stems from the conduction band part of the Hamil-
tonian (£2). It is given by

[p(q)a HO] = [pc(q)’ HO]

- Z Z(Ek — ) [chqacpa’ CLAck,\]

k o)\
P @D

i
= p qo’ckA(SPk(SU/\ CixCpodp—q,kdor

- Z(Ek - 8k*Cl)c-Il-chockU :

In the first step, we have used that [p4(q), Ho] = 0 holds due to ([A.2)). This closes the
proof.
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A.2. Current operator for the multilayer model

A.2. Current operator for the multilayer model

In the following, we will prove relation (5I60), which is used during the derivation of
the current operator in the multilayer case. It reads

1 ]
[o(ay, ), H] = a Z <€ﬁu B €ﬁ||*Ql||> “Uj-aja0 kjao

kHo

_E : T T
ta <t“6ku—qua<fckua—1<f lat 16 —qjacCijatio
ko
I

T i
_tackH quaflack”ao - ta+1ck|| 7q||a+lock||ao ?

where the multilayer Hamiltonian is given by (Z6]). We begin by considering the electron
density operator at the continuous space variable r = (rj, 7 ). The connection to the con-

duction band and impurity electron density at discrete space position, pc o = c;r(wcZ oo
and pgia = zo o linos 18 given by
p(r),r1L) Z 6(r. = B)0(r) — Ryi)pe,ip + Z 6(ri — B)o(ry — Ryi)pa,is

{8}
= pc(r) + pa(r),

where we sum over the randomly distributed impurity sites in the second term. Since we
want to evaluate the electron density at a discrete perpendicular position « rather than
at the continuous one r |, we write

r,—
1)
S(ri — B) — 22
With this, we obtain

1 ip|r 1 T
pelry, o) = > e (5 Caj-pjac Q||U> (A7)

I py qjo

pe(P),)
for the conduction band electron density similar to (A.5), and

1 —ip Ry
pa(ry, Zelp”r” (5 > dape” P ”'dzﬁadwo>

Ny P {iB}o

N~

pa(P|>)

for the impurity electron density (cf. (IED) On the other hand, from (A7) we can derive

pH’ E e_ZpHRlllc oCia
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A. Conductivity calculation

Now, we can calculate the commutator beginning with the mean-field Heisenberg lattice

contribution (5.78):

—iqRy;
[p(qll’a)’HCf] = Ze I ;raa zaa’ sz SB Z jﬁAT)‘chﬁx

10 JAN

—iqqRy; gt
> dape RN i cfZ S8) D ClaaTin o
{iB}o JAN

B2y

In a similar fashion, it can be shown that the commutator with the electrostatic part of
the Hamiltonian (4.I1]) vanishes,

[p(ay,a), Hy] = 0.

Analogously to the bulk case, the commutators of p(qy,a) with the first and third part
of the impurity Hamiltonian (£I2]) vanish due to (A.2) and we are left with

Vv i )
p(ay, @), Heal = — N [C}a)\cja)\’c;rﬁadzﬂa + d;‘rﬁaciﬁa] et
7 )

T —ian R
T Z Z Z |: JYA jfy)d Zﬁadlﬁa + dlﬂaclﬂo’] 5’)/046 Lq) 5

Ao {jv}{if}

— i T —iq Ry,
- o Z Z{ |: ]a)\ ]a)\’ ZBU] diﬁo + dzﬂa |:cja)\cja)\7 ciﬁo] }6 AN
— —

AU {iB}
= 57.']'5(1,850-)\0350 @*&j%ﬁ%xciﬁo
i T —iqRy;
T ZZ{ cls [ i gy |+ [d il | e }%e iRy,
{ ) e

—0ij0py002d; 5, =701103002d] 5,
=0.
Finally, we consider the only non vanishing contributions, which stem from the par-

allel and perpendicular part of the conduction band Hamiltonian (48] and (£9). The
contribution from the former reads

[p(aq, @), Hy] = [pc(qy, ), H|]

1 5 . T
== Z Z(EkH — 1) [CPH*QHWCPHM’ck”ﬁACkHBA]
Pk oA
BD i
’ = %) —aac i s20p) k| 98992 A srCpy acOp) —ay k) dasdo
1 t
a a
= — _ C C .
a Z:(gkll 61(Il_OlH) k|—qjackjac
k“O'
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A.3. Diagrammatic evaluation of the current-current correlation function

Before being able to calculate the perpendicular contribution, we need to Fourier trans-
form to momentum space,

_ T T
H, = Z <taciaacia—10 + taJFlciozaCioz-‘rlU)

aio

_ f f
= (tacknwckna—la +750‘“CknO“kaHOHLlf’> '

k“OéO'

With this, the commutator reads

[p(qH,Oz), H|= [IOC(qH’O‘)’ H,|

:Z{ E [ck\\*qllaackllao’CP||5>\cpHBfl>\}

k”O’ ~~ 4
A ED
pHﬁ = CkH—CIHO‘UcP“ﬂ_l/\(Ska”6aﬂ60>\
T
7Cp”,8AckHaoékH*q”’pH‘sanl‘scr)\
boa [ 1 i
+ a [Cku*quwckuw’CPnﬁACPHﬁ“A}
@AD +
= CkH—quzocp”B-Q»l/\ék”PH6(1360/\
_cp”BAckHao(skH—q“,PH(SOtB-H(SU/\
1 i i
= a Z {tc‘fck“—q”aack”a—la - tC“JFleH—qHa—f—laCkHaa
ko
I

T T
+ta+1ck” fq”aock”aJrlo - tackH quaflackHaU .

This proves the above relation.

A.3. Diagrammatic evaluation of the current-current
correlation function

In this part, we perform the evaluation of the Matsubara sum needed for the calculation

of the current-current correlation functions (5.145),(5.167) and (5.I72)). Denoting the
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A. Conductivity calculation

upper and lower fermion lines by some placeholder quantum numbers a and b, we have

a, i,
Iy (iw,) =

b, tw,, + 1w,

_ % ; G i) Gy (iwim + i)

_ _y{ B2 G (G2 + i)
C

27

- _/00 %f(f){Ga(€+i0+) — Gale — i07)} Gyl + ion)

; /OO E f(e - iwn) Ga(e - iwn) {Gb(e + i0+) - Gb(e - Z'OJF)}

oo 2T e — )
f(e) 24ImGH (€)=—2mi Ay (e)
= / de f(€)[Aa(€)Gp(€ + iwp) + Gqle — iwp) Ap(€)] (A.8)

Here, we used that w, is a bosonic Matsubara frequency and we transformed the inte-
gration path in the second step according to figure [A 1l

Imz

Figure A.1.: Integration contour for the evaluation of the Matsubara sum in the pair
bubble diagram of the conductivity
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A.3. Diagrammatic evaluation of the current-current correlation function

The imaginary part of the retarded current-current correlation function reads
ImIT2 (w) = ImITg(w 4 907
o

= / def(e) | Aa(e) ImGy(e 4+ w +i0") +ImGy(e — w —i01) Ay(e)

—00

—7Ap(etw) mAq(e—w)
= / def(e)Aq(e —w)Ap(e) — 7 / def(e)Aq(e)Ap(e + w)
[ de f(e—w) Aa(e—w) Ay(e)

=7 / de [f(e) — fle —w)] Au(e — w)Ap(e) . (A.9)
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B. Local scattering

We derive the contribution to the momentum dependent conduction electron self-energy
(510) in the case of a local and position independent self-energy in real space, i.e. ¥,(r,z) =
Y (z). The Dyson equation reads

Geo(r, 1, 2) = 2z

=G (r,r, 2 +Z GO (r,x”",2)  B.(2)  Geo(r', 1) 2)
— ——

& etk GO (k,z) %Z e =1 Gy (p,2)
=GO, (r,x' 2 +—ZZ P e G (k, 2) 2 (2) o (P, 2)
kp r”
Niwp
NZ X (GO (K, 2) + G, (k, 2) S0 (2)Geo (k. 2)) (B.1)
Geo(k,2)

From this, one can conclude that the momentum dependent self-energy from (5.1 and

[(B2) is given by ¥, (k, 2z) = X,(2).

In the multilayer case, we consider a local self-energy in real space, which depends on
the perpendicular position but not on the parallel position, i.e. £5(r|,2) = £%(z). The
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B. Local scattering

Dyson equation in this case reads

Z,0

GB(r),1,2)= —=—
(”7 I ) I‘H,Oz I‘/H,ﬂ
2,0 z,0 2,0
- /B +r « ', 6
T, o L Ex 1K r” [
I
/! /

:G I.||’I.H’ +ZGCJ r|larHa ) Z(Z)GZ?(I’H,I'H,Z)
—————

Ty

iy (o))
%”Zp“ I Gl () ,2)

= Ggf70(r||7 r‘,‘a N2 Z {Z leIHI(p”_kH) ezk”r”e—lp”ril
ey
Nidyp
$ D G0 (K, )Y (2) G (P )}

v

1

= o 2 T (@0, ) + Y GOk, )T ()G (K, 2))
'K v

GoF (ky.2)
(B.2)

Therefore, the momentum dependent self-energy in (L.I9) and (5.22) reads 3§ (ky,2) =
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C. Mirror symmetric systems

In this section, we discuss the implications of mirror symmetry for the self-consistent
theory. First of all, we restrict ourselves to an odd number of monolayers N = 2N — 1
and we introduce an alternative layer index & whose origin is shifted with respect to the
symmetry plane (see figure [C).

Il
T T T
-2 -1 0 1 2

Figure C.1.: Nomenclature for mirror symmetric multilayer systems. The shown example
corresponds to N = 3.

Due to mirror symmetry, the elements of the inverse Green’s function matrix (519
obey the following relations:

dNJra:dNia for 046(0,...,

t =tz

N-1)
N for ac(0 N—-2)° (C.1)

)

)

N+a+1

For instance in the case of N = 5, it reads

dp  —t2
X —ty doy —t3
G (ky,2) = —t3 d3 —t3 ,
—t3 dy —to
—ty di

where the diagonal elements are given by
do =2 — aﬁ” + =3 (2).
As a direct consequence of (CJ]), the minors from section fulfill
ONt1-a = Po,

for all @. With this, the elements of the Green’s function matrix (5.20]) become

5 10N
G (ky,2) =14 o, \on.. ¢ O ¢ B (C.2)
— oy or o= ,8
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C. Mirror symmetric systems

It is obvious that by this procedure we can restrict ourselves to the calculation of the
conduction electron self-energy in the right hand layers, i.e. a € (]\7 ,...,N) orace
o,..., N —1). Since the calculations in the self-consistent theory with the greatest impact
on the computation time are of linear order, we can decrease the overall calculation time
by nearly a factor of two by exploiting the mirror symmetry.

In the following, we will discuss the consequences of mirror symmetry for the Heisen-
berg mean-field theory of section It implies

(S)a=(S)-a-

Therefore, we only need to calculate a system of N layers with indices & € (O,N -1
and adjust the boundary conditions. In the case of nearest neighbor coupling (5.89)), the
boundary condition is given by an additional spin (S)_; at layer & = —1 with

(S)-1=(S)1-

In contrast to this, in the case of inverse cubic coupling of section [£.3.2] or the long range
RKKY interaction of section [5.3.3] the interlayer summation in the mean-field equation

(5:84)) becomes
a(a)ﬁ
2 g Jup " {S58)) -

B+a(a)

Here, @ is restricted to the right hand side of the system & € (0, N —1), but the summation
over § runs over all NV layers. In addition, we utilize the mapping

Aa) = a—N+1 for a>N-1
NY=V N—1—a for a<N-1

and its inverse
al@) = a+N-1 .

Similar to the Heisenberg lattice, the Poisson equation needs to be solved only on the
right hand side of the system. The symmetry dictates

ba=¢-a-

Therefore, the boundary conditions for the electrostatic problem (G.114]) become

¢p-1=¢1 and oén41=0.
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D. Kramers-Kronig-relations

In the self-consistent theory for electron doped Europium monoxide (chapter [Bl) as well
as for the NCA equations (chapter [3]), we use the imaginary part of the Green’s function,
i.e. the spectral density. The real part is only calculated if needed. The corresponding
Kramers-Kronig relation for a retarded Green’s function Gf*(w) = G(w — i0T) reads [61]

R(y
ReGR 7D/ale ImG

w—£&

A similar equation holds for the self-energies. In order to circumvent the numerical
evaluation of the principal value, we write

o R _ R
ReGR(w) = / de ImGT(e) = ImGHW) | 0GR () p /
w— T

s W —£

w—E

Wy —w

—log

—w_ tw

where we have assumed that the Green’s function vanishes for w < w_ and w > w;.
Numerically, these limits are defined by the upper and lower limit of the integration
grid. The analytical integral in the second term is calculated once at the beginning of
the numerical calculation and stored for later use. Since the integrand in the first term
vanishes for € = w, a special choice of the numerical integration weights is needed in order
to ensure the smoothness of the resulting function ReG%(w). For a given integration grid
{ei}, withi=1,...,N, e =w_, ey = w4, and ¢; = w, we choose

i+l — Ei for i<j
Ag; =< 0 for i=j
g —¢€j_q1 for i>j

as weights for the numerical integration. With this, the resulting real part of the Green’s
function at the grid position w; reads

I R -1 R, .. .
RGGR(WJ) Z mG ( ) mG (wj) Ag; — log WN T W) .
T ; Wi — &4 —w1 + Wi

Note that hereby each value of w; corresponds to a different set of integration weights.
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E. Numerical integration of multiple
peaked functions

In this section we discuss the details of the numerical integration as it occurs in the
self-consistent theory for electron doped EuO (chapter [Bl) as well as in the solution of the
single impurity Anderson model with U — oo within the framework of the non-crossing
approximation (chapter B]). In both cases, one has to deal with the numerical integration
of functions which possess multiple peaks or features whose position may or may not
be known in advance. Moreover, the position of these peaks or features as well as the
peak heights and widths will change during the iterative solution of the self-consistent
equations. Therefore, one needs an integration grid which resolves all peaks and features
properly and is capable of handling crossing peak positions. This is provided by the
numerical integration grid library, called integrid, which was developed specifically for
this purpose [43]. The mathematical formulas used for the logarithmic and tangential
integration grid regions are based on the ones given in [42]. The details of the grid
creation procedure together with the usage instructions can be found in the integrid
user’s guide [43].

For the self-consistent theories, we use an equidistant integration base grid which may
be interrupted by multiple logarithmic grid regions. A logarithmic grid region consists
of three grid regions: one below (I), one around (II) and one above (III) the center point
Wi, which is the point with the highest grid point density (see figure [E.1]). Region I and

Wmaat w (Z)
| 2wo

f

W+

N, Ny, N,

Wmin Z

I 1I III
Figure E.1.: Logarithmic grid region.

IIT are exponential and region II is linear. The half width of the linear region wq also
controls the ’sharpness’ of the exponential grid regions. The number of grid points in
region I and III is N; and N, + 1, respectively. Both numbers will also influence the
‘sharpness’ of the exponential grid regions. The resolution of the linear grid region dwy
equals the maximal resolution in the exponential grid regions and determines the number
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E. Numerical integration of multiple peaked functions

of grid points in region II, Ny (see [43]). The logarithmic grid region is defined as

—exp(—c1(i — 1)) + wg i€{0,...,N;— 1}
w(i): wk—wo—l—dwk(i—Nl—l) iG{Nl,...,Nl+Nk—1} , (El)
exp(ca(i — iz — Ny = Ng)) + w4 € {Ni + Ng,..., Ny + N + N }

where the four boundary conditions

w(0) = wWmin w(N; — 1) = wr —wp
w(Nl—i—Nk) = Wi + Wp W(N1+Nk+Nr) = Wmazx (EQ)
determine the four parameters i1, i3, ¢; and co (see [43]). It turns out to be more

convenient to use the maximal resolution dwy,;, at w; and the minimal resolution at the
boundaries dwi,q, instead of Ny, N, and wg. The corresponding relations reads

w1dwmin
wp = ———
dwmagz
w w
leerlog<—1> —,
wo ) dwmaz

where we have symmetrized the logarithmic grid region by setting wi = (Wmaz + Wmin)/2
and introduced the half width w1 = (Wmaz — Wmin)/2. In order to ensure a smooth
behavior as two logarithmic grid regions intersect each other, we fix wy = 0.1Dy and
dwmar = 0.01D. For the sufficient resolution of a Lorentz-like peak of width I', we use
dwmin, = I'/Np, where N, is a number between 20 and 100 depending on the desired
quality of the peak resolution. The peak width and position in the imaginary part of a
Green’s function with a simple pole can be estimated by the self-energy. Nevertheless,
it turns out to be necessary to track the peaks position and width during the iteration
procedure and adjust the grid if necessary. This is done in the following way. The peak
position @y is found simply as the maximum point of the function. Beginning from the
peak position one proceeds to the left and to the right and scans the function values for
a threshold of 10% of the peak height. This defines the width T". If the cluster point of
the current grid region wy differs from the current peak position @, by more than 0.1T",
the whole integration grid is recreated with the updated logarithmic grid region at @wy,.
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