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Abstract

Von Hochtemperatur-supraleitenden Kupraten bis zu neuartigen Materialen wie das
verdrehte Zweilagen-Graphen gibt es eine grofie Notwendigkeit, zweidimensionale, wech-
selwirkende Systeme akkurat zu modellieren. Der Grundstein zum Verstandnis wech-
selwirkender Elektronen auf einem periodischen Gitter ist das Hubbard-Modell, welches
trotz seiner simplen Idee fiir viele, wichtige Félle weiterhin ungelost ist. Die drei
Projekte, die in dieser Arbeit prasentiert werden, haben das Ziel, numerische Simula-
tionsmoglichkeiten zu erweitern und zum Verstdndnis von ansonsten unzugénglichen
Parameterbereichen beizutragen. In den ersten zwei Projekten wurde ein Variation-
sansatz entwickelt, um erweiterte Hubbard-Modelle mit sowohl nichtlokaler, abstoflen-
der sowie der Austausch-Wechselwirkung durch Systeme mit effektiver, ausschliefflich
lokaler Interaktion zu beschreiben. Als Letztes wird die Implementierung einer Dual-
Fermion Storungstheorie vorgestellt, welche die Zielsetzung hat, das berithmte Vorze-
ichenproblem in Quanten-Monte-Carlo Methoden zu umgehen. Alle Ansétze werden
hier fiir das periodische Quadratgitter angewendet, aber lassen sich mit weiteren En-
twicklungen zukiinftig auch auf wesentlich komplexere Probleme iibertragen.






Abstract

From the high-temperature superconducting cuprates to novel materials such as twisted
bilayer graphene, adequate modelling of two-dimensional, interacting systems is of
tremendous interest. At the center of interacting electrons on a lattice stands the
Hubbard model which, despite its simplicity, remains unsolved for many important
cases. The three works and ideas presented in this thesis share the goal of improving
computational possibilities and broaden the understanding of otherwise inaccessible
parameter regimes. To that end, within the first two projects, a variational scheme
has been developed which describes extended Hubbard models with both nonlocal
repulsive and exchange interactions through an effective, purely local Hubbard sys-
tem. Lastly, an implementation of a strong-coupling perturbation theory is presented,
which has the aim of circumventing the famous, fermionic Monte Carlo sign prob-
lem. While we treat the important square lattice in all cases, the hope is that with
further developments, these novel approaches may be applied to much more complex
problems.
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1 INTRODUCTION

1. Introduction

Introduced already in the 1960s by Hubbard, Gutzwiller and Kanamori, [1, 2, [3, 4 [5],
the Hubbard model is the simplest model of interacting electrons on a lattice. In its
simplest form, the main idea consists of electrons hopping between neighbouring, lo-
calized orbitals with an amplitude ¢ and interacting with a coupling strength U only
if they happen to be at the same atom. In the case of the bare Coulomb interaction,
which scales with the distance as ~ 1/r, this constitutes the biggest cutoff imagin-
able. Despite the simplicity of the model, it exhibits surprisingly diverse (and still
debated) phase diagrams on many geometries, and has since become the foundation
of understanding strongly correlated materials.

The original papers discuss the model in the context of itinerant ferromagnetism in
narrow bands and other correlation phenomena in materials where d- and f-orbitals
determine the electronic properties. A hugely important finding is the metal-insulator
transition [3], [6], which describes how a sufficiently strong local interaction can open
an energy gap and turn the material into a so-called Mott-insulator.

While the model can be solved in one dimension [7] through a Bethe-Ansatz, the
cases d = 2,3 which resemble problems in real materials are much more interesting.
At strong coupling U > t, the Hamiltonian can be mapped to an antiferromagnetic
Heisenberg [8] problem with an effective, kinetic exchange coupling of J ~ 4t2/U.
This competes with other mechanisms which may be very close in energy: The ground
state (T' = 0) of a half-filled (i.e. one electron per orbital/site) square lattice is an
antiferromagnetic insulator for all U > 0, but, in the limit U — oo, removing a single
electron leads to ferromagnetism [9] [10]. Other, interesting phenomena in the doped
square lattice include the formation of domain walls [11], nematic fluctuations [12] and
fluctuating stripes [13] in the 3-band case. Over a wide range of fillings, the Hubbard
model exhibits the behaviour of a strange metal, whose resistivity scales linearly with
the temperature 7' [I4]. The almost empty case in two dimensions is known to be a
weakly-coupled Fermi-liquid [15].

An important aspect to discuss is the connection between the square lattice Hubbard
model and high-temperature superconducting cuprates such as LagCuQO,4: While they
are still not fully understood after many decades, their state under normal conditions
is effectively a two-dimensional, antiferromagnetic insulator [16] [I7]. More precisely,
experiments with angular resolved photoemission spectroscopy (ARPES) [18] and cal-
culations [19] show that, near the Fermi surface, copper d-type and oxygen p-type
bands are at the center of the electronic properties. Considering the crystal structure,
this forms an effective 3-band model on a square lattice such as in [20], although argu-
ments have been made that this can be further condensed into a one-band model [21].
The antiferromagnetic correlations are known to be related to the d-wave symmetry
[22] of the superconductivity.

Throughout this work, extensive use is made of a powerful method known as Deter-
minantal Quantum Monte Carlo (DQMC) [23]. While quantum Monte Carlo methods
provide an unbiased way of studying the Hubbard model, they are heavily restricted



in a broad parameter regime by the famous fermionic sign problem which is related to
quantum critical points [24] and is known to be NP-hard [25]. Special cases like the
square lattice at half filling with only nearest neighbour hopping (i.e. ¢ = 0), which
are particle-hole symmetric, are free of the sign problem. However, even though other
cases are apparently very close in parameter space, depending on the temperature and
the interaction strength, even the smallest deviations from an unproblematic case may
render a simulation impossible. In fact, it is the sign problem that, despite a massive
increase in computational power over the last decades, prevents us from studying the
parameter regime where superconductivity is expected. Thus, in order to obtain any
information beyond Hartree-Fock mean-field theory, sophisticated methods and ideas
are necessary.

One way to make the model more realistic (and even more difficult) is to choose
a less radical cutoff for the Coulomb interaction, i.e. include nonlocal interaction
terms, leading to so-called extended Hubbard models. In two-dimensional materials
such as graphene, the respective interaction strengths become quite large [26] as the
screening is generally greatly reduced compared to a bulk material. Nonlocal repulsive
interactions favor a charge-density wave (CDW) [27, 28, 29] which, at half filling on
a bipartite lattice, competes with the antiferromagnetic spin-density wave (SDW)
ground state. A recent DQMC study has set the phase boundaries more precisely at
half filling [30].

Another possibilty is to include the nonlocal exchange interaction which favors a
ferromagnetic ordering in its simplest form. Usually, it is ignored due to its weakness
(for 3d-electrons in a bulk: J ~ 1/40eV compared to the local interaction U =~ 10eV.
[1]) but, considering the reduced screening in two dimensions and the fact that many
magnetic orderings may be very close to each other energetically (e.g. the Nagaoka
case [9]), even a little nudge towards ferromagnetism may have a large effect on the
otherwise antiferromagnetic ground state. Especially in the large-U limit, J would
compete against a rather small 4¢2/U-coupling.

Of course, both extensions make the sign problem even worse if a direct lattice QMC
simulation is attempted, which is the motivation for a set of new approaches presented
in this work.

This thesis is structured as follows: We briefly go through the relevant basics of
statistical quantum and many-particle physics for electrons on a lattice, and intro-
duce the Hubbard Hamiltonian together with its extensions. Afterwards, the Peierls-
Feynman-Bogoliubov variational principle is introduced [31] which allows us to map
an arbitrarily complicated Hamiltonian onto a simpler, effective system. It is the basis
of the first two works presented. The derivations which are used in the papers to incor-
porate nonlocal interactions into purely local Hubbard models are discussed in more
detail, and a possible generalization is proposed. We then go over to the numerical
and computational aspects, starting with a detailed introduction of the heavily used
Determinantal Quantum Monte Carlo [23] [32] algorithm. The dual-fermion perturba-
tion theory [33], [34] which is at the center of the last chapter follows. The Dynamical
Mean-Field Theory (DMFT) and the Dynamical Cluster Approximation (DCA) [35]
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are also explained, together with a continuous-time Monte Carlo solver.

The presentation of the three projects which constitute the research of this thesis is
done in a semi-cumulative fashion: Two works are attached as papers, while the third
documents implementations done by me and Alexander Lichtenstein in a pedagogical
way.

The first work, which has been published in Physical Review B [30], extends the Hub-
bard model by a nonlocal exchange interaction, modeled by a ferromagnetic Heisenberg
term. Through the variational principle mentioned before, self-consistency equations
are derived which map the problem onto an auxiliary model with a broken spin-
symmetry and an effective, purely local interaction. Pros and Cons of this method
are discussed, and it is shown how it correctly predicts continuous transitions of anti-
ferromagnetic to ferromagnetic correlations where Hartree-Fock mean-field theory [37]
displays first-order phase transitions.

The second paper (available on arXiv: [38]) treats the extended Hubbard model on
a doped square lattice, where a next-neighbour repulsive term with the strength V'
is included. As mentioned above, the Monte Carlo methods one could apply to the
doped problem break down quickly due to the sign problem. In order to gain some
insight on how the V-term affects the system, we thus make use of the variational
principle, and derive a self-consistency equation for an effective local interaction U.
Such a mapping was already used to discuss how the local interaction is screened [39)
and how the order of the metal-insulator transition is affected [40]. However, here, we
extend it to a broad range of parameters and fillings. Surprisingly, our data which is
obtained both from direct lattice DQMC and within the DCA hints that the screening
is more effective when hole-doping the system away from half filling. Furthermore, we
implemented the measurement of static four-particle correlators into a DQMC code,
and use it to study how doubly-occupied and empty sites are spatially distributed.
Contrary to an intuitive picture where two holes are expected to move together in an
antiferromagnetic background, we found that it is doubly-occupied and empty sites
that are bound to each other.

In the last chapter, implementations done by me and Alexander Lichtenstein are
presented. Specifically, we implemented a first version of the strong-coupling dual
fermion perturbation theory discussed in Ch. as a module which makes use of the
QUEST-toolbox [41]. The relevant code snippets, basic usage and optimizations are
explained together with open tasks for the future. A few first results for the Green’s
functions on a square lattice are presented.

In summary, we present three novel approaches towards the understanding of strongly
correlated materials. In the future, with the emergence of new and better solvers, and
the further improvement of computational resources, we hope that the ideas discussed
in this work lead to further advances.



2. Theoretical Basics

Given a system which is governed by the Hamiltonian operator H and a set of states
{|¥)} on a Hilbert space, the Schrédinger-equation [42] stands at the center of quantum
mechanical descriptions:

L0 8
i) = H|¥)

Assuming that H is t-independent, the time-dependence can be separated, and one
obtains a stationary eigenvalue problem:

H|U) = E|D)

While solving this equation for one particle with different setups is a standard problem
treated in all basic books, the many-particle problem poses a significant challenge.
Assuming that the particles interact with each other (e.g. the standard Coulomb
interaction between electrons/protons), for a macroscopic system, one arrives at a
hugely complex problem with ~ 1023 coupled differential equations. For this reason,
many methods and reasonable approximations have been developed. As such, in this
chapter, we will briefly go through the necessary basics of many-particle physics and
statistics.

2.1. Second Quantization

Given its relevance, and to make some notations clear, we quickly review some basics
of the so-called second quantization [43]. The mathematical formalism was introduced
by Fock [44] in order to treat many-particle systems in a more convenient fashion.
Contrary to a classical system, identical quantum particles cannot be distinguished,
which leads to only very specific possible many-body states.

Let us assume a set of single-particle states {|pq,)} (which stem from the solution
of the Schrédinger equation), and let |... 83 ...) denote an N-particle state where
the ¢’th particle is in the single-particle state |@o,). Since the particles cannot be
distinguished, applying the transposition operator ]5ij may only change the many-
particle state by a phase factor A:

Pyloo 6@ =109 gl ) =N ed) ) (2.1.1)

Since PZQJ = 1, the phase factor follows as A = 1. This leads to two separate subsets
of the full Hilbert space, ’Hg\;r) and ’H(f) , which contain the possible states of the
many-body system.

The N-particle states |1/)](\€,)> (with (¢ = £)) can be constructed from a simple prod-
uct of one-particle states by applying the symmetrization and antisymmetrization
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operators S. on them:

9) = 75 (1080162) - 1600)) (21.2)
S.=Y erp (2.1.3)
P

P performs p applications of the transposition operator Ej; The sum in Eq.(2.1.3)
runs over all possible permutations. 1/N! is a normalization factor. For the case of

e = —, Eq.(2.1.2) can be conveniently rewritten as a so-called Slater determinant:
O] [0b) - [dy)
w}(\;)> — 1 det ’¢a1> ’¢a2> ) |¢04N> (2‘1.4)

Y gy - 168

On the other hand, in the ¢ = + case, |1/)](\€,)> can be written as a permanent. The

spin-statistics theorem [45] links ’Hgv_) to fermions (electrons, positrons, protons etc.)
with half-integer spin (in units of A) and HE\J;) to bosons (e.g. photons, phonons,
magnons etc.) with integer spin. In this work, only the first one is relevant as we will
deal with fermionic systems only.

Instead of solving Eq., many-body states ]1/11(\?)) can be constructed out of the
vacuum state |0) (with (0]0) = 1). To that end, the so-called creation and annihilation
operators cg, g are introduced. The occupation numbers n; of the one-particle states
then characterize an N-particle state fully:

W) = [nang .. on;.. ) (2.1.5)

These states are known as Fock states and are elements of the Fock space HE) =

Do ”HE\F}). The creation operator CI& is defined as:

B—1
il ng. ) =N g T (g 1)) Ng=>my (2.1.6)
=1

The N-particle states can then be constructed by:

> ng=N g
Ing...ng..)® = ﬂ]:[l \/@(CL)W 0) (2.1.7)

T
The adjoint of cjg defines the corresponding annihilation operator, i.e. cg = (c}j) . In
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the fermionic case, the operators act on the states in the following way:

| mg ) = (=1)N5u0 | (ng+ 1)) (2.1.8)
T e

cgl..ong. ) = (=)o, 1 | (ng—1)...)) (2.1.9)
en) enl?,

Furthermore, the following anticommutation relations are valid for fermions and con-
tain the respective statistical properties (Pauli-principle and Fermi-Dirac-Distribution):

{ca,c3} =0 {cich}:O , {ca,cg}zéaﬂ (2.1.10)

Lastly, we express arbitrary operators O, consisting of one- and two-particles terms
O(1), O(2), in second quantization:

0= (¢a,|0)da,) cle; + > (81620 2) |00 6P) clcherey (2.1.11)
7 T ijkl ~~
o) o,

If a set of one-particle states {|pq,)} is known, the matriz elements OZ(]1 ) and Og,ll

can be evaluated explicitly. An example will be discussed later in the context of the
Hubbard model.

2.2. Thermodynamics and Statistics

In the following, a short overview of the necessary statistical basics for quantum sys-
tems is provided. After discussing the ideas of the canonical and grand-canonical
ensemble for quantum systems and how to obtain thermodynamic properties, the
Wick-Theorem for non-interacting systems is explained and applied to four-particle
correlators which are evaluated numerically in the second paper (Ch. (6])).

2.2.1. Canonical and Grand-Canonical Ensemble for Fermions

The idea of statistical ensembles for describing physical systems with huge particle
numbers has been established as early as 1902 by Gibbs [46]. Since it is the most
relevant one for our work, we specifically focus on the quantum case of the grand-
canonical ensemble for fermions, while explaining differences to the canonical case on
the way. For broader introductions, we refer to [47] 48].

The grand-canonical ensemble describes a (quantum-)mechanical system which is in
thermal equilibrium with a reservoir (i.e. a macroscopic surrounding). The system can
exchange energy and particles with the reservoir, controlled by the chemical potential
u and the temperature T' (we will mostly write the inverse temperature 5 = 1/kgT
for simplicity), which are the thermodynamic variables. Mechanical variables such as
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the volume V' also play an important role, but are not considered explicitly here, as
we mostly compare systems at equal size.

At the center stands the grand-canonical partition function Z, which, for a given
Hamiltonian H of a system, is defined as:

Z=Tht (e*ﬁH) (2.2.1)

The trace is a sum over all possible configurations of the system. With Z as a nor-
malization factor, the thermodynamic average (A) of an operator A is defined as:

(4) = % Tr (Ae_BH) (2.2.2)

Compared to a (non-degenerate) ground state |GS) at T" = 0, where the expectation
value would simply be (4) = (GS|A|GS), one has to sum over all possible states
weighted by the factor e #H

As an example on how to evaluate such average quantities, we derive the average
occupation (ng) (i.e. the Fermi function) for a non-interacting fermion system. The
starting point is the fermionic, non-interacting grand-canonical Hamiltonian in its
eigenbasis {k}:

in order to take thermal fluctuations into account.

H= Zekc,tck — MZCLck = Z (e — p) ng (2.2.3)
k k

k

First, the partition function is expressed as:

Z—Tr (e—ﬁ 2ok (Er—p)ng ) - Tr (H e Bler—pny )

k

“TI S e Hemm (1 +6—6<sk—m) (2.2.4)

k np=0,1 k

Next, the expectation value can be evaluated by expressing the operator n; under
trace as a derivative:

(ng) = i Tr (nkefﬁH> = <—;> ;aik Tr (efﬁH)

Z
0 1
=— | —-—=InZ
Dz ( e )
J— (b
0 1
_ Y | _Z —B(ek—H)
85k< 5;111(14—6 >>
1 e Bler—n) 1

B _E 1+ e—ﬁ(Ek—M) <_5) - 1+ eﬂ(5k—ﬂ) (225)
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The last expression is the well-known Fermi-function. As can be seen in this deriva-
tion, some average values can be obtained through partial derivatives (with respect to
parameters in H) of the grand canonical potential ®. In the canonical case, where the
particle number N is fixed and consequently no p-term appears in H, ® is the free
energy of the system. Quantities such as the average total particle number N and the
entropy S also follow from the grand canonical potential:

0P 0P
N=-" , =5z

T'= const.

(2.2.6)

pu= const.

In the following, we will show an example of Wick’s theorem which, for non-interacting
systems, allows us to obtain higher-order thermodynamic averages.

2.2.2. Wick-Theorem

Wick’s theorem [49] provides a useful recipe for evaluating higher-order correlators of a
non-interacting system. Since non-interacting systems are the basis of most perturba-
tion theories, the theorem is of huge importance. To gain some intuition, and inspired
by an exercise in [50], we go through the proof for static two-particle correlators, but
it should be kept in mind that the same idea holds for both higher-order correlators
and for time-dependent operators in the Heisenberg-picture as well. More extensive
discussions and a general proof are found in [51, [52].

The starting point is a non-interacting, fermionic Hamiltonian H in its diagonal
basis {k}:

H= Z (e — p) chk (2.2.7)
k

For the diagonal basis, where H does not allow hoppings between different states k;,
the expression <czlczzck3ck4> can only be nonzero if the indices fulfill the condition
kl = k4, kQ = /{:3 or k‘l = k‘g, k:g = k:4. Thus, we have:

<CL CJ]LQ C,q Ck4> = <nk1 nk2> 5k1,k4 5k2,k3 - <nk1 nk2> 5k1,k3 5k2,k4 (2'2'8)

The minus-sign in the second term simply comes from the swapping of the fermionic
operators.

Average occupations ((ng) = (clck>) are given by the Fermi-function (Eq. ),
and it is easy to see that for two different states k1 # ko:

0

Kklm’”) =0 (2.2.9)

We now evaluate the same expression (with a prefactor —1/4 for convenience) from

10
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the definition of thermodynamic averages (Eq.(2.2.2))):

1 0 B l o |Tr (nkze_'g 2 (En—p)n )
_B@<nk2> - _/8 85k1 Tr (e—ﬁzk(ek—u)nk )
T (e Sales s
Ty (675 Dok (Ek—p)nk )
Tr (nk2€_6 >k (er—p)ng, ) Tr (nkle—ﬁ Sk (er—p)ng )

- (Tr (B Taler—nmi) )2

Tr (nklnkz,e_ﬁH) Tr (nkle_fBH) Tr (nkze_ﬁH)
- Z a Z2
= <nk1nk2> - <nk1><n/€2> (2'2'10)

Since this expression vanishes, we obtain:

<nk1nk2> = <nk1><nk’2> (2211)

Thus, in the eigenbasis of H, we arrive at the following statement:

<cLchQCkgck4) = <czlck4><c};gck3> Ok ks Oy ks — <c£1ck3><0220k4> Ok ks Oko ks (2.2.12)

From this result, it is possible to go to an arbitrary, non-diagonal basis {a} through a
()

unitary transformation, defined by coefficients g, [

<Cll 6‘32 €as Ca4> - Z qzl,kl qt);z,kz Qaz,kz9as,kq <CJIrchlTeg Ck30k4> (2.2.13)

a1,a2,a3,a4

Inserting Eq.(2.2.12)) and evaluating the transformation leads to the final result:

Pt _ _
<Ca1ca26a3ca4> - Qo k1 902,k 903, k3 9a4,kq <
ai,a2,a3,a4
(e} e, Vel e ) Oy 0 — (el e, Ml e, YOy O
1 Ckq/ \Chy Cks/ Ok1,ka Oka,ks3 k1 Cks/ \Chy Cky ! Ok1,k3 Oka,kg

- <cglca4><6220a3> - <cllca3><cjlzca4> (2214)
In summary, higher-order correlators can be decomposed into a sum of all products
of possible one-particle correlators. For the correct sign of the terms, one needs to
keep track of the necessary number of permutations of the fermionic operators. More
extensive derivations of a few specific four-particle correlators are shown next.

11
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2.2.3. Example: Four-Particle Correlators

Here, a set of four-particle correlators which are measured during Monte-Carlo sim-
ulations in the second paper (Ch.@) are derived. Again, consider a non-interacting
Hamiltonian, but this time, with a spin-index o:

H = Ztijczocjg — ,uan (2.2.15)
ij io

We define a doublon- and a holon-operator which measure whether a state (lattice site
in the paper) i is doubly occupied or empty:

d; = nipng (2.2.16)
hi = (1 — an)(l - TLZ‘J,) (2217)

In the paper, we examine how doublon-pairs, holon-pairs and doublon-holon-pairs are
distributed on a lattice. In order to do so, one must measure the correlators (d;d;),
(hih;) and (d;h;). We start with the Wick-factorization of the holon-holon correlator:

(hihj) = (1 = nip) (1 = ng ) (1 = ngp) (1 = njy)) (2.2.18)

Multiplying out all the brackets and sorting the terms according to their order leads
to:

(hihj) =1 = (nj) — (ng)) — (nir) — (nay)
+ (njrngy) + (Rarniy) + (arngt) + (nagngy) + (Ragng) + (nagngy)
— (npnjyngy) — (nagngngy) — (nanagngy) — (nainingy)
+ (nipnignjngy) (2.2.19)

We now start Wick-factorizing the terms of order two and higher. It should be kept in
mind that H does not flip any spins, i.e. terms such as (cZch ¢> are zero, which reduces
the number of pairings that need to be considered. For the two-particle terms, the
decompositions are:

(nipniy) = <CITCiTCI¢Ci¢> = <CITCZ'T><CLCM> (2.2.20)
(ningy) = (chegelie;) = (e (el e;) (2.2.21)
(mirnjr) = (cheicfyes) = (chea) (o) + (ehe) (einely) (2.2.22)

12



2 THEORETICAL BASICS

Due to the absence of spin-flips, decomposing the three-particle terms becomes simple
as only pairings with the same spin contribute:

D I AU AR i i
{nirngin i) = (epcincincin e = (65,65 (<%%><%ch> + (el el )
(2.2.23)

S AU B _ t t
{rayngrngy) = (e caipcincuciy) = (e (<Cu%><%¢6j¢> +(c] i ¢ w% )
(2.2.24)

{njpnirni) = <C}TCjTCITCiTCzT¢Ci¢> - <CL%> <<C}TCJT><CITCiT> + <C;¢Cn><cj¢cj¢>)

(2.2.25)
{njynipni) = <C}¢Cj¢CzTTCiTCLCu> - <CZT¢%> <<C}¢Cj¢><czl%> + <C;¢Cu><cj¢03¢>>
(2.2.26)
Lastly, the four-particle correlator yields:
(nirnanjingy) = (nangnang,) = (cheqehieselie dies)
= (<CZT‘TCiT><Cj‘TCjT> + <C;‘rTCjT><CiTc;'T>)
X (<CLCQ><C}L¢CJ¢> + <c;'¢cj¢)(cuch>> (2.2.27)

It is easy to see that this four-particle expectation value already corresponds to the
doublon-doublon correlator, i.e. (d;d;). What is left is the doublon-holon correlator
(d;hj), which we will multiply out in a similar fashion:

(dih;) = (nitni (1 —njp)(1 = nyy))
= (nipnay) — (ipnagng) — (apnagngy) + (igng ;) (2.2.28)

The individual terms can also be read off from the decompositions already done above.
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2.3 MATSUBARA FORMALISM

2.3. Matsubara Formalism

Instead of solving a complex problem (i.e. an interacting many-particle system) in
its entirety, it is a common approach to focus only on obtaining certain correlation
functions (Green’s functions) which already yield results such as the spectrum, elec-
trical and thermal conductivity, magnetic susceptibilities etc. that can be verified in
a laboratory. The Matsubara method [53] is a formalism which treats such a problem
at thermal equilibrium. An extensive introduction (which we follow here) with proofs
and derivations is given in [52], and a more compact introduction can be found in [51].
Here, we only go through the basic definitions of Green’s functions and their prop-
erties. An introduction to diagrammatic techniques is also skipped, since the Monte
Carlo methods used in later chapters often provide a direct access to Green’s functions
of interest.

Assuming a grand canonical Hamiltonian H (at an inverse temperature 8 = 1/kgT)
with its diagonal basis {k}, and having time-dependent, fermionic operators such as
C4o(t) (o being the spin) in the Heisenberg picture, one can define a fermion Green’s
function as:

Gt 1) = % T (e ey, (1)el, (1)) (2.3.1)

with ¢, (t) = e™c,_ e and Z=Tr <e_’3H)

A problem arises when one splits up the Hamiltonian into H = Hy + V, with V
containing the interaction terms, in order to do perturbation expansions. The V-term
which is commonly treated as a perturbation appears both in the exponentials defining
the time-dependency and the thermal factor e #. The idea within the Matsubara
formalism is to put these terms on equal footing by defining an imaginary time 7 = it,
i.e. treating t and S as the real and imaginary parts of a complex variable. Arbitrary
time-dependent Green’s functions are then defined for -5 < 7 < 3:

Gr(r,7') = —(Tye, (T)ck (7)) (2.3.2)

with ¢, (1) =e e, e ™

T, is the time-ordering operator, which sorts the order of the operators that follow
it so that the earliest times (i.e. closest to —f) appear to the right. With the an-

ticommutation relations of fermions, it can be shown that the Green’s function only
depends on time differences 7 — 7/, leading to an equivalent definition of G-

Gi(r) = ~(Trey, (T)ef, (0)) (2.3.3)
The following symmetry holds for fermions:

G(r)=—-G(tr+p) for —p<7<0 (2.3.4)

14



2 THEORETICAL BASICS

With these properties, the Fourier expansion of G can be defined:

Gr) = ;Z e~ G (o) (2.3.5)
s

Glicon) = /O dretnT G(r) (2.3.6)

with w, = (Qn;l)ﬂ (2.3.7)

wp, are known as the fermionic Matsubara frequencies. For the non-interacting Hamil-
tonian in its diagonal basis, i.e.

H:H():Z(sk—u)clck

k
the single-particle Green’s function can be evaluated exactly in both representations:
GY(7) = —e~E=MTO(7) — np(ex — )] (2.3.8)
1
Ghliwp) = ————— (2.3.9)

iwn = (ex = p)

©O(7) denotes the Heaviside step function, while np(F) is the Fermi function (see

Eq.(2:23)).
For the interacting case, where a term V # 0 appears in the Hamiltonian, it can be
shown that the interacting Green’s function fulfills the Dyson equation:

G (iwn) = G (iwn ) + G (iwn ) S (iw, ) G (iwy,) (2.3.10)
This can be rewritten as:

1
twn — (ex — 1) — Lk (twn)

G (iwy) = (2.3.11)
The self-energy Xk (iw,) contains all many-particle effects, and describes how the k-
and frequency-dependency changes compared to the non-interacting case. Perturba-
tive, diagrammatic methods have the goal of obtaining an accurate self-energy within
certain approximations.

Lastly, it should be mentioned that, if a Matsubara Green’s function G(iw,) is
known, one can obtain the retarded Green’s function GkR(w) by performing the analyt-
ical continuation iw, — w+1id, where w is a real frequency (in contrast to the discrete,
imaginary iw,) and a small ¢ is introduced to guarantee convergence at large times:

wWn —w-+10

Gliwy) == GR(w) (2.3.12)

The retarded Green’s function is important because its imaginary part leads to the
spectral function Ag(w):
Ap(w) = —2Im(GF(w)) (2.3.13)

As the name suggests, Ai(w) can be measured through spectroscopy, validating or
invalidating theories and approximations used to obtain X (iwy,).
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2.4 THE TiGHT-BINDING MODEL

2.4. The Tight-Binding Model

Within the Born-Oppenheimer approximation [50], due to the big difference in mass
between electrons and protons/neutrons, electron and core dynamics are seen as de-
coupled. If, additionally, the electron-electron interaction is neglected, one arrives
at an electronic one-particle problem known as the tight-binding model. Assuming a
periodic lattice with one orbital per lattice site, the Hamiltonian H reads as:

H=> tijc,c, (2.4.1)

ij,0

The atomic orbitals are assumed to be strongly bound to their cores (hence, the name
of the model). For i # j, the matrix elements t;; describe the hopping of electrons
from the site j to i. The diagonal elements t;; = €9 — p contain the orbital energy ¢
(often set to zero) and the chemical potential p.

An important system which is the focus within this thesis is the square lattice. For
hoppings between nearest neighbours (i, j) and next nearest neighbours ((i, 7)) with
amplitudes ¢ and t', respectively, we show that by introducing the spatial Fourier
transform of the fermionic operators, H can be diagonalized. The Hamiltonian H for
this specific case reads as:

H——tz (Zojg—i—hc) Z <joja+hc)—,u,2nw (2.4.2)
(i.5),0 ((1.4)).0 i
H, - H,

The Fourier transform of the creation and annihilation operators is defined as:
Cioc = L Z e R gy, ) CZT(7 L Z etikR; CLU (2.4.3)
VN 4 v N

N is the total number of lattice sites. R; contains the coordinates of the lattice site 4,
while, for periodic systems, sum over k-vectors go over the so-called Brillouin-zone.
The last term with the occupation number operators transforms directly as:

i(k—k)R; — 1

Z CioCic = Ar Z Z Ckack’ Z 5kkl Ckack’ - Z ko ko (244)

0 kk’ 7 kk'oc ko
Here, we made use of the fact that, due to orthogonality of the plane waves on a
periodic lattice, the i-sum reduces to ), ¢!—K)Ri — N 6,/ For the transformation
of the hopping terms, it is helpful to rewrite sums over e.g. (i,j) as Z@.J =D s
where ¢ are the displacements from the lattice site 4, i.e. j =i+ 0 (With the vector
R; 4+ 9). The Fourier transform of H; can then be evaluated:

- 1 _ 1 +ikR; —ik'R; —ik'§ 1
Hy = E :Ciacz’+5,a =N Z Z < ¢ € “koCK'o

0o kk'c i ei(k—K)R;

_ —ik’d T _ —iké | .t

= Z dek/ e ChoCrlo = Z (Ze > o Ckor (2.4.5)
kk'c § ko \ &
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2 THEORETICAL BASICS

On the square lattice, assuming a lattice constant of a = 1, the vectors connecting

=10) () 0 () 249

With the identity 2 cos(x) = €™ + ¢~ the d-sum in Eq.(2.4.5)) yields:

adjacent sites are:

Z e KO _ oika  otike 4 o—iky o otiky _ 9 (cos(kz) + cos(ky)) (2.4.7)
)

At this point, it should be noted that the Fourier transform of Hy can be done in a
similar fashion. The only difference is a different set of displacement vectors. For next
nearest neighbors, the vectors are:

1 1 -1 -1
o=10)- () (5)- ()} @49
The d-sum for this case then reads as:
Z o—ik8 _ ke gmiky | ke g tiky | gika g tiky | tike g—iky
)
= (e‘ik”” + erT) (e_iky + e”ky) = 4 cos(ky) cos(ky) (2.4.9)

In summary, the square lattice model with hoppings between nearest and next nearest
neighbours is diagonalized through the spatial Fourier transform, and one obtains:

H = Zsk CLUCkU with
ko
ex = —2t(cos(ky) + cos(ky)) — 4t’ cos(ky) cos(ky) — p (2.4.10)
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2.4 THE TiGHT-BINDING MODEL

ex of the Square Lattice with = 0,t =1

M t=—0.2

/ ! 4

2

X 0
-2
—4

T 0 T
Ky K

Figure 2.4.1: Color-plots of the dispersion for a square lattice on the first Brillouin
zone, with hopping between nearest (¢) and next-nearest neighbours (¢').
The dashed lines represent the Fermi-surface and arcs.

Square Lattice with = 0,t =1

4 — t'=0
----- t'=-02
2 -
& 0
9 ) .
—4 A
T X M r
k

Figure 2.4.2: Line-plots of the dispersion along the high-symmetry lines for a square
lattice on the first Brillouin zone, with hopping between nearest (¢) and
next-nearest neighbours (t').
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2 THEORETICAL BASICS

2.5. The Hubbard Model

In strongly correlated systems, the interaction between electrons can not be neglected
as in the previous chapter. Assuming again the simple case of a (static) lattice with
one electronic orbital per site, the interacting Hamiltonian generally reads as:

H = Z t,-jc;racja + Z Uijki c;-rac;r.a,ckg,cla (2.5.1)
ij ijkl
o oo’
Following Eq.(2.1.11)), and a assuming a set of localized real-space orbitals {¢;(r)}
with a distance-dependent interaction V (|r — r’|), the matrix elements scale as:

Usjur o / &r / Br' 6 (1) (1) V(jr — v']) 6, (1), () (255.2)

From the structure of this integral, it is intuitive to see that the local interaction,
i.e. the matrix element Uj;;, is generally the dominant one. Thus, the simplest
approximation of the interaction one can make is to neglect all elements except U =
Uiiii, which is known as the Hubbard model [1}, 2] [3]:

H = Ztijczacja +U Z NN (2.5.3)
o

One should note that, on a periodic lattice, the one-particle part of H is diagonal in
k-space, while the purely local interaction is already diagonal in real space. Thus, if
either the ¢;; or U are small, one may treat it perturbatively. For example, assuming
hopping between adjacent sites with an amplitude ¢ only, and U >> t, one obtains, for
half filling, an effective Heisenberg model H = (—4t2/U) Y .7y Si-S; [B] or a so-called
t—J—model [54] for the doped case. However, although the model seems simple, many
interesting phenomena such as a metal-insulator transition [3, /6] occur in the parameter
space which is not trivially accessible. Furthermore, ground states with vastly different
properties may be very close to each other, which makes accurate predictions difficult.
For example, on a half-filled bipartite lattice, the ground state is an antiferromagnetic
spin density wave (SDW), while removing a single electron from the lattice can lead
to a ferromagnetic state in the Nagaoka limit [9]. In dimensions d < 3, however, such
orderings are destroyed for T > 0 due to Mermin-Wagner fluctuations [55].

While the one-dimensional Hubbard model can be solved [7], the two-dimensional
case, which is of interest in this thesis, has been an ongoing research topic for decades.
Tremendous progress has been made (more detailed reviews can be found in [56] [57,
58]), although the doped 2D case at finite temperature remains a difficult problem. To
that end, we discuss and implement a novel dual fermion method in the later chapters.
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2.6 EXTENDED HUBBARD MODELS

2.6. Extended Hubbard Models

So-called extended Hubbard models include certain nonlocal interactions in addition
to the Hubbard-U-term. In three-dimensional systems, they are often neglected due to
generally stronger screening of the Coulomb interaction between electrons. However,
this screening is strongly reduced in the two-dimensional case, which applies to many
novel quantum materials. One example is to include matrix elements which represent
a density-density interaction between electrons (i = k and j = [ in Eq.(2.5.1)). The
one-orbital Hamiltonian then reads as

H = th ClpCjo + Uannw—i— ZV,] NigNjgr (2.6.1)
i#]

O'O'

Hy,

with the matrix elements:
Vo [ [ 6, V(i = 20500 (2:6.2)

The factor 1/2 in Hy prevents double counting of terms. The biggest contribution,
which is generally the density-density interaction between electrons on adjacent sites,
favors a so-called charge density wave (CDW) [27, 28| 29] at half filling on a bipartite
lattice. This competes against the spin density wave ground state of the purely local
Hubbard model and influences many other properties, which makes the phase diagram
more complex. For cuprates such as LasCuO4 and HgBasCuOy, downfoldings to a one-
band model [59] estimate V;; for nearest neighbours to be on a scale of U/V ~4...5,
which is large enough to potentially affect the properties of the material.

Another possible extension is to include the exchange interaction between two elec-
trons, which corresponds to the matrix elements J;; with i =l and j = k in Eq.:

H= Z tije ZU o + UZ"”"“ +3 Z Jij chjo io' Cjo (263)
wﬁy
Hy
gy [ [[ @ 6165 Vil - 6,096, (2.6.4)

Compared to the direct density-density interaction, it is not intuitively clear from the
structure of H; and J;; which ground state is favored. In order to gain an under-
standing of its behaviour, H; can be rewritten in terms of the following, dimensionless
spin-1/2-operators:

_ 1
St = CZTTCN , ST = cl.lcm , SP= 3 (nip — niy) (2.6.5)

)

T QT _ 1 + o— — o+
STSy+SYSY =2 (577 +5757) (2.6.6)
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2 THEORETICAL BASICS

The operators in Hj are then expressed as:

E : _§ : ToT
CigC _]o’ Cigt ]U - ( NigNjo +Czocjaczacja)
— %/—“

o
o=o’

= _(niTan + niin]lr Z cw'cza'cjacjo'
—_———

SFSr+87 s
= — (2S7Sy + SYSY) + mangy +nigny) (2.6.7)

The density-density terms can be written as:

1 1
gt + nigngy = 5 (i = na ) (g —ngy) + 5 (g + i) (njr +ngy)
1
= 2SZZS; + 5 E NigNjo! (268)

oo’

With these reformulations, we arrive at the final expression for the nonlocal exchange
interaction:

1
Z Cig€ jO’ Cio'Cjo = =—-285;-§; - 9 Znianjo" (2.6.9)

oo’

For J > 0, the spin-spin interaction prefers a ferromagnetic configuration, and the
smaller density-density term is attractive. The interplay between H; and the kinetic,
antiferromagnetic exchange effects of the Hubbard model is extensively discussed in
the first publication, while the effects of Hy are the topic of the second paper (Ch.
and (@, respectively).
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3. Peierls-Feynman-Bogoliubov Variational Principle

Here, we review and apply the method known was Peierls-Feynman-Bogoliubov vari-
ational principle (in literature, often only referred to as the Bogoliubov variational
principle). It allows us to map an arbitrary system, usually too difficult to solve nu-
merically, onto a simpler one. For the basics and proofs, we will closely follow the
comparably compact and intuitive derivation in [50]. For a more extensive discussion,
we also refer to [60] and the review in [31].

3.1. Formalism

Let us consider a grand canonical system defined by its Hamiltonian H and the chem-
ical potential u. We investigate the following functional for an arbitrary density oper-
ator p:

dp] = Tr [p (H—MNJF;m(p)ﬂ (3.1.1)

B = 1/kpT is the inverse temperature, while N denotes the particle number. Inserting
the grand canonical density operator pg into Eq.(3.1.1)) explicitly leads to:

1
— _— o—B(H—pN) _ —B(H—uN)
p6 =3¢ ., Za=T: (e ) (3.1.2)

®[pc] = Tr [PG (H — uN + ;ln(e_B(H_“N)) — ;ln Zg>:|

1
= —*hlZG Tl"(p(;) = (I)H (3.1.3)
B ~——

=1

The functional <i>[p] yields the system’s grand potential (or free energy in the canonical
case) @y if we set p = pg. The next step is to prove that, for an arbitrary density
operator p, the Bogoliubov inequality [61] holds:

Blpc] < B[] (3.1.4)

Its rather intuitive meaning is that a system’s grand potential is minimized by its actual
density operator pg. Thus, even if we cannot evaluate pc due to the complexity of a
system, we can find upper bounds for ® g by defining trial density operators p. This
is the basis for development of many variational approaches.

As a starting point for the proof of Eq.7 we first show that, for two density
operators p,p’, the Gibbs inequality[62] holds:

Tr (pln(p)) > Tr (pln(p")) (3.1.5)
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3 PEIERLS-FEYNMAN-BOGOLIUBOV VARIATIONAL PRINCIPLE

Let {|i)} and {|j)} be the eigenbases of p and p’, respectively. Then, by using the
inequality Inz < x — 1, we get:

Tr [pln(p')] — Tr[pIn(p Z {pi (@] [n(p")] I3) = (ili) In(ps)) }
= Z {pi ((il7) n(p}) (i) — (ilf) (jlé) In(pi)) }
= Z {pil(il5)* (In(p}) — In(ps)) }

_ EZ: {pz’\(i\jﬂﬂn (;i)}
< Z{muw (’; - 1)}

—Z (13) 105 — 14l pe)

= Tr(p )—Tr(p) =0 (3.1.6)

Now, we consider ®[p] for an arbitrary density operator p and, by using Eq.(3.1.5),
show that Eq.(3.1.4) holds:

Bls] = Tr (o( — V) + 3 Tr pln )
> Te (p(H = V) + 5 Tr (ol pc)
= To (p(H = V) + 5 Te[p (~B(H = V) — In Z)
= _;mZG = ®[pa] (3.1.7)

Let H(z1,22,...) be an effective Hamiltonian which depends on a set of (variational)
parameters (x1,x2,...). We insert its density operator pj into the functional ®:

Qlpy] =Tr |pgy (H — uN + ;lnpg>]

[ ~ 1
=Tr pg (H—MN—H—l—,uN—ﬁanﬁ>]

)} ——an~

— (H—H);— an (3.1.8)

:Trp

Applying the Bogoliubov inequality Eq. ) then leads to:

oy < (H-H)z+ 0 (3.1.9)
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3.2 EXAMPLE: MEAN-FIELD THEORY OF THE HEISENBERG-MODEL

®p denotes the original system’s grand potential while ® 5 is the grand potential
of the effective (or auxiliary) model H. Adjusting the auxiliary model’s parameters
(z1,x2,...) in a variational fashion which minimizes the right hand side of the expres-
sion in Eq. provides the effective H which approximates the original model’s
grand potential as good as possible.

Assuming an interacting problem H, the simplest choice of H would be a non-
interacting system, which leads to a variety of so-called mean-field theories. We shall
discuss a common textbook example in the next subsection. However, this approach
is often only a first step and fails to capture behaviour and properties related to
strong correlations. As such, we will choose H’s which still contain (less complex)
interactions, but are easier to solve than the original problem, in order to get a more
accurate description of H.

3.2. Example: Mean-Field Theory of the Heisenberg-Model

As a simple example on how mean-field theories can be derived from the variational
principle generally, we formulate a mean-field theory for the Heisenberg model within
the formalism and show that the results are indeed the same as common textbook
solutions which are based on decoupling interaction terms into specific channels.

Let us start with a Heisenberg Hamiltonian which couples spins on adjacent lattice
sites (i, j) with a coupling constant .J:

H=-JY 55 (3.2.1)
For simplicity, we stay within a canonical framework by assuming that there is one
spin on each lattice site. In textbook examples, one approximates this Hamiltonian

by assuming that the spins do not interact directly, but rather only feel an average
magnetic field (hence, the naming mean-field) which stems from all the other spins:

H =Ty (5085 + (S, = (58
(4,9
Since this approximate Hamiltonian is now non-interacting (as (5;) are only expecta-
tion values), one can evaluate thermodynamic properties like the magnetization, which
however will depend on itself, leading to a self-consistency equation.

Here, we derive the same solution by defining an auxiliary system H as a simple
paramagnet within an effective, magnetic field B in z-direction:

H=-B) & (3.2.2)

For the spins, we set h = 1, i.e. S7 = £1/2 for electrons. We now wish to evaluate
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3 PEIERLS-FEYNMAN-BOGOLIUBOV VARIATIONAL PRINCIPLE

and minimize the functional ® from Eq.(3.1.9):

— I3 (58 + BY (S) 5 + 05 (3.2.3)

As H is non-interacting, we can evaluate all components analytically. To that end, we
start with the partition function and the free energy @ ;:

Z Ty (e—ﬁﬁz) Ty (H 66355> I PBS;

i SF=41/2
_ NN ~\ 1Y
B

Z= (e_ﬁf + e+ﬁ2B> = [2 cosh (i)] (3.2.4)

1 N BB
QH= 3 InZ = 3 In [2 cosh <2>] (3.2.5)

From the free energy ® 5, we derive the total magnetization via the derivative:
ob; N 8B

;<Sf>g =25 =3 tanh (2> (3.2.6)

The product (S; -
(S 2.

;) can be Wick-factorized and, considering that H does not flip
any spins (i.e

) = 0), only products of Spin-z-components remain:

SR e NZ, o _NZ_ BB

S USi-Sg=> () alSH g = (i )2 5 ( 5 ) (3.2.7)
(4,9) (4,5)

Here, assuming translational invariance of the system, Z is the coordination number

(i.e. number of next neighbors). Inserting everything (Eq.(3.2.5)),(3.2.6) and (3.2.7))
into Eq. 1) we end up with the following expression for &:

o = —%t <B2B> + %t nh (523) — gln [2 cosh (62B>] (3.2.8)

We will now look for minima of ® and under which condition they appear for B #0
by looking at the derivative with respect to B:

~ B N
0d  NzJjtanh <ﬂ2 ) N BB\ NB B N BB
— = —— 3 4+ — tanh + —— — — tanh

0B 8  cosh? (/3213) 2 2 4 cosh? (ﬁB) 2 2

()0
2 2

N B

4 cosh? (%)

|
=0
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3.2 EXAMPLE: MEAN-FIELD THEORY OF THE HEISENBERG-MODEL

5 5 (3.2.9)

= ZJ B -
= B = —tanh <ﬁ> = f(B)
For a linear chain (Z = 2), the function f(B) is plotted in Fig.(3.2.1). Nontrivial solu-
tions B # 0 exist if dzf(B)|5_, > 1, which allows us to find the critical temperature
Tc for the phase transition:

of(B)|  _zJB_ 1 _ZJBo 1
OB |j=0 2 2 ogn2 (523) B=0 4
7
= kplc = TJ (3.2.10)

Eq.(3.2.10) is indeed what one would find in literature [43 [47], showing that the
variational treatment is completely analogous.

Linear Chain(Z =2),J = 1.0

15
1.0 — 1
— 20 ST T
0.5
‘R 00
g
0.5
B ——
15 ; - -
210 05 0.0 0.5 1.0
B

Figure 3.2.1: Function f(B) vs. B from Eq.(3.2.9) for a linear chain. Intersection
points of the colored curves with the black one define self-consistent so-
lutions for B.

Mean-field theories, however, all have some common flaws: Phase transitions are
predicted (as here for a linear chain) where they can not exist according to the Mermin-
Wagner theorem [63], and in the cases where they can occur (for H here, the system’s
dimension d would need to be d > 2), the critical temperature T¢ is overestimated.
Furthermore, correlations are not captured accurately; In the case presented here, for
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3 PEIERLS-FEYNMAN-BOGOLIUBOV VARIATIONAL PRINCIPLE

instance, the average spin-spin correlator would generally be <S’; . §J> i =0 for B=0.
The actual Heisenberg model H, however, exhibits nonzero correlations even if there
is no actual magnetic ordering.

For these reasons, we make use of the fact that the variational equation, Eq.
allows us to choose any H that we deem more appropriate. In the following subsection,
we will consider extended Hubbard models and map them to simpler models which
are still interacting, albeit with renormalized coupling strengths.
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3.3 APPLICATIONS

3.3. Applications

The two distinct problems and mappings which are at the center of both attached
papers are discussed in more detail here. Furthermore, for future work, a general
recipe is provided on how to map any nonlocal, direct Coulomb interaction V(q) onto
a pure Hubbard model.

3.3.1. U-J-Model to U-B-Model

In the first attached publication (Ch.), we develop an approximation for the Hubbard-
Heisenberg model on a square lattice, with next-neighbor interactions and hoppings
at half filling:

H=-tY" (d, Ja—i-hc)—l—Uannw—JZS S (3.3.1)
(i,5),0 (4,4)

Assuming J > 0 (i.e., the Heisenberg coupling is ferromagnetic), we wish to map H
onto a Hubbard model with renormalized on-site interaction H and an effective field
B in z-direction which is meant to describe ferromagnetic correlations:

H=-tY" (d, N+hc)+UanTnl¢—BZSZ (3.3.2)

(i,4),0

H H
U U
N o

ap to B
O

~_ ~_

Figure 3.3.1: Illustration of the original problem and the auxiliary system. H has a
renormalized on-site interaction U and an auxiliary field B which couples
to the spins in z-direction.

Evaluating the functional ® (Eq.(3.1.9) for H and H yields:

= (U-0) Y tmnig — 73X (S8 g+ BS (S 5+ 05 (3.3.3)
( (3,9)

.
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3 PEIERLS-FEYNMAN-BOGOLIUBOV VARIATIONAL PRINCIPLE

In contrast to non-interacting mean-field theories where we can obtain correlators

(e.g. (nirngy) g, (S; - 5’;) ;) analytically, here we must generally obtain them from
numerical simulations of H. Finding the free energy ® 7 however, needs a few more
considerations.

Since we are only looking for (U, B) which minimize ®, one can circumvent the
explicit evaluation of ® 5 by looking at the known partial derivatives:

e D PN S (33.0)

o oB

With this, we can write down the partial derivatives of ®. We abbreviate the notation
of the derivatives with (97, 053):
0P = (U - 0) Z& (nitniy) g — JZ%@ S+ Bzaﬁ<5iz>ﬁ
- Z ngni) g+ 05 g (3.3.5)
05 = (U - U) > dplniniy) g — J233<§i S+ BY 05(57) 5
i (3,5) i
+) (7 g+ 0%y (3.3.6)
In both equations, the last to terms cancel each other. We further simplify the notation

by defining V5 5 = (95, 05), and with the condition for extremal points, i.e. V7 5 =
0, we can write:

~

(U U) ZVUB i) g = JZV B8 S)g+BY V5 5(SHg
i
(3.3.7)
Another approach (which is used in the publication) is to solve H on a dense grid
of parameters (U, B), evaluate the free energy ® 5 up to a constant by integration,

and then solve Eq. - To that end, we make use of the known partial derivatives
(Egs.(3 ) and integrate from the point where U, B = 0:

@E—Z/ AU’ (niyngy) 5 (U, 0) Z/ dB' (S7) 5(U, B") + @ 7(0,0)

(3.3.8)

The constant ® g(ff =0,B= 0) may be evaluated analytically since it is just the free
energy of a tight-binding model, but is not required for the search of minima in .
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3.3 APPLICATIONS

Although both formulas are technically equivalent, one should favor one over the other
depending on how H is solved numerically. Since we rely on noisy Monte Carlo data
in the publication, the integral formulation can be preferable as noise tends to cancel
itself out while integrating, while numerical evaluation of derivatives is very sensitive
to it.

3.3.2. U-V-Model to U-Model

Here, we wish to map an extended Hubbard model with next-neighbor density-density
interactions to a Hubbard model with local, renormalized interactions only. This
approach was already proposed in [39] and later used for more extensive studies of
thermodynamic properties [40] of extended Hubbard models. The main difference is
that, here, we extend the method to the doped case, i.e. different fillings of the system.
To that end, we consider H and H in the grand canonical ensemble:

H=—t Z (w ]O—l—hc) +UanTnZ¢+Van] uZnZ (3.3.9)
H=—t Z (w ]g+hc> +UZnZTnz¢—uan (3.3.10)

(i,4),0

n; = ni + n;, denotes the total occupation on a site, while (u, i) are the chemical

potentials. (i, j) runs over next-neighboring pairs of sites.

~

H H
U

Map to

Figure 3.3.2: Illustration of the original problem and the auxiliary system. The effect
of the V-term is incorporated in a renormalized on-site interaction U.

Evaluating Eq.(3.1.9) for ® leads to:

= (U - U) Z(nnnw + VZ ning) i —[) Z(nﬁg + o5 (3.3.11)

7 A
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3 PEIERLS-FEYNMAN-BOGOLIUBOV VARIATIONAL PRINCIPLE

In contrast to the canonical case, 7 here is the grand potential instead of the free
energy. Generally, in order to obtain specific, desired fillings (n;) within H and H, the
dependencies on ., i differ due to the interactions. Ideally, we would like to look for
minima of ® along curves of constant filling, i.e. (ni) 7 = const., which we achieve by
choosing i = ﬂ(ﬁ) to fulfill this condition. With this, U remains as the sole variational
parameter, and we can evaluate the derivative of ®:

GU&) = — Z(nmm@H —+ (U — U) Zal}(niTniOH + V280<ninj>g
i i (6,3)
+(Ogh) ) _(ni)g — (b —R) g{ni)g +05%p (3.3.12)
U z; H zz: U_0 H U™ H
(ne) i — const.

Due to the choice of fi = fi(U), the derivative of the grand potential ® 7 with respect
to U has an extra term:

0Py =+ (nirni) g — @) Y (ni)g (3.3.13)
i i
Inserting this into Eq.(3.3.12f), we see that some terms cancel each other, leaving:

8[}&) = (U — 0) ; 80(11”7%0[9 +V % 30<nmj)ﬁ ; 0 (3.3.14)

Arranging this equation to U on the left hand side leads to a self-consistency equation:

- O () 5

b= 04y =t 20 lnil (3.3.15)
> O (nignay)

Defining the prefactor in front of V' as a screening factor a leads to the result:

- .. O (nim) 5

a(U) = _ L O0lnin) (3.3.16)
> O (nagnay)

U=U-a0)V (3.3.17)

Eq. is one of the central equations in the second paper (Ch.@) for the investi-
gation of local screening effects which stem from the V-term in the extended Hubbard
model.

As a last note, o can be expressed in a simpler fashion if we assume translational
invariance of expectation values (...) 7 on the lattice: Sums over all lattice sites i yield
N terms, while the sum over pairs of next neighbors gives NZ/2 terms, with Z being
the coordination number.

~ __g 3L~,<nm3)g
2

a(0) = o e, (3.3.18)
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3.3 APPLICATIONS

3.3.3. General Interactions

Although not used in the publications, but perhaps relevant for future reference, it is
possible to derive a mapping to a local Hubbard model for any general density-density
interaction. Let us assume again that H is an extended Hubbard model, while H is
the same as in the previous subchapter:

H = H, +U > ngng +  Hy (3.3.19)

One-Particle Terms ( Nonlocal Terms

H=H+UY nini (3.3.20)
i
Assuming a distance-dependent density-density interaction, i.e.

1
Hy =5 ) ViRi-R| oo’ (3.3.21)
i#]

oo’

and going through the same steps as above, one arrives at a more general version of

Eq.(3.3.15):

Ve r.
g <Zi¢j,oo’ |R12RJ<niUnja’>ﬁ>
O (X i(narniy) 7)

As it can be quite tedious to obtain all real-space matrix elements V;; = V‘RZ.,R”, it
is useful to transform the whole equation to Fourier space. To that end, we transform
Hy explicitly:

U=U+ (3.3.22)

Z ‘/|R R\Cw 10 ]cr ]a

175],00
1 EZV ckiRi —ikoRi JiksR; —iduR; .
- NQ Z 2 |R17Rj‘ k1o koo "kso! “kyo’
kiky iy (k1 —k2)R;+i(kg—k4)R;
ksks oo — ei(ky —ko+kg—kg)R; oilkg—ky)(R;—R;)

We define 6 = Rj; — R; as the possible vectors connecting two non-equal sites. The

double sum over sites can then be rewritten as Z# jeee ™ > i and we obtain:
ki—ka+ks—ks)R; i(kg—k4)6 T T
V N2 Z Z Z ‘/“ﬂ 6 . Ck10'Ck20'Ck30’Ck4U’
ll:;ti oo’ i-sum: N0k, ki +k3—ky
i(ks—kq)d T t
Z Z Z V‘5| 6 k10 % +ks—kao Ckso’ Ckyo
k1k3k4 oo’
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3 PEIERLS-FEYNMAN-BOGOLIUBOV VARIATIONAL PRINCIPLE

Defining q = k3 — k4 and renaming (kj, ks) to (k, k) leads to:

V
- % Z (Z Vsl zq5> EZchck+qoch,Ck,_qo, (3.3.23)
—_————

oo’ Kk’
F(a)

With this, we can express the necessary expectation values in Eq.(3.3.22)) in Fourier
space:

VR,-R;
Z w@lmmo H ™ N ZF ZZ ckock+qgck, 1Cher qa> (3'3_24)

1#£j oo’ kk’
oo’

The same steps are valid for the local Hubbard-interaction, although the prefactor
F(q) is simply one and only electrons with opposite spins interact:

Z(nﬁnw Z Z ckTCk+qTCk’¢Ck’ QU B (3.3.25)

% q kk’

At this point, one should note the definition of the susceptibility for 7 — 0, i.e. the
static structure factor:

1
Xoa’(q7 T — O) = Xcro’(q> - _N Z<Clock+qacLa’ck’—qa’> (3326)
kk’

The expectation values above are then expressed as:

ViR.—_R,
Z %@%JHJU H ™ ZF ZXM'(Q) (3327)
i#j oo’

’

> (niniy) g Z xti(a (3.3.28)

i
Inserting these expressions back into Eq.(3.3.22|) yields:

N >q F(a) 260 05 (Xoo (@)
> q 9% (xti(q))

If we want to write this equation depending on the full g-dependent interaction V(q)
instead of only the nonlocal F'(q), we can add and substract the missing, local part in
the numerator:

S VI @ (@) — U S (@)
v=Us > 05 (@)

U=U

(3.3.29)

(3.3.30)
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3.3 APPLICATIONS

The spin-indices in V7 (q) are due to the constraint that local interactions occur only
with opposing spins. The second term in the numerator cancels with the denominator
and the first U in the equation, and the final result is:

Zq Zo’a” VUJ, (q) aU(XUU’ (Q))

v= > 95 (x11(a))

(3.3.31)

In summary, if the static structure factor (i.e. static charge-charge correlator) xqo/(q)
of the Hubbard model is known, this result provides a recipe for downfolding an arbi-
trary density-density interaction V77 (q) onto a renormalized, purely local interaction
U.
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4 NUMERICAL METHODS AND APPROXIMATIONS

4. Numerical Methods and Approximations

Here, the necessary numerical and computational methods are discussed. The De-
terminantal Quantum Monte Carlo (DQMC) algorithm will be the biggest focus, as
it was used extensively and subtle implementations have been done. The Dynami-
cal Cluster Approximation (DCA) and the algorithm of the CT-AUX solver will be
summarized in a shorter fashion due to them having been used without further, new
implementations. We also introduce the dual fermion perturbation theory which is at
the center of the last project.

4.1. Determinantal QMC

The Determinantal Quantum Monte Carlo algorithm was initially proposed by Hirsch
[23]. Shortly after, it has been applied to the Hubbard model on a two-dimensional
lattice [64] and to gain insights on its pairing interaction vertices [65], and has since
been developed and applied extensively. We mainly follow the first Hirsch paper [23]
and the introduction in [32].

4.1.1. Classical Monte Carlo

First, we introduce the general idea of Monte Carlo system by considering an important
classical system known as the Ising-Model [66]:

H=-J]) S;5; (4.1.1)
(4,3)

The spins S7 = =1 are classical variables, and we restrict ourselves to the next-
neighbor interaction case denoted by the sum over (i, j). A positive coupling strength,
J > 0, favors a ferromagnetic alignment of spin, while J < 0 favors (if the lattice is not
frustrated) an antiferromagnetic Néel state where neighboring spins are antiparallel.
In contrast to the Heisenberg model, which is no longer a classical problem, the Ising
Hamiltonian does not flip any spins, which makes it diagonal in real space. Theoreti-
cally, in such a case, one could evaluate the partition function Z = Tr(e #H) directly.
However, the number of possible configurations that need to be summed over scales
exponentially, i.e. 2"V for N spins. For example, a 20x20 square lattice (i.e. N = 400)
already has more than 2.58 - 1020 possible configurations.

It is for this reason that it makes sense to consider the fact that some configurations
are more important than others, which leads to the idea of importance sampling [67]
for the partition function. A widely used method for implementing said importance
sampling is the Metropolis algorithm [68], which ideally generates a set of the most
likely configurations.

In our case of the classical Ising model, the probability of finding a given configu-
ration C' of the spins (e.g. C' = |1,1,...,!,1)) with the energy E(C) is given by the
Boltzmann factor p(C) < exp(—SE(C)), with 8 = 1/kgT being the inverse tempera-
ture. One starts with a random intitial configuration C, then go through a loop over
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4.1 DETERMINANTAL QMC

all spins, while attempting to flip them. After each individual flip (which generates
a new configuration C’ with the energy F(C’)), an acceptance ratio r’ is calculated
from the energy difference AE = E(C") — E(C):

r' = ——> = exp(—PBAE) (4.1.2)

In the case AE < 0, C’ is accepted as the new configuration as it is energetically
favored. If AE > 0, C' is accepted only with a probability ’, which mimicks thermal
fluctuations that allow a system to temporarily go to energetically unfavorable states.
Indeed, for T — 0, i.e. 8 — oo, r’ goes to zero, suppressing any fluctuations.

It should be noted that the choice of the acceptance ratio is not unique; Instead of
r’, there are also choices such as the heat bath algorithm, where the ratio r is defined
as:

(4.1.3)

However, for efficiency reasons, it is rarely used, as the choice ' above generally allows
more fluctuations, which leads to a broader sampling with the same computational
resources.

When starting the algorithm with an initial configuration, one usually defines a
number of sweeps where no measurements are taken, in order to let the system move to
the relevant area within the configuration space first. This process is known as warming
up or thermalizing the system. Furthermore, in order to avoid autocorrelation effects
between two distinct measurements, it is helpful to perform a few sweeps without
measurements between the two. With this, assuming that the sample configurations
are independent, thermodynamic averages (A) of an observable A are obtained simply
by averaging the Npeas measurements A;:

1 Nmeas

A 4.1.4
Nmeas i=1 ’ ( )

(A) ~ A=

For independent A;, the central limit theorem [47] becomes valid, and statistical errors
can be estimated as:

(4%) — (A)?

6A - Nmeas

(4.1.5)

In practice, for the error estimation, as measuring (A2) for Eq. can be quite
tedious in a quantum system, one can instead also group the individual measurements
into a number of distinct averages (often called bins), and apply resampling methods
such as the Jackknife method [69].
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4.1.2. DQMC Algorithm

We start with a general Hubbard Hamiltonian H in the grand canonical ensemble that
we wish to solve via a Monte Carlo approach:

H = Ztijcggcjg + UZniTni¢ — ,uZni (4.1.6)
ij i i

As in previous chapters, n; = n;4+n; denotes the total occupation of a site. t;; are the
hopping matrix elements and on-site energies, U the strength of the local Hubbard
interaction and g denotes the chemical potential. Compared to the classical Ising
model above, in quantum systems, the indiviual terms in H (e.g. the hopping and
the U-terms) do not commute with each other, leading to fundamental correlations
and indistinguishability of the particles. As such, one must first rewrite the partition
function, Z = Tr(e™?H), in a way where approaches such as the Metropolis algorithm
can be used.

To that end, we start with the Suzuki- Trotter decomposition [70] for exponentials of
non-commuting operators A, B:

e®(A+B) = o74e2B | O[z2[A, B]] (4.1.7)

Its meaning is that, if the prefactor x is small, exponentials of non-commuting op-
erators can be separated up to a reasonable accuracy. Since (§ in the exponential
appearing in Z need not be small, we write it as § = A7L, and invoke the decompo-
sition afterwards:

L
o BH _ —BE+V) _ (eAT(K+V)> _ (eATKeATV)L +O[(Ar)2U] (4.1.8)

Here, we split up H = K + V, with K containing all terms which are bilinear in
the operators, while V' contains the quartic part (i.e. the Hubbard interaction). The
commutator in the error term then becomes [K, V]| = U. With the naming of A7, the
analogy to the path integral formalism is visible, although we do not take the limit
of A7 — 0 explicitly. Rather, we work with discrete imaginary time slices from 0
to § and choose L large enough (i.e. A7 small enough) to provide a good accuracy.
Typically [32], one should choose at least AT = 4/0.125/U.

The next step is to rewrite the interaction term. For U = 0, where only terms
which are bilinear in creation/annihilation operators appear, evaluating the partition
function Z = Tr(e~?H) would be reduced to a rather simple diagonalization problem.
For quartic terms, it becomes much more tedious, which is why they will be cast into a
bilinear form, at the cost of adding additional degrees of freedom. With the definitions
n = ny+ny and m = ny —ny for the total occupation and magnetization, and the fact
that n2 = n, = 0,1 for fermions, the individual interaction terms for each site (the
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4.1 DETERMINANTAL QMC

index is omitted here) can be written as squares of operators:

m2

2

n

(4.1.9)

|3

n
- 4.1.1
. (4.1.10)

With this, consider the following Gaussian integral:
A2 o0 z2 A
e = \/277/ dee 277 (4.1.11)
—0o0

As A only appears linearly on the right hand side, this integral gives a general idea
on how to express squares of operators in a linear way, at the cost of evaluating the
additional z-integral. Instead of an integral over a continuous variable z, it is also
possible to do a sum over discrete Ising variables s = +1, and use Eq. to rewrite
the exponential of the interaction term in the following way:

1 U
e—A’T Untny _ ie_ATEn § e—s)\m

s==£1
_ = Z H US>\+AT ng) (4112)
s==x1 o=1,]

It should be noted that this equation is used for the repulsive model (i.e. U > 0).
Although not used throughout our work, for the attractive model (U < 0), one makes

use of Eq.(4.1.10]) to obtain:
6—AT|U|nTn¢ Z H s)\-i—AT n —%) (4.1'13)
s=%1 o=t

In both cases, the constant A is given by:

cosh A = 275 (4.1.14)

Instead of the on-site interaction, depending on whether U > 0 or U < 0, we now have
either the magnetization or the charge coupled to fluctuating Ising fields. Applying
this transformation to the interaction term of the N lattice sites and L time-slices
leads to a new expression for the partition function:

1\ NI 1 -
2= (3) I IT e St e EATOL g
=L o=1,0

The additional trace, denoted by Try,y, is a sum over all possible configurations of
the N x L auxiliary Ising-spins s;(I) = £1. It should also be noted that the product
over time slices runs from the last to the first, i.e. from L to 1. Depending on the
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implementation used (e.g. QUEST [41]), the time discretization can also be chosen to
go from 0 to (L — 1)A7. K;; contain the elements of the hopping matrix K, e.g. for
hopping between nearest neighbours, they read as:

—t (4,j) are nearest neighbours,
K], = Kij = ) . & (4.1.16)
0  otherwise

VZ(l) are elements of a N x N diagonal matrix V?(l) containing the dependency on
the Ising-spins for each time slice:

1 U
VU =1V _ i —_ — 4.1.1
VoL = V@) = g dosi@) + (-5 ) (1.7)
While we skip the details here and refer back to [32], the important part is that the
exponentials of a bilinear form of fermionic operators can be traced out explicitly.
With the definition

BY = ¢ ATH —ATV7() (4.1.18)
we can write:
1\ NL
Z= <2> Tris E[det [1+B3Bf_;...B] (4.1.19)
We further define
07({s})=1+B7B7_,...BY (4.1.20)

and arrive at the final expression for the partition function:

1 NL
Z =Trgy, <2> det OT({s}) det O*({s}) (4.1.21)

/

=p({s})

In summary, we expressed Z as a trace over Ising-spins of a product of determinants.
p({s}) defines an effective density operator which could be used as a weight for the
Monte Carlo importance sampling. However, aside from special cases, the product of
(fermionic) determinants is not positive definite, leading to the known sign problem
which limits the applicability of many Quantum Monte Carlo methods for fermions.

For a fixed configuration of the Ising-spins, C' = {s}, the statistical weight p(C) =
det OT(C) det O¥(C) and with the definition of S(C) = sgn(p(C)), the sign problem is
treated by rewriting average quantities of an observable A as follows:

(ay, = 2cPOAC) _ 3 clp(C)S(C)AC)
P Xer(©) > (O] S(C)
_ [SelpO]SOAQ)] ] [Selp©)l) _ (SA) (4.1.22)

Doc (O S(O)] ] e [p(O)]] (S w)
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In short, the absolute value of the statistical weight can still be used for the sampling,
but one pays the price of dividing measured values by the average sign, which, if it
is not (S) ~ 1, significantly deteriorates the accuracy. It is thus necessary to stretch
simulation time on a scale of (S)~2 to obtain a similar quality. The sign is known to
deteriorate exponentially, i.e. (S) ~ e N7 with ~ depending on the filling and the
Hubbard-U.

With the basics understood, actual measurements during the simulation will be
discussed next.

4.1.3. Measurements

We start out with equal-time correlators for two operators A and B, which, following
the derivation of the final expression for the partition function, can be expressed as:

1
<AB> = E TI‘{S} Tr

AB[Je 2 eATV"(l)] (4.1.23)

lo

For one specific configuration oft the Ising-fields {s}, the correlator is:

B = s ™

With these expressions, it is straightforward to see that:

AB[Je 2 ATV"U)] (4.1.24)
lo

(AB) = %Tr{s}(AB>{s} o({s}) (4.1.25)

In short, average values (AB) are obtained by sampling over the specific field config-
urations {s} and weighting them by p({s}). The single-particle, equal-time Green’s
function plays a special role, as it is crucial [32] for the simulation itself:

(cioclohisy = [(1+BIBY 1 ..BD) '], = [(07({s}) ], (4.1.26)

One should note that, in many QMC methods, the Green’s function is defined with a
positive sign, compared to e.g. the standard Matsubara definition.

The time dependency of an operator a is given in the Heisenberg-picture for the
imaginary time:

a(l) =a(r) = ae™™ with 7=IAT (4.1.27)

The equal-time Green’s function such as in Eq.(4.1.26) has a time-slice dependence,
ie. (¢ U(l)c; +(1)){s} has a dependency on [, and they become approximately equal only
after a longer runtime. For generic [, the equal-time correlator is:

g°(1) = (eip (e, D) g = [1+ A°(0)) " (4.1.28)
with A?(l) = BY_,BY ,...BIBY...BY
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The time-indices of the equal-time Green’s function can be shifted to adjacent time-
slices by multiplying with the B-matrices and their inverse from the left or right,
respectively. For example, g?(l + 1) can be obtained from g (l) by:

g7(1+1) = Bf g7 (1) [Bf] " (4.1.29)

Using Eq.([4.1.29) is much faster than calculating all g7(l) from scratch for each con-
figuration, but can usually only be done a limited number of times before rounding
errors accumulate. Shifting only one of the l-indices yields the unequal-time Green’s
functions, which are not essential to the simulation itself, but lead to many important
observables. For two time-indices with [y > [, the unequal time Green’s function is
obtained via:

G5l 12) = (e ()l (12)) (o) = [BR B 1+ BT 1187 (la + 1)] (4.1.30)

It is important to note that, due to the Hubbard-Stratonovich transformation, Wick’s
theorem holds for a fixed configuration of Ising-fields. From this, all higher-order
correlators (with or without time-dependencies) of interest can be obtained, e.g.:
t t _ oyt t | {
(€3,Ci,Cis Cig sy = (€4, Cig) {1 (Ciy Ciy Msh T (Ci, Gy ) s} (€, Gy ) s} (4.1.31)
Specific examples and more details relevant for our work are discussed in the chapter
where numerical developments have been done within the QUEST-code.

Lastly, we note that the determinants in Eq. need not be evaluated explicitly
to obtain an acceptance ratio such as in Eq.). Let us assume a configuration {s}
where we flip one of the Ising-spins for one specific site and time slice (i,1), yielding
a new configuration {s'}. With the Metropolis algorithm, the acceptance ratio is the
ratio between the two statistical weights:

,_ p{s'}) _ detOT({s'}) det O*({s'})

" T o({s)) ~ detOT({s}) det O¥({s}) = RR, (4.1.32)
. et O7({s'})
with  Ro = G 0n((sh) (4.1.33)

Omitting the details here, the important part is that R,, for an Ising spin-flip at (7,1),
can be expressed through the equal-time Green’s function during the simulation:

R, =1+(1—g5(0) (e‘”“”i(l) - 1) (4.1.34)

With this, we have collected all basic ingredients necessary to run a simulation.
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4.2. Dual Fermion Perturbation Theory

Throughout the attached papers and in the last chapter, we use the DQMC approach
discussed above to obtain data of a chosen reference system, which in turn is used
to describe a more complex problem as accurately as possible. Generally, the sim-
plest choice of a reference system is a non-interacting Hamiltonian, which is justified
through the validity of Wick’s theorem, allowing the straightforward evaluation of
many-particle Green’s functions. Methods such as the local density approximation
within the density functional theory [71] consider an interacting, homogeneous elec-
tron gas as a reference. Further below, we also discuss the Dynamical Mean Field
Theory (DMFT) [72, [73], which maps a lattice problem onto an interacting impurity
problem coupled to a fermionic bath.

Here, based on the lecture notes in [74], we go through the basics of a more general
approach which, based on the dual fermion path integral formalism [33], allows us
to choose any reference system we deem appropriate. In the following, it is assumed
that the reader is familiar with the path integral and action formalism. Extensive
introductions on these topics can be found in [75, [76].

To be more specific, the system of interest is a doped Hubbard model which contains
hopping terms between both nearest neighbours and next nearest neighbours:

o 1
H, = Zt”cjacjg + UZ (nn > (”ii — 2> (4.2.1)

’LJ

The interaction term is written in a way that a chemical potential of 4 = 0 corresponds
to half-filling of the system. The factor «, which can be either 0 or 1, determines
whether next nearest neighbor hoppings and a shift in 4 is present in ¢7:

t (i,7) are nearest neighbours,
o _ (i,7) are next nearest neighbors,
ap i =j,
0  otherwise

(4.2.2)

At the interesting regions within the doped square lattice Hubbard model, where d-
wave superconductivity is expected, i.e. at U/t ~ 8 and a temperature at kT /t ~
0.1, the fermionic sign problem discussed earlier in the DQMC section renders any
reasonable simulation impossible [77]. In addition, the exact influence of ', which
makes the problem even more complicated, is still an unresolved issue [78, [79] [80].

In order to tackle this problem, we make use of the fact that, on a bipartite lattice
(e.g. a square lattice treated in this work), there is no sign problem for ¢ = 0 at half
filling (i.e. for a = 0). Thus, it is possible to obtain data on Hy with a very good
accuracy, making it a very good reference system compared to the non-interacting case
as it already contains strong local and nonlocal correlations. From this starting point,
the t'- and u-terms are treated perturbatively.
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With an action S, which corresponds to the problem H,, the partition function Z,
of a fermionic lattice can be expressed as a functional field integral over Grassmann
variables (¢, ¢):

Z, = /D[c*,c]eS“[c*’c] (4.2.3)

Thermodynamic expectation values with respect to H, can also be expressed as func-
tional integrals:

(o da= Zl/D[c*,C] .. e=Salel (4.2.4)

For a periodic lattice with N x NN lattice sites, which will be used to represent an
infinite lattice, and with the combined index for lattice site, imaginary time and spin
|1) = |i1,71,01), the action reads as:

k % — 1 Xk
Salc* ] = — % ¢ (Ga) o Co + 1 1221 Ul234€]C5cyCq (4.2.5)

Gq is the bare Green’s function with respect to H,. It can be calculated by diagonal-
izing the non-interacting H, (i.e. U = 0), and then applying Eq. or Eq.
for 7- or iwy,-space, respectively. Since non-interacting Hamiltonians on periodic lat-
tices are diagonalized through a Fourier transform, G, can be obtained in real space
afterwards through inverse Fourier transform.

We define the perturbation matriz t as the difference between the inverses of the
bare Green’s functions for o = 0, 1:

t=G,1 -G ! (4.2.6)
With £, a connection between the actions S; and Sy can be expressed as:

Sile*, el = So[e*, e] + Zc*{flgcz (4.2.7)
12

The next step is the transformation from strongly interacting fermions (c*, ¢) to dual
fermions (d*,d) which are weakly correlated. The idea is that weakly correlated sys-
tems can be treated perturbatively with good accuracy. The new Grassmann variables
come from the following Hubbard-Stratonovich transformation:

_ax T x7—1 * Tk *
e~ C1h26 — Z, /’Z)[d*7d] editiz dy +didic, +cidy (4.2.8)
In this notation, a summation over repeated indices is assumed. Furthermore, we

have Z; = det[—{] and 5 = (£ !)12. Applying this transformation on the partition
function yields:

Z= 2,7 / DId*, d, c*, c] eBitiz da <edicl+ci‘d1> (4.2.9)
0
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4.2 DuAL FERMION PERTURBATION THEORY

The Grassmann fields (c¢*, ¢) can now be integrated out, and it can be shown [81] that
the expectation value in Eq.(4.2.9)) can be expressed as:

. ‘ — (=D" (n
(efier 4 ecld1>0 = exp [Z ((n‘))2 P iy dy, (4.2.10)
n=1 ’

The ~-terms are defined by connected correlators with respect to the reference system
So:
(2n)

A = (D Mer el o (4.2.11)
The first term (n = 1) in Eq.(4.2.11)) simply corresponds to the Green’s function of
the reference system, i.e. gi2 = —(c;¢5)o. Aside from the bare Green’s function Gy,

the functions of the reference system Sy are denoted by small letters. With a given g,
and by looking at Eq. again, one can find the bare Green’s function of the dual
fermions:

="~ 9), (4.2.12)
For n = 2, the y-terms correspond to two-particle interactions among the dual fermions,
whose corresponding, connected vertex reads as:

a1 = (ereacicho — (ercioleaciho + (erciholencio (4.2.13)

Within the two-particle approximation, the action of the dual fermions S can then be
expressed as:

- -1 1
Sld*,d) = -3 d; <G0) L a7 D nondididyds (4.2.14)
12 1234

It should be noted that the sign and order of operators in the two-particle term is
chosen to be consistent with Eq..

Next, we discuss how obtain a dual self-energy with the help of Monte Carlo methods
such as the DQMC algorithm. The first step is to perform a simple run of the reference
system in order to obtain the reference Green’s function g. With g and the perturbation
matrix ¢, the bare dual Green’s function G° can be built. Then, a second QMC run is
started. As a reminder, within DQMC, the Hubbard interaction is decoupled through
a Hubbard-Stratonovich transformation (see Eq.(#.1.12)) which introduces discrete
Ising-variables {s}. Within this framework, the first order correction for the dual
self-energy £ can be expressed as:

N 1 N
2512) =N ZZ’Y%M ({s}) GY5 (4.2.15)
Nwio {s} 34

The sum ) (s} should be understood as a sum over all measurements during the Monte
Carlo simulation, with Nyc being the total number of measurements. The density
vertex v° (with spin indices written explicitly now) reads as:

d
V1234 = ’YE?TI + ’Yg:ﬁ (4.2.16)
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4 NUMERICAL METHODS AND APPROXIMATIONS

Similarly to direct measurements of higher-order correlators in a DQMC simulation,
the ~-terms are also obtained through the validity of the Wick-theorem for a fixed
configuration {s}:

maza ({8}) = {e16263¢1) (s} = (c16a){s}(C263) (s} — (C163) s} (C2C1) (s} (4.2.17)

A connection between the real and dual Green’s functions (G and G, respectively) can
be found by performing a variation on the logarithm of the partition function, In Z
(see Eq.(4.2.9)), with respect to the elements of the perturbation matrix # [82)]:

Gy = (5 ) i) Gy (4.2.18)

If the dual self—epergy Y is known, and with the help of the Dyson equation, i.e.
G~ = (G°)~! — %, this expression can be rewritten as:

-1

Gro = [(g + 2)71 - E] ; (4.2.19)

With this, we have a full recipe on how to obtain an approximate Green’s function G
(in real space) of a doped Hubbard model which includes ¢'. However, for larger system
sizes, the effort necessary to compute the sum ) 4, ... in Eq. quickly becomes
a problem. To that end, one can make use of the fact that for periodic lattices, both
GO and ¥ (after QMC summation) are translationally invariant, and Fourier transform
the above equations.

We start with the transformed bare dual Green’s function:

)= (F —g) (4.2.20)

k = (k,wy) is a combined index which includes the possible k-vectors and Matsubara
frequencies wy,.

In real space, after measuring a Green’s function gi2({s}) = —(c;¢3) s}, the discon-
nected part of the vertex in Eq. can be included by substracting the Green’s
function g from the reference run:

g12({s}) = g12({s}) — g12 (4.2.21)

In k-space, this expression reads as:

Grk ({8}) = grwr ({5}) — grlrwr (4.2.22)

It should be noted that, for a specific configuration of {s}, the Green’s function g12({s})
is not translationally invariant, and hence the change of indices (1,2) — (k,k’). The
Green’s function g from the reference run is both translationally invariant and has the
fermionic symmetries in 7-space, which is why it transforms to gpdgu.
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4.2 DuAL FERMION PERTURBATION THEORY

Taking into consideration that the bare dual Green’s function also has all symmetries
(and thus transforms as G$, — G96xx) and that the same holds for the dual self-energy
after QMC-summation, Eq.(4.2.15)) can be expressed in k-space:

=1(1) _ 1T 4 gtlg, — gl gt @o
Xk NMC 5N 2 ZZ [gkkgk’k’ Ik 91 — Ik 9rre | G (4.2.23)
{st ¥
The equation for the spin-down component ii(l) is the same as above, but with flipped
spins. In paramagnetic systems, one can average over the spins to reduce the Monte
Carlo noise.
The real Green’s function in k-space is obtained similarly to Eq.(4.2.19):

Gr = [(gk + ik)_l - Ek] - (4.2.24)

The computational advantage of working in k-space is that in Eq., there is only
one sum over k" instead of the sums )5, in real space. Furthermore, objects like the
perturbation matrix ¢ are very simple to express analytically in k-space. The price one
has to pay is that the Green’s functions g({s}) need to be Fourier transformed after
every measurement during the Monte Carlo run. While this may be tedious for larger
systems, it still saves a large amount of computation time.
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4.3. DMFT and DCA

In this section, two more methods of obtaining approximate solutions of the Hubbard
model are discussed. We start with the widely used Dynamical Mean-Field Theory
(DMFT). A detailed introduction and a review can be found in [83] and [84], respec-
tively. For our purposes, consider again the problem of a general one-band Hubbard
model, with the chemical potential x4 included in the one-particle terms:

H= Ztijcf];acja +U Z T4, (4.3.1)

As a reminder, after obtaining the dispersion ey through Fourier transform (and as-
suming spin symmetry), the k- and frequency-dependent Green’s function can be
expressed through the self-energy X (k,iwy,), i.e.:

. 1
Gk, ien) = o o (4.3.2)

The local Green’s function in real space, i.e. G;(iwy), plays an important role within
the DMFT cycle, and reads as:

. iy = 1
Giiiwn) = ij Gk, itwn) zk: R Py (4.3.3)

While the one-dimensional case (D = 1) is the only one that can be solved exactly [85],
considerations in the D — oo limit were the starting point of the DMFT which can be
applied to the physically interesting cases with D = 2, 3. Specifically, the findings that
the self-energy has no spatial fluctuations for D — oo, i.e. ¥ = X(iw,,) only depends
on the frequency, and that other problems such as the Falicov-Kimball model on a
lattice can be mapped to an atomic problem within a dynamic field [86], led to the
idea of mapping the Hubbard model to an Anderson impurity problem.

The Anderson impurity model was introduced [87] as a description of magnetic im-
purities embedded in metals. For a single impurity within one band, the Hamiltonian
reads as:

H=Y ad, o, +> caodrd, + Udlddld + > Vo (df,cka + CLUdJ> (4.3.4)
ko o k,o

The first term corresponds to a band with a dispersion ey, while dg) annihilates (cre-
ates) an electron on the impurity with an on-site energy e4,. As the impurity is sup-
posed to describe strongly localized orbitals, a local Hubbard interaction is assumed.
Lastly, the terms with the prefactor Vi, describe a hopping of electrons between the
impurity and the band. Assuming a chemical potential ;1 and zero orbital energy for
the impurity, the non-interacting impurity Green’s function G27 » can be expressed
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through the hybridization function A, (iwy):

Ag(iwn) =Y Vol (4.3.5)

- Wy, — €k
Gl = (iwn + p — A (iwn)) ™" (4.3.6)

In the interacting case, the impurity Green’s function also contains a self-energy
Ya(iwy).

The DMFT maps the Hubbard model onto such an impurity problem in a way
that the full (interacting) impurity Green’s function Gy, (iwy,) coincides with the local
lattice Green’s function Gy;(iwy), which is exact for D — oo. One starts with a
guess for the impurity self-energy ¥;(iwy,) (e.g. zero) and makes the approximation
Y(k, twy) ~ ¥4(iwy), from which the local lattice Green’s function Gy »(iwy) can be
calculated. Then, a new hybridization function (which acts as a dynamical mean field)
is obtained via:

Ag(iwn) = iwn + p — Gy, — Saliwn) (4.3.7)
An impurity model with the new A, (iw,) as its hybridization function is then solved
for a new impurity Green’s function G4 and thus, a new impurity self-energy >4 via
the Dyson-equation:

Ya(iws) = (G (iwn) — (Gy) "t (iwn) (4.3.8)

Y4 can then again be used to build a new local lattice Green’s function G;;(iwy, ), which
restarts the cycle. This process is repeated until ¥4(iw,) is converged.

While the DMFT provided insight to many complicated problems, fully neglecting
the spatial dependencies often becomes very inaccurate, especially for novel materi-
als and models which are two-dimensional. Methods such as the Dynamical Cluster
Approxzimation (DCA) [35] B8] tackle this restriction by systematically introducing a
weak k-dependency by, as the name suggests, mapping the problem onto a cluster of
variable size instead of a single impurity. Here, we introduce the basics, following the
notation of the summary found in [89).

Instead of neglecting all k-dependencies, the Brillouin zone is divided into N, equally
sized patches which have a coarse-grained cluster momentum K at their center. The
patches are described by the following function:

1 if k within the patch of K

4.3.9
0 else ( )

ok (k) = {

The basic idea is that the actual lattice self-energy depends only weakly on k and can
be described by a cluster self-energy which depends on a small number of discrete K:

S(k, iwn) ~ So(K, iwy) (4.3.10)
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We further introduce a coarse-grained Green’s function G which is obtained by tak-
ing the lattice Green’s function G(k,iw,) and averaging out the k-dependence not
contained in the cluster:

1
G(K an — N Zd;K k zwn = N ZQbK ; (Ek — M) _ EDCA(k’ iwn)

(4.3.11)

The self-energy LPCA (k, iw,) can be expressed through its cluster counterpart, using
the patch function ¢ (k) to extend its dependency from K to all k:

SPCA (K iwy,) quK (K, iwy) (4.3.12)

From G and Y., a non-interacting cluster Green’s function can be built:

GO = [GH(K, iwn) + Se(K, iw,)]

(4.3.13)
With this GY, and assuming a Hubbard interaction with the strength U, a new cluster
problem is built and solved with a method of choice. Once a new cluster Green’s
function G, has been obtained, a new cluster self-energy follows as:

YK, iw,) = (G2 HK, iwy,) — (Ge) K, iw,) (4.3.14)

From here, similarly to the DMFT, the cycle is restarted until the self-energy is con-
verged. Indeed, one can easily recover the DMFT by setting N. = 1 which is the same
as neglecting the k-dependence. Although not used here, it should be noted that it is
also possible to obtain self-energies which are smooth instead of constant within the
patches, through interpolation schemes like the DCA™-method [90].
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4.4. CT-AUX

Within the DMFT and DCA formalism discussed in the previous section, an inter-
acting impurity or cluster problem needs to be solved explicitly. Within the action
formalism, after obtaining a non-interacting impurity or cluster Green’s function G°,
and assuming a Hubbard interaction with the strength U, the action S and partition
function Z of the model can be expressed as:

/ / drer¢w G (1 = T) ;0(7)

+/0 dTZ Udir(T)Pir(7) 07, (7)) (T) (4.4.1)

Z = /D¢ ¢ e 51079l (4.4.2)

While methods which are very similar to the idea of the DQMC (see Ch.(4.1.2))
are available as impurity solvers [091], more recent developments were focused on so-
called continuous-time Monte Carlo approaches [92] which do not suffer from the
systematic error stemming from the Trotter discretization of the imaginary time. Thus,
extrapolations of the discrete time steps, i.e. A7 — 0, are not necessary. Specifically,
we discuss the CT-AUX solver developed by the Gull group. The main paper [93]
discusses the derivation for a single impurity model and explains generalizations at
the end, while the short summary in [89] provides a derivation for clusters. Notation-
wise, we will follow the latter.

Going back to a Hamiltonian formulation, the problem can be written as H = Hy +
V, with Hy containing the one-particle and Hubbard interaction terms, respectively.
Following [94], by introducing a nonzero K, the partition function can be expressed
as:

Z=Tr (e*ﬁH) —e KTy <65H0 T, exp [— /O " ar (V(r) - K/,B)] ) (4.4.3)

After expanding the time-ordered exponential into powers of K/ — V, the following
auxiliary field decomposition is applied:

sU 1

_ 7= T vsi(nip—mn;
S [nnnw 2<nm+nw] . Z;ﬂ ) ()

N, denotes the number of cluster sites, while ~ is defined by cosh(y) = 1+ UBN,./2K.
The partition function then reads as:

ZZZ/dTl/dTn

n=0 s;...sp,==%1 1

<2£vc>n Zn({z,7,5}n) (4.4.5)

50



4 NUMERICAL METHODS AND APPROXIMATIONS

For the expansion order n with auxiliary Ising spins s; ... s;,, the term Z,, is:

Zn({x, 1, 8}n) = Zo Hdet N {z, 7, 8}0) (4.4.6)

{z, T, s}, denotes a specific configuration of n vertices with cluster site x, imaginary
time 7 and Ising spin s. With GY being the bare cluster Green’s function, N, is a n xn
matrix with the entries defined as follows:

[Ngl]ij — (67(71)(’5”‘> 57;]- — gg(mijTi;x]’,Tj) (447)

In summary, the product of determinants of matrices IV, defines the statistical weight
of a configuration {x, 7, s},. Z can then be sampled by randomly creating or removing
Ising spins s at random cluster sites x and imaginary times 7. Although we do not
discuss the details here, it should be noted that measurements can be done in a similar
fashion as in the DQMC algorithm, since the auxiliary field decoupling here also leads
to the validity of Wick’s theorem.
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5. Nonlocal Exchange Interactions in Strongly Correlated
Electron Systems

5.1. Scope of the work and Statement of Contributions

In the first publication, we discuss the effects of extending the Hubbard model by
a ferromagnetic Heisenberg term which represents the nonlocal exchange interaction
(see Ch.(2.6)). Said exchange interactions were usually neglected due to the smallness
of the respective integrals in three-dimensional solids, but as there is no reason to
believe this translates to novel, two-dimensional materials, we thought it worthwhile
to revisit the problem of a Hubbard-Heisenberg Hamiltonian on a square lattice.

Due to the complexity of the the problem, we applied the variational mapping
discussed in Ch.(3.3.1]) as a new approximation. After benchmarking on an exactly
solvable 4-site model which illustrates that this method is more adequate than static
mean-field theory, we applied it on a periodic, half-filled square lattice with the help
of Determinantal QMC. The results show that our new method predicts a continuous
transition of the sign of the spin-spin correlation between adjacent sites (i.e. antifer-
romagnetic vs. ferromagnetic ground state), where static mean-field theory wrongly
predicts a first-order phase transition.

The calculations and substantial parts of the manuscript were done by me. After
a few revisions between Malte Schiiler and me, we revised the text a few more times
with Tim Wehling and Gerd Czycholl before submitting it to Physical Review B.

5.2. Actual Paper

Starting on the next page, we present the paper as published [36] in Physical Review
B, on the 26th June 2020.
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We study the influence of ferromagnetic nonlocal exchange on correlated electrons in terms of an SU(2)-
Hubbard-Heisenberg model and address the interplay of on-site interaction induced local moment formation
and the competition of ferromagnetic direct and antiferromagnetic kinetic exchange interactions. In order to
simulate thermodynamic properties of the system in a way that largely accounts for the on-site interaction driven
correlations in the system, we advance the correlated variational scheme introduced in [M. Schiiler ef al., Phys.
Rev. Lett. 111, 036601 (2013)] to account for explicitly symmetry broken electronic phases by introducing an
auxiliary magnetic field. After benchmarking the method against exact solutions of a finite system, we study the
SU(2) Hubbard-Heisenberg model on a square lattice. We obtain the U-J finite temperature phase diagram
of a SU(2)-Hubbard-Heisenberg model within the correlated variational approach and compare it to static
mean-field theory. While the generalized variational principle and static mean-field theory yield transitions from
dominant ferromagnetic to antiferromagnetic correlations in similar regions of the phase diagram, we find that
the nature of the associated phase transitions differs between the two approaches. The fluctuations accounted for
in the generalized variational approach render the transitions continuous, while static mean-field theory predicts

discontinuous transitions between ferro- and antiferromagnetically ordered states.

DOI: 10.1103/PhysRevB.101.235165

I. INTRODUCTION

One of the most intensively studied and most fundamen-
tal models for the description of correlated electrons on a
crystal lattice is the Hubbard model [1-5]. The central point
of this model is to neglect all interactions aside from the
local Coulomb repulsion between two electrons occupying
the same lattice site. While the approximation of purely local
interaction can pose a drastic simplification, the model is
still capable of describing a wide range of phenomena from
Mott-Hubbard metal-insulator transitions to unconventional
superconductivity. This is why the model became a key
for understanding the competition between itinerancy and
localization due to interactions. Several recently emerging
quantum materials challenged the Hubbard model paradigm
and realize correlated electron physics likely governed by
more complex interaction patterns.

First, in low-dimensional and insulating systems, the ne-
glected nonlocal Coulomb interactions play a significant role
due to reduced screening, and the Hubbard model can fail
to provide an adequate description. It is well known by now
that nonlocal Coulomb repulsion in the form of so-called
density-density terms can drive the system towards a charge
density wave (CDW) [6-8], effectively screen the local in-
teraction [9], influence possibly existing tendencies towards
superconductivity [10-12], and lead to a renormalization of
Fermi velocities [13,14].

In systems like twisted bilayer graphene [15,16] or other
twisted 2D materials [17], general four fermion interactions
are likely steering the low-energy electrons [18] due to the
intricate real space patterns of the low-energy electronic
Wannier functions. Currently, very little is known about the

2469-9950/2020/101(23)/235165(8)
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effects of general nonlocal four fermion interaction terms on
electronic correlation phenomena. Among these are effects
of, e.g., correlated hopping terms and importantly nonlocal
exchange interactions J.

Traditionally, J has been neglected mostly based on the
smallness of the direct exchange integral (J ~ 1/40 eV for
3d electrons) in comparison to the on-site repulsion (U ~
10 eV [1]). However, this argumentation can be misleading.
Generally, in the strong coupling case with U > ¢ exceeding
the hopping ¢ by far, J competes against the kinetic exchange
given by —4¢%/U, which can be orders of magnitude smaller
than the original U. As such, it is plausible that a small
J is sufficient to push the system towards a ferromagnetic
instability. So far, various studies [19-23], came to different
conclusions, and we believe it is worth to revisit this issue with
novel methods. Additionally, for novel, synthetic quantum
materials like twisted bilayer graphene, where the electron
correlations emerge beyond the atomic scale, it is very unclear
why any estimates made for 3d-electron materials should
transfer to this case.

In this paper, we advance a theoretical approach to account
for interaction terms beyond the on-site Hubbard paradigm.
We consider the explicit example of the Hubbard-Heisenberg
model, which supplements the Hubbard model with nonlocal
exchange terms, and analyze the interplay of on-site repulsion
and nonlocal exchange effects. This problem has so-far been
addressed with different approaches: First, SU(N) general-
izations of the Hubbard-Heisenberg model have been studied
in the large-N limit [24-26]. Secondly, the important SU(2)-
case has been studied in terms of static Hartree-Fock mean-
field theory (MFT) [27,28]. Calculations in the framework of
the dynamical mean-field theory (DMFT) [23,29], which are

©2020 American Physical Society
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exact in infinite dimensions, yield a phase diagram similar to
the one we present in this work. Here, we develop a varia-
tional approach to study the impact of quantum and thermal
fluctuations on the interplay of local moment formation with
ferromagnetic and antiferromagnetic spin correlations in the
SU(2) Hubbard-Heisenberg model. In infinite dimensions, our
method indeed coincides with the DMFT approach. However,
within our approach, there is no systematical error linked to
the dimension of the system, which makes it more suitable for
application on low-dimensional materials.

The paper is structured as follows. In Sec. II A, we intro-
duce the Hubbard-Heisenberg model. Section IIB explains
the generalization of the variational approach from Ref. [9]
to account for explicitly symmetry broken phases and nonlo-
cal exchange interactions: we map the Hubbard-Heisenberg
Hamiltonian to an auxiliary Hamiltonian, which includes a
renormalized Hubbard interaction and allows for breaking of
the SU(2) spin symmetry by including an effective, external
magnetic field in z direction. In Sec. IIC, we then give
the computational details of the simulations of this auxiliary
system performed with determinantal quantum Monte Carlo
(DQMO).

In Sec. Il A, we compare the exact solution of a four-site
Hubbard-Heisenberg cluster to approximate solutions from
the variational approach developed here and to MFT for
benchmarking purposes. Section III B discusses the phase di-
agram and thermodynamic properties of the SU(2) Hubbard-
Heisenberg model on a square lattice. The phase diagrams
obtained with the generalized variational principle and MFT
are qualitatively similar. We find, however, that the fluctua-
tions accounted for in the generalized variational approach
render the transitions between ferro- and antiferromagneti-
cally correlated states continuous, while MFT predicts dis-
continuous transitions. Furthermore, we illustrate and discuss
the nonmonotonous influence of a small, direct exchange, on
correlation functions such as the double occupancy.

II. METHODS
A. The Model Hamiltonian

Consider an extended Hubbard model for electrons on a
lattice which includes nonlocal interactions:

1
H= Ztijcjacja +U annu + ) Z Vijhiohjor

i,j,o i#j,0,0"

1 Lo
_EZJijsi.sj. )]
i#]

Here, c; and c;; denote the creation and annihilation oper-
ators for an electron in a Wannier state on site i with the
spin o. The #;; contain the hopping matrix elements and the
on-site energies. U is the on-site interaction strength, while V;;
and J;; are the nonlocal Coulomb repulsion and the exchange
interaction, respectively. n;, = c}g ¢;, denotes the occupation
number operator, while 5; represents the spin operator.

In previous papers [9,30], it was shown that the nonlocal
Coulomb repulsion can be included in an effective Hubbard
model with local interactions only, by renormalizing the
on-site repulsion. While this mapping is an approximation,

especially regarding the charge correlations, it works well for
describing the spin dynamics since the V term couples to the
charge degrees of freedom. The nonlocal exchange, which
we focus on, however, couples directly to the spin degrees
of freedom. Thus, in this work, we assume that the nonlocal
repulsion has already been absorbed into an effective Hubbard
U and neglect the V terms. We restrict ourselves to a one-band
model with only next-neighbor hopping and interactions on a
square lattice, which corresponds to the following Hubbard-
Heisenberg-Hamiltonian:

H=—t Z (Cija +Hc)+U Zl’lm}’lil —JZ§i . S:j
(i,j).o i (i, )

(@3]

Here, the (i, j) denote pairs of nearest-neighbor sites.

B. The variational principle

Our goal is to obtain an approximation to thermodynamic
properties of the system defined in Eq. (2) by mapping it onto
a simpler auxiliary system which is easier to handle. More
precisely, we want to describe the properties of H by mapping
it onto an effective Hamiltonian A

H=-t (chej, +He)+ U Y nymy —BY S
(i.).0 i ‘
(3)

The effective, magnetic field B has been introduced in order
to implement ferromagnetic correlations, which stem from
the Heisenberg-term in H and cannot be captured in the
framework of a simple half-filled Hubbard model. While we
intend to use the effective model in Eq. (3) as a variational
ansatz, it should be noted that this reduction becomes exact in
the limit of infinite dimensions since a mean-field decoupling
can be applied to the Heisenberg-term. Such a model has been
studied within DMFT before [23]. Keeping a renormalized
on-site interaction U allows this auxiliary system to capture
correlations which go beyond Hartree-Fock theory. As shown
in Appendix A, setting U = 0 is indeed equivalent to a mean-
field description. A rationale behind introducing the auxiliary
magnetic field B is the following: the Hubbard model with
on-site interactions has different low-energy states close to
the ground state. The auxiliary field B lowers those with
desirable spin polarization in energy to achieve an optimized
description of the full system.

For the mapping of the Hubbard Heisenberg model,
Eq. (2), to the auxiliary Hubbard model in an external
magnetic field, Eq. (3), we make use of the Peierls-Feynman-
Bogoliubov variational principle [31-33]. (U,B) are
variational parameters which are chosen so that the density
operator py; of the auxiliary system H approximates the real
density operator py as good as possible. In order to do so,
we minimize the following expression with respect to the
parameters (U, B):

by <d=(H-H)z+ g, )
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Here, &y = —% In Zy denotes the grand canonical potential1

of the original Hamiltonian H with Z; = Tr(e ##) being the
partition function while ® is the grand canonical potential
of the auxiliary system. (A); = Z‘—ﬁTr(Ae*ﬁH) expresses the
expectation value of an operator A evaluated with the ther-
modynamic density operator of the effective Hamiltonian H.
Evaluating the expression for & in Eq. (4) leads to

o

d=(U-— U)ZWI'T"N)H —JZ<Si -5))a
i (i.))
+BZ<Sf>H + Opg. (5)

C. Quantum Monte Carlo: computational details

We solve the effective Hamiltonian H for different (U, B)
on a square lattice by performing determinantal quantum
Monte Carlo (DQMC) [34] simulations with the quantum
electron simulation toolbox (QUEST) code [35]. The raw data
obtained from the simulation are available in Ref. [36]. We
restrict our calculations to the half-filled case for which no
sign problem exists even for B # 0. The temperature for all
simulations presented in this work is set to St = 10, which
means that for a square lattice, the thermal energy is of the
order of 1/40 of the free system bandwidth. This temperature
is cold enough to observe correlations and to capture the
interesting phase transitions, particularly the metal-insulator
transition [37]. In order to deal with finite size effects, we
performed calculations for different system sizes (i.e., 4 x 4,
6 x 6,8 x 8,10 x 10, and 12 x 12) with periodic boundary
conditions and extrapolate to the N — oo limit as described
in Ref. [30].

In order to achieve good qualitative results, a rough esti-
mate is to choose a discretization At ~ /0.125/U for the
Trotter-Suzuki decomposition [38]. For U = 6, which is the
highest value that we use for the mapping, this leads to
At ~ (.144. In order to minimize the remaining Trotter error,
instead of simulating the system only at At = 0.1, we also
simulate At = 0.2. This allows for an extrapolation At —
0, since the Trotter error is known to scale with O(At?).
In Appendix B, we provide an example which justifies the
extrapolation with only two data points.

For each data point for (U, B) with 28 data points U /t =
0-6 and 48 data points for B/t = 04, the simulation is run
with 10 000 warmup sweeps and 30 000 measurement sweeps.
In order to significantly reduce the Monte Carlo noise, we
smooth the data with a two-dimensional Savitzky-Golay filter,
as further explained in Appendix C 1.

While the double occupancies and the spin-related expec-
tation values appearing in Eq. (5) can be directly measured
within DQMC, determining the grand canonical potential ® 5
of the effective system requires a coupling constant integra-
tion. Since
by ady
—5g = LS g = Dl

i i

=

'Free energy in the canonical case.

(8- 55)
(b), Mean-Fielc

(a), Exact (c), Variational

o

o

0.0

|
=

1d
0.2
10 150

10 15 0 5
U/t

5 10 15

FIG. 1. Spin-spin correlation between next neighbors on a four-
site model. The 412 /U line is where the transition is expected ana-
Iytically in the strong-U limit. (a) Exact diagonalization. (b) Mean-
field treatment which allows ferromagnetic and antiferromagnetic
ordering. (c) Variational approach.

® 4 can be determined (up to a constant) by integrating with
respect to (U, B):

U
@50, B) = Z/O AU (miyniy ) g (U, 0)

B
_ Z/O dB'(S7),(U, B) + ©4(0,0). (6)

The constant ®4(0, 0) corresponds to the grand canonical
potential of a tight-binding model, which may be evaluated
analytically. However, this constant is not relevant when
searching for the minima of ®.

III. RESULTS
A. Benchmarking: four-site model

To assess merit and shortcomings of the variational method
suggested, here, we perform benchmark calculations for a
system which can also be solved exactly. In the following, we
compare solutions of the Hubbard-Heisenberg Hamiltonian,
Eq. (2), on a four-site cluster obtained with exact diagonaliza-
tion, the Hartree-Fock approximation and with the generalized
variational principle explained in Sec. II B.

We treat the system at half filling by setting the chemical
potential to u = U/2. Figure 1 then shows the total spin-
spin correlation between next neighbors (S:-8 ;) obtained by
the three different approaches: exact diagonalization, a spin-
unrestricted mean-field treatment which allows for both fer-
romagnetic and antiferromagnetic solutions (see Appendix A)
and the variational approach which uses the effective Hamil-
tonian A [Eq. (3)]. Before analyzing the data, it is important to
note that for the strong-coupling case (U >>> t), the behavior of
the system is known, as the Hubbard model becomes equiv-
alent to a Heisenberg model [39] with an antiferromagnetic
kinetic exchange coupling —4¢%/U between nearest-neighbor
spins. In our case, the kinetic exchange competes with the
ferromagnetic direct exchange J and one obtains

From this, it is easy to see that the nearest-neighbor spin-spin
correlations should change sign at J = 4¢%/U in the large-U
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FIG. 2. Double occupancy on a four-site model. (a) Exact diag-
onalization. (b) Hartree-Fock mean-field treatment which allows fer-
romagnetic and antiferromagnetic ordering. (c) Variational approach.

I/t

10

limit. A 4¢2/U line is plotted as a dashed, black curve inside
the pictures.

The exact solution in Fig. 1(a) shows continuous transitions
from positive to negative nearest-neighbor spin-spin correla-
tions. As expected, antiferromagnetic correlations dominate
where J is small, while a large J leads to ferromagnetic
correlations. One should keep in mind, however, that the
finite size of the system prohibits actual antiferromagnetic or
ferromagnetic ordering in the exact solution. This differs from
the other approximative cases where symmetry breaking is
explicitly allowed. The MFT treatment in Fig. 1(b) correctly
predicts a competition between direct and kinetic exchange in
the strong-U limit, however fails to capture the correct order
of the transition as the system undergoes a first-order phase
transition from the Néel to the ferromagnetic state (and vice
versa), which does not occur in the exact solution.

The spin-spin correlations as calculated with the varia-
tional approach [Fig. 1(c)] are in much closer agreement with
the exact solution [Fig. 1(a)] than the MFT results [Fig. 1(b)].
It should be noted, that, similarly to the mean-field result,
a small step (i.e., a first-order transition) is still visible for
intermediate U, which is an artifact of the method itself. This
problem is, however, much less severe than in the mean-field
treatment. In the U = O case, the variational approach and the
MFT become equivalent. Both yield the same result in this
case, as it must be.

The double occupancy, as obtained from the exact solution,
MFT and the variational approach, is shown in Fig. 2. The
transitions seen in the spin-spin correlation functions manifest
themselves also in the U-J dependence of the double occupan-
cies. In the exact solution, it is visible that both the Hubbard
U and the direct exchange J, by themselves, tend to reduce
the double occupancy, and thus localize the electrons. How-
ever, kinetic (antiferromagnetic) and direct(ferromagnetic) ex-
change can cancel each other, which leads to nonmonotonous
behavior when both interactions are present.

This can be seen more clearly from the lineplots of
the spin-spin correlation function and the double occupancy
shown in Fig. 3. For both values of U, the variational approach
approximates the exact solution much closer than the MFT
treatment. One important thing to consider is the spin-spin
correlation for a strong Hubbard U [Fig. 3(b)]. For small J,
MEFT describes the antiferromagnetic correlations by explic-
itly going into a Néel state, which leads to a value of (S -
S ) = —% for spin — % fermions (i.e., electrons). However,

—0.2
—0.1

—0.4
—0.2

(d), U/t =10.5

0.020

Exact
""" Mean-Field

=== Variational

0.015

0.010

0.005

0.000

FIG. 3. Correlation functions for two different, fixed values U,
depending on J. The black line shows the exact solution. The
red dotted line stems from the mean-field solution, while the blue
dashed lines come from our variational approach. [(a) and (b)] Next-
neighbor spin-spin correlation. [(c) and (d)] Double occupancy.

antiferromagnetic correlations are, as shown in the plot, much
stronger. Since the auxiliary system H is a correlated problem
due to the on-site interaction U, it is capable of capturing such
behavior.

B. Hubbard-Heisenberg model on the square lattice

In the following, we study the spin-spin correlation func-
tions and the double occupancies of the Hubbard-Heisenberg
model on the square lattice obtained in MFT and with the
generalized variational approach.

Figure 4(a) shows the nearest-neighbor spin-spin correla-
tion function, depending on U and J obtained from MFT.
Qualitatively, it behaves similarly to the mean-field solution
of the four-site model, where the transition from dominantly
antiferromagnetic to ferromagnetic spin-correlations are con-
tinuous for small U, while a discontinuity appears with in-
creasing J for larger U 2 3. The transition does not occur

(a), Mean-Field

FIG. 4. Spin-spin correlation of the Hubbard-Heisenberg model
between next neighbors on a half-filled square lattice, obtained
from extrapolated data (N — oo) at Bt = 10. The 4¢2/U line is
where the transition is expected analytically in the strong-U limit.
(a) Hartree-Fock mean-field treatment which allows ferromagnetic
and antiferromagnetic ordering. (b) Variational approach.

235165-4



NONLOCAL EXCHANGE INTERACTIONS IN STRONGLY ...

PHYSICAL REVIEW B 101, 235165 (2020)

(nirniy)
(b), Variational

b

6 0 2 4 6
U/t

(a), Mean-Field

0.25

0.15

0.10

0.05

0.00

FIG. 5. Double occupancy of the Hubbard-Heisenberg model on
a half-filled square lattice, obtained from extrapolated data (N — 00)
at Bt = 10. (a) Hartree-Fock mean-field treatment which allows fer-
romagnetic and antiferromagnetic ordering. (b) Variational approach.

at the 4¢2/U line in the parameter regime of U < 6 shown,
here. At stronger on-site repulsion, U > 7 MFT does however
recover the transition at J ~ 4% /U as expected in the strong
coupling limit (see Appendix A).

Figure 4(b) shows the U and J dependence of the spin-spin
correlation function, obtained from the variational principle.
The spin-spin correlation functions obtained within mean-
field theory and with the variational principle are similar re-
garding the global shape of predominantly ferromagnetically
and antiferromagnetically correlated regions. Differences oc-
cur however at a quantitative level. First, in the variational
principle, the crossover point (S:-8 ;) =0 from antiferro-
to ferromagnetic correlations approaches the strong-coupling
expectation of J = 4t2/U already at much smaller on-site
interaction U/t = 3 than in the MFT case. Furthermore, the
J-induced crossover from predominant antiferromagnetic to
ferromagnetic spin correlations is smoother than in MFT.
While several smaller steps are still appearing in the spin-spin
correlation function calculated with the variational principle,
we find that these steps are within our estimated errors [see
Appendix C 3).

Furthermore, a step is still visible even at U = 0, where
our results should coincide with the MFT. Since there is no
systematic Trotter error for U = 0, this clearly hints that the
steps stem from finite size effects which remain even after
extrapolating to N — oo. This leads us to the conclusion that,
within our variational framework, the transition into the area
with ferromagnetic correlations with increasing J is smooth.

Figure 5 shows the double occupancy in MFT (a) and
within the variational framework (b) depending on U and J.
Qualitatively, as is the case for the spin-spin correlations, both
results are roughly similar. However, the transition between
states with different expectation values of the double occu-
pancies is smooth within the variational approach, whereas
MFT gives again a discrete step for U/t = 3. Notably, as
illustrated in a line plot in Fig. 6, the influence of J on the
double occupancy is nonmonotonous, which we also observed
for the four-site cluster (see Fig. 2). While both the J and the U
terms in H support the formation of local magnetic moments
and thus reduce the double occupancy, the interplay between
the two can lead to a higher value. At U/t = 3 in Fig. 6, where
the Mott-Heisenberg picture (competition between direct ex-
change J and kinetic exchange —4¢2/U) is not appropriate,

—— Variational
----- Mean-Field
0.00 T T T
0.0 0.5 1.0 1.5 2.0
Jjt

FIG. 6. Double occupancy of the Hubbard-Heisenberg model as
function of nearest-neighbor Heisenberg exchange J ata fixed U/t =
3. The shaded, grey area is meant to mark uncertainties resulting
from finite size effects in the DQMC data.

this can be understood as a competition between Heisenberg-
type ferromagnetism and Slater-type antiferromagnetism. A J
which is of the order of the hopping amplitude ¢ can lead to
a nonnegligible difference in the double occupancy and other
correlation functions.

Qualitatively, our phase diagrams look similar to what is
known from DMFT calculations [23,29]. This stems from
the fact that, in infinite dimensions, and assuming that the
local interaction remains unchanged (U = U), the effective
Hamiltonian H corresponds to the DMFT problem. The spa-
tial correlations neglected in DMFT (and taken into account
in this work) lead to quantitative differences only. However,
the accuracy of the variational approach presented here does
not systematically depend on the system dimension, which
makes it more suitable for application on low-dimensional
problems. Additionally, allowing renormalization of the local
interaction allows the discussion of screening effects. Thus
our work complements what is known from DMFT by pro-
viding improvements which are necessary for describing low-
dimensional materials.

IV. CONCLUSIONS AND OUTLOOK

In this work, we investigated the properties of a Hubbard-
Heisenberg model, which interpolates between many mecha-
nisms for magnetism, i.e., the Slater, Stoner, and Heisenberg
picture. For the realistic SU(2) case, we presented the U-J
phase diagram for a half-filled square lattice which goes
beyond static mean-field theory, by employing a Hubbard
model with broken spin symmetry as an effective Hamil-
tonian through the use of the Feynman-Peierls-Bogoliubov
variational principle. While both interactions present in the
system lead to the formation of local magnetic moments,
the interplay between the two (e.g., the competition between
Slater-type antiferromagnetism and Heisenberg-type ferro-
magnetism) can lead to nonmonotonous behavior in properties
such as the double occupancy. Compared to the discrete
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transitions between areas with dominant antiferromagnetic
and ferromagnetic correlations, obtained within the Hartree-
Fock mean-field treatment, the variational approach leads to
continuous transitions. While direct Monte Carlo simulations
of the lattices are strongly restricted due to the sign prob-
lem, other approaches (e.g., dynamical mean-field theory,
dynamical cluster approximations, cluster dynamical mean-
field approaches) where the problem is less severe may allow
the investigation of doped systems.
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APPENDIX A: MEAN-FIELD SOLUTIONS

The mean-field solutions for the four-site model and the
square lattice can in principle be obtained by the decoupling
of the interaction terms in the original Hamiltonian [Eq. (2)].
Here, however, we use the variational principle (which leads
to a completely analogous solution) by employing a noninter-
acting, effective Hamiltonian H which allows both for ferro-
and antiferromagnetism through two effective fields:

A=t Z(awaJrHc)—BlZ (S5, +55)

_322

Notably, the staggered magnetic field with the magnitude
B, breaks translational symmetry due to the induced Néel
order. Hence, the original square lattice is divided into two
sublattices, leading to two distinct fermionic operators for
the respective sublattices. The parameters (By, By) are chosen
variationally for each set of original (U, J).

We can solve the effective, noninteracting Hamiltonian
analytically through simple fourier transform of the fermionic
operators and find (with the lattice constant set to a = 1) the
following four bands:

=22 (8 o () (5)

From this, all relevant expectation values can be computed
exactly, either directly through the derivatives of the grand
potential or through Wick factorization. If we then write
out the variational equation [Eq. (4)] explicitly, we obtain
the following expression which needs to be minimized with
respect to (B1, By):

® = UZ ninfy i)y =T (S¢S,
(i.j)

+BIZS +85)4 +BZZ + @y

(A2)

—53). (A)

(nigniy)
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0.15
0.10
0.05
0.00

FIG. 7. Mean-field solutions for a half filled square lattice.
(a) Next-neighbor spin-spin correlation with the 4¢2/U line. (b) Dou-
ble occupancy.

U/t

As mentioned above, employing a noninteracting effective
H within the variational framework is completely analogous
to performing a decoupling of H which allows for ferro-
and antiferromagnetic solutions. Figure 7 shows, again, the
spin-spin correlation and double occupancy, for a greater
parameter range than in Sec. III. The transition between Néel
and ferromagnetic order, which is analytically expected at the
J = 44?/U line in the strong-U regime, can be seen clearly.

APPENDIX B: TROTTER EXTRAPOLATION

In this section, we provide an example in order to justify
the Trotter extrapolation which was performed with only two
data points (At = 0.1 and 0.2). The error is known to scale
with O(At?). Consider again the exactly solvable four-site
model which was treated in Sec. III A, for the specific case
of J =0, i.e. a four-site Hubbard model at half filling. In
order to compare to the exact results obtained from exact
diagonalization, we simulated the model within DQMC
at four different Trotter discretizations. The simulations
are performed with 15000 warmup sweeps and 30000
measurement sweeps for U = 0-8, at 80 equidistant data
points. Furthermore, the obtained data are smoothed with
a Savitzky-Golay filter using third order polynomials and a
window length of w = 7 data points.

Figure 8(a) shows the double occupancy of the model de-
pending on U, obtained from ED, DQMC for varying Trotter
steps. The systematic error which depends on At is clearly

(@), (niniy) (b), Al{nini)), AT =0

— Exact 0.0015
---- AT =02

\ 0.0010 A
\\ ---= A7 =0.1666 o
- AT =01 0.0005 AL

0.15 \ s :
X 0.0000 e

A7 =0.05

S

—-0.0005

—0.0010 - AT =(0.2,0.1)

-=== All Points

~0.0015 Vv

0 2 4 6 8 0 2 4 6 8
U/t

FIG. 8. (a) Double occupancy of a four-site Hubbard model at
half filling, obtained from ED, DQMC for a set of Trotter steps.
(b) Total error in the double occupancy after extrapolation At — 0.
One extrapolation was performed with the two data points used

throughout this work, the other included all Trotter steps from (a).
The temperature is set to St = 10
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visible. Figure 8(b) shows the error in the double occupancy
after extrapolating At — 0 for two different sets of At. The
red curve is obtained by extrapolating only with the two data
points used throughout this work, the green one includes all
points. After extrapolating, the systematic error is diminished
in both cases, and only the statistical noise remains, which
is visible as the extrapolated curves oscillate slightly around
0. Using additional Trotter steps in the extrapolation merely
leads to a reduced statistical noise due to a higher number
of samples, which justifies our extrapolation with two points
only.

APPENDIX C: ERROR ESTIMATION

The calculations in this work are prone to a variety of
different error sources, which need to be addressed separately.
First, we discuss the variational principle itself, where the
exact benchmarking data provide some insight. Secondly, we
turn our attention to the results obtained from DQMC, i.e., the
statistical error, the finite size extrapolation, and the integra-
tion errors which occur when computing the free energy.

1. Systematic and statistical errors of DQMC

The most obvious error source when using Monte Carlo
methods is the statistical error due to a finite number of sam-
plings. As mentioned before, we carried out simulations on an
equidistant 48 x 48 grid for U /t = 0-10 and B/t = 0—4, with
10 000 warmup and 30 000 measurement sweeps. The error
can be drastically reduced by making use of an appropriate
filter. Similarly to another work [40] done in our group which
also relies on DQMC, we make use of a two-dimensional
Savitzky-Golay filter [41] which, in a box width of wy and
wp, fits a two-dimensional polynomial of the form

NM
p(l7, B) = Z cnmUan

to the data. The polynomials are of third order, and
box widths are both set to w = 1.0. Additionally, data,
which is close to the original starting point (Up, By), are
given additional weight through a tricubic weighting func-
tion (1 —d>)’, where the distance d is defined as d =
max{|0 — Ool/wg. |B — Bol /wp).

Another important error source to address is the integration
procedure [see Eq. (6)] when computing the grand potential
®; of the effective system. While the remaining statistical
errors tend to cancel itself out when integrating, the remaining
Trotter error might be magnified again.

In order to estimate the errors of the whole mapping pro-
cedure, we set H = H, mapping the effective Hamiltonian to
itself, (U, B) — (U, B). Obviously, in the absence of errors,
the parameters (U, B) should not change. Figure 9 shows both
the absolute errors of (U, B) and the correlation functions
(i.e., the double occupancy and the spin-spin correlation)
which are necessary for the mapping.

2. Finite size error of DQMC

As mentioned above, we carried out simulations of the
Hamiltonian in Eq. (3) on a square lattice with periodic bound-

. (a), A{nignyy) ), S+ §)
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FIG. 9. Absolute errors which stem from the integration proce-
dure and the remaining Trotter error. (a) Double occupancy. (b) Spin-
spin correlation. (c) On-site interaction. (d) Magnetic field.

ary conditions, with system sizes of L =4, 6, 8, 10, and 12
lattice sites in one direction. The data is then extrapolated to
N — oo by plotting it against 1/N? (with N = L? being the
total number of lattice sites) and fitting a line.

In order to assess the errors which remain after the extrap-
olation, it should be noted that finite size effects will be the
strongest when the system is free of interactions, i.e., U =0,
since the Hubbard-U generally tends to localize the electrons.
Furthermore, in this case, the error from the Trotter decompo-
sition is nonexistent since there is no interaction which needs
to be decoupled. The noninteracting case, where the finite size
error is the most severe, can be solved analytically, which
allows us to compare our data to the exact solution.

(a), ® = —log(Z2)/BN

0.0

—0.2

0.15

—0.4

0.10

—06 0.05

0.00

(¢), (nipniy)
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0.0501 —_—__

0.24
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022 0.025
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FIG. 10. (a) Analytical (black line) and extrapolated (blue,
dashed line) grand potential ® of A with U = 0. (b) Magnetization,
computed as the derivative of @ with respect to B. (c) Double
occupancy. (d) Next-neighbor spin-spin correlation.
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U/t = 2.0, J/t = 0.9525

0.57505 1
0.57500 1
0.57495 1
0.57490 1
iS4
0.57485 1
0.57480 1
0.57475 1

0.57470 1
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FIG. 11. Functional ®, along the line connecting the two min-
ima at (U, B); ~ (1.11,0.34) and (U, B), ~ (1.02, 0.88), for fixed
U,J) = (2.0,0.9525).

Figure 10(a) shows the exact grand potential (per lattice
site) of H on a half-filled square lattice and the grand potential

obtained by integrating over the smoothed and extrapolated
DQMC data. Qualitatively, they are in very good agreement.
However, when computing observables like the magnetization
[Fig. 10(b)] by calculating the derivatives, the small, remain-
ing oscillations become clearly visible.

3. Error estimation at the steps

While there are clear hints that the steps are an artifact
which stems from remaining finite size effects, we addition-
ally demonstrate that the steps are within our estimated error
bars. As a representative example, we pick the step which is
visible in Fig. 4(b) at U/t ~ 2.0 and J/t ~ 0.95. The step
itself stems from the existence of two minima in the functional
®, which are located at (U, B); ~ (1.11,0.34) and (U, B), ~
(1.02, 0.88).

Figure 11 shows a line plot of the functional ® in the
(U, B) plane along the line connecting two minima. The
potential barrier between the minima has a height of g <
0.0002. However, we estimate that the error for & is on a scale
A® ~ 0.05, which is clearly larger than the barrier height.
Thus the transition is smooth within our error bars.
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6 CHARGE CORRELATION, DOUBLON-HOLON BINDING AND
SCREENING IN THE DOPED HUBBARD MODEL

6. Charge correlation, doublon-holon binding and screening in
the doped Hubbard model

6.1. Scope of the work and Statement of Contributions

In the Hubbard model, the competition between kinetic and Coulomb interaction en-
ergy lead to a complicated phase diagram. For the doped square lattice, we investigate
the spatial distribution of the electrons and find an emergence of exciton complexes
such as two empty sites bound to a doubly occupied site. We discuss this in detail for
a 4x4 periodic lattice (solved via Determinantal QMC) and with results from exact
diagonalization of smaller clusters, which both lead to similar results.

In the second part, through the variational approach discussed in Ch., we
investigate how such excitations affect the screening of nonlocal Coulomb interactions.
To that end, we make use of the DQMC scheme and the Dynamical Cluster approx-
imation to solve the Hubbard model for a large parameter grid of interactions and
fillings. Both methods yield the result that the screening increases when hole-doping
away from half filling, which implies that, when downfolding a complex structure to
simple Hubbard models, doping-dependent interactions are necessary for an accurate
description.

The DCA and DQMC calculations both for the first and second part and the nec-
essary implementations explained in Ch. have been done by me, while Guglielmo
Nicola Gigante provided the results from Exact Diagonalization shown in the first
part. Malte Schiiler gave general input on how to deal with the screening problem
considered in the second part. The text itself is mostly written by Erik van Loon and
me, with a few revisions done together with Tim Wehling and Malte Schiiler.

6.2. Actual Paper

Starting on the next page, we show the paper as presented on arXiv [38], on the 09th
September 2024.
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Electronic correlations arise from the competition between the electrons’ kinetic and Coulomb
interaction energy and give rise to a rich phase diagram and many emergent quasiparticles. The
binding of doubly-occupied and empty sites into a doublon-holon exciton is an example of this in the
Hubbard model. Unlike traditional excitons in semiconductors, in the Hubbard model it is the kinetic
energy which provides the binding energy. Upon doping, we find the emergence of exciton complexes,
such as a holon-doublon-holon trion. The appearance of these low-lying collective excitations make
screening more effective in the doped system. As a result, Hubbard-based modelling of correlated
materials should use different values of U for the doped system and the insulating parent compound,
which we illustrate using the cuprates as an example.

I. INTRODUCTION

Although the Coulomb interaction between electrons
is fundamentally repulsive, its final effect can be attrac-
tive and bound many-electron quasiparticles and phase
transitions resulting from the Coulomb interaction are
at the heart of condensed matter physics. In mag-
netism, the combination of the Coulomb interaction and
the antisymmetry of the wavefunction generates the ex-
change interactions responsible for magnetic phases [1].
In semiconductors, working with valence band holes
changes the sign of the Coulomb interaction and ex-
plains the binding of excitons and more complex emer-
gent quasiparticles such as trions [2]. The spatial struc-
ture of the Coulomb interaction leads to charge-density
waves [3, 4] and Wigner crystallization [5], where a non-
uniform ground state minimizes the Coulomb energy. On
the other hand, the dynamic structure of the phonon-
screened Coulomb interaction leads to the effective at-
traction between Cooper pairs in BCS superconductiv-
ity [6]. Finally, for unconventional superconductors, it is
postulated that collective electronic excitations take over
the role of phonons and provide the pairing glue [7].

The essential elements of several Coulomb-driven
emergent phenomena show up in the Hubbard model [8-
10] and its extensions, for example metal-insulator tran-
sitions [11], magnetism [12-14], charge-density waves [15]
and unconventional superconductivity [16]. Although
the model is generically hard to solve [17], there has
been tremendous numerical progress in recent years [16,
18, 19], especially when it comes to the determination
of ground state properties of the square lattice Hub-
bard model. It has an antiferromagnetic ground state
at zero temperature and half-filling (one electron per
site), which is destroyed by Mermin-Wagner fluctuations
at T > 0 [14], but with very strong antiferromagnetic
correlations still present.

This antiferromagnetic ground state at half-filling
forms a starting point for understanding the effect of
doping. If the repulsive interaction U is large, doping
introduces holes into an antiferromagnetic background,
while double occupancy remains forbidden. One of the
insights coming from the ¢-J model [20] is that these
holes can propagate as pairs of empty sites (holon-pairs)
without disturbing the antiferromagnetic ordering. This
pair binding has been suggested as a possible mechanism
for unconventional superconductivity. When U is similar
to the bandwidth, double occupancy is suppressed but
not completely forbidden (e.g., 5% double occupancy at
U/t = 8, half-filling and low temperature [21]) and the ¢-
J approximation is no longer valid. The presence of dou-
blons (doubly occupied sites) and their possible contribu-
tion to binding should now be considered. Do doublons
repel or attract holons? This question of doublon-holon
binding becomes more important as doping increases,
since more and more holons are present in the ground
state. Apart from doublon-holon pairs, it is even possi-
ble to form higher-order exciton complexes.

With hole doping, the empty sites also tend to or-
der spatially, e.g., in the form of stripes [22, 23]. The
Hubbard interaction is not sensitive to the spatial struc-
ture of the holons, so it must be the kinetic energy that
drives this ordering. At the same time, the appearance
of these phases with non-homogeneous electron density
raises questions about the applicability of the Hubbard
model, i.e., the neglect of nonlocal Coulomb interactions.
For a non-uniform ordered phase, these explicitly con-
tribute to the total energy. Zheng et al. [23] estimate
an energy difference of 0.01¢ between vertical stripes and
uniform superconducting states in the Hubbard model,
and hole densities that differ by roughly 0.1 electron/site.
With AE ~ V An; Anj, and given that V' =~ 2t in the
cuprates [24], the potential energy difference between
charge-ordered and uniform phases due to the nonlocal
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FIG. 1. Spatial charge correlations in the Hubbard model,
DQMC on a 4 x 4 periodic cluster at §t = 2. (a-b) Density-
density, (c-d) doublon-doublon, (e-f) hole-hole (g-h) doublon-
hole. Plots for intermediate values, i.e. U/t = 2,4,6 are
provided in the Appendix (Fig 6).

Coulomb interaction has the same order of magnitude
and cannot simply be ignored. This has motivated the
study of the effect of nonlocal interactions on charge or-
dering [25-27] and superconductivity [28-30].

The impact of nonlocal Coulomb interactions can al-
ready be assessed based on knowledge of the correla-
tion functions in the Hubbard model, using a variational
principle [31]. Essentially, the charge correlations of the
Hubbard model show how the nonlocal Coulomb inter-
actions effectively screens the Hubbard interaction. This
approach has been applied extensively to half-filled sys-
tems [31-34], but the doped case has received less atten-
tion until now, due to the numerical difficulty caused by
the Monte Carlo sign problem.

Here, we study the charge fluctuations in the doped
Hubbard model using Quantum Monte Carlo. First, we
quantify the presence of charge correlations as a func-
tion of doping and interaction strength. Then, we pro-
ceed with the spatial correlation between doublons and
holes, to investigate if there are signs of exciton bind-
ing at the four-particle level. We focus on the regime up
to U < W, where doublons are sufficiently present and
where Quantum Monte Carlo studies of the doped system
are numerically feasible. Finally, we study how screen-

ing is affected by doping, and the implications for the
doping-dependence of the effective local interaction [31]
in correlated materials modelling.

II. SOLVING THE HUBBARD MODEL

We consider the Hubbard model on the square lattice,
in the grand canonical ensemble, i.e.,

Hyuw, = —t Z (ngcjg + h~5~>+UZ”iTniJ,—HZ"z‘-

(i.3),0

(1)
Here, cgl) denotes the annihilation (creation) operator for
an electron on site ¢ with spin o, n;, is the correspond-
ing occupation number operator, n; = n;+ + n;| the to-
tal occupation number. The physical parameters are the
nearest-neighbor hopping ¢, the on-site or Hubbard in-
teraction U and the chemical potential ;. We consider
the hole-doped case, i.e., (n;) <1 and p < py /0 = U/2.

We study this model at finite temperature using Quan-
tum Monte Carlo simulations, namely the Determinan-
tal Quantum Monte Carlo method [35] (DQMC) as im-
plemented in the QUEST code [36] and the Dynami-
cal Cluster Approximation [37] (DCA) using a CT-AUX
solver [38], see Appendix A for further details. The size
of the simulation cell is an important limitation for both
methods, but since the finite size effects are handled in
different ways, both methods are complementary. We re-
strict ourselves to a 4x4 periodic square lattice within
DQMC due to the severity of the Monte Carlo sign prob-
lem, and to an 8-site and 16-site dynamical cluster within
DCA. The charge-correlation functions of interest can be
obtained directly from the respective clusters.

For both methods, raw Monte Carlo data is obtained
on a dense grid in (U-u) space, and is then smoothed by a
Savitzky-Golay filter [39]. This filter mitigates the prob-
lem with noise when numerically evaluating derivatives,
as needed later for the determination of effective Hub-
bard interactions. To facilitate the comparison between
different values of U, the data is mapped from u to (n)
in the figures. More details about the computations can
be found in the Appendix B, which also contains Exact
Diagonalization results obtained using EDLib [40] as a
reference.

IIT. CHARGE FLUCTUATIONS

Figure 1(a-b) shows the density-density correlation
(nonz) and the double occupancy (i.e., R = 0). Both
increase with (n), as expected. The main effect of U is
to suppress the double occupancy, while the other charge
correlation functions are weakly enhanced: with fewer
doubly occupied sites, there are also fewer empty sites,
so the instantaneous charge distribution is more homo-
geneous. Comparing the different values of R (colored



lines) shows that the nearest-neighbor correlation func-
tion is always smaller than the ones further away. Avoid-
ing charges on neighboring sites allows for more hopping
processes and therefore lowers the kinetic energy.

Knowing that there are doubly-occupied sites, we
continue with their spatial distribution. Figure 1(c-d)
shows that doublons repel each other, since the doublon-
doublon correlation function is smaller for neighboring
sites than for sites further apart. This effect is already
present at U = 0, where (D;D;) = (n,-gn]-a)z. Even with
the overall suppression of the number of doubly occupied
sites by U, doublons still repel and are unlikely to sit on
neighboring sites, since that is bad for the kinetic energy.
Similarly, Figure 1(e-f) shows that holons are less likely
to occupy neighboring sites. In both cases, by increasing
U, the charge localizes and correlations beyond nearest
neighbor are weakly dependent on distance.

On the other hand, doublons and holons are more
likely to occupy neighboring sites, as shown in Fig. 1(g-
h). Again, this effect is already present at U = 0, but
it is enhanced by U, especially for (n) > 0.7. In a
real-space strong-coupling picture, putting doublons and
holons next to each other maximizes the kinetic energy
gain. In other words, virtual hopping of one electron
to a neighboring site is the main mechanism creating
doublons in a doped antiferromagnet (see Figure 2), and
the kinetic energy provides the binding for this doublon-
holon exciton. Of the spatial correlation functions con-
sidered here, the doublon-holon binding is by far the
strongest effect.

IV. VARIATIONAL APPROACH TO
NONLOCAL COULOMB INTERACTIONS

Going beyond the Hubbard approximation, two-
dimensional materials have nonlocal Coulomb interac-
tions of substantial magnitude, and these directly affect
the charge-correlation function. Here, we consider the ex-
tended Hubbard model with nearest-neighbor Coulomb
interaction V,

Hegu, = Hawp +V Z nn;
(i.3)
Note that it is also possible to write the nonlocal inter-
action in terms of fluctuations away from half-filling, i.e.,
VZ(M)(TH —1)(nj — 1). This formulation is equivalent
up to shifts in the chemical potential and total energy,
and can simplify pictorial arguments substantially.
Using the Peierls-Feynman-Bogoliubov Variational
principle [41-43], it is possible to map [31] the extended
Hubbard model onto a regular Hubbard model with mod-
ified parameters U, [i, which are variational and should
be chosen so that the density operator of the effective
Hamiltonian H approximates the real density operator
as well as possible, as illustrated in Fig. 2.
Although Quantum Monte Carlo works in the grand
canonical ensemble, one usually adjusts the chemical po-
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FIG. 2. Extended Hubbard model can be mapped onto an
effective model with local interactions only. The value of U,
given by Eq. (2) is based on the excitations in the model.
In the antiferromagnetic ground state in the atomic limit,
at half-filling the basic excitation is the creation of a holon-
doublon exciton, while the formation of holon-doublon-holon
trions is possible in the doped system.
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FIG. 3. Screening factor o and the U-derivatives of the double
occupancy and the next-neighbor density-density correlation
vs. filling (n;) at St = 2, for different U. For the square
lattice, DCA and DQMC lead to qualitatively similar results.
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B: Bt = 2 (full), Bt = 3 (dashed) and St = 4 (dotted), ob-
tained using 8-Site Cluster (DCA).

tential to obtain a desired filling. Thus, for the varia-
tional approach, we choose fi as a function of U in order
to obtain a fixed filling ({n;) 7 = const.), and U remains
as the sole variational parameter. Then, the effective
local interaction U is given by [31, 44]:

U=U-a(U),V (2)
_Z 60<ninj>l:1 (3)

) = =5 gyt

« is the screening factor which determines how strongly
the nonlocal Coulomb interaction effectively changes the
local one. It is the central quantity in the variational
approach and only depends on the properties of the ef-
fective Hubbard model, so it can be extracted from the
available Quantum Monte Carlo data.

The interpretation of the renormalized Hubbard inter-
action is that it relates the cost of creating a doublon-
holon excitation in both models, taking into account _the
spatial correlation between them. The value of U is
chosen so that the “typical” doublon excitation has the
same cost as in the extended Hubbard model Eq. (IV).
At half filling and strong coupling, U = U — V [31],
i.e. a = 1, corresponding to a strongly bound nearest-
neighbor doublon-holon exciton, as shown in Fig. 2. Pre-
vious studies have shown [44] that a < 1 at smaller U
and half-filling, since the doublon-holon pair is more de-
localized, as is also visible in Fig. 1(g-h).

For the doped system, Figure 3 shows the U-derivatives
that make up the numerator and denominator of Eq. (3)
as well as the screening factor . The behaviour is qual-
itatively similar in DQMC and 8-site and 16-site DCA,
showing that the observed mechanisms are robust with

respect to finite-size errors. Importantly, the screening
factor « increases when doping the system away from
half-filling, and « > 1 for a large range of filling at the
largest shown value of U.

In order to gain a physical understanding of the ob-
served increase in screening upon doping, we go back to
the atomic limit, as shown in Fig. 2. Whereas half-filling
has the nearest-neighbor doublon-holon exciton forming
from a uniform background as the elementary excitation
(o = 1), the doped system already has holes present
in the ground state, so the created doublon-holon pair
can bind to an existing holon and form a holon-doublon-
holon trion. This costs energy U — 2V, which is less than
U — V for a normal exciton, and which would lead to
a =~ 2 if it was the only relevant process. The observed
« is an indicator of the relative statistical importance of
holon-doublon excitons («w = 1) and higher-order holon-
doublon exciton complexes (o = 2 for the trion). As
the system is doped away from half-filling, the number of
holes present in the ground state increases, and therefore
also the probability of forming the compound quasiparti-
cles, as visible in Fig 3. The presence of these lower-lying
excitations explains why the additional presence of holes
leads to a more effective screening process. At very strong
doping, this picture of a uniform antiferromagnetic back-
ground eventually breaks down, and we would expect «
to decrease again since in the limit (n) — 0 there are no
electrons to do the screening.

Since the variational principle is based on the free
energy, the screening factor o depends on temperature
via the correlation functions entering Eq. (3). The
temperature-dependence of the double occupancy has
been studied in detail [21, 32, 45, 46]. In «, this leads
to visible differences between T' = ¢/2 and T = t/3, but
smaller differences going to T = t/4, as shown in the
DCA results of Figure 4. Thus, while the numerical sign
problem prohibits us from performing Monte Carlo sim-
ulations of the doped model at low temperature, it is rea-
sonable to assume that the effect of increased screening
when doping the system away from half filling remains
also at lower temperature. As a complementary method,
we have performed exact diagonalization calculations at
T =0, as shown in the Appendix.

V. CONCLUSIONS AND OUTLOOK

In conclusion, the presence of holes in the doped
Hubbard model makes spatial charge correlations om-
nipresent, even at strong coupling. One of the main ef-
fects is the binding of doublon-holon excitons on neigh-
boring sites, an effective non-local interaction between
charged particles that arises from the kinetic energy in
the Hubbard model. In terms of screening, the doped
Hubbard model has an additional screening process in the
form of holon-doublon-holon coupling, due to the holes in
the antiferromagnetic background. This leads to screen-
ing factors o > 1 in the mapping to an effective Hubbard



model, and thus to lower effective interactions.
Concretely, it means that a lower value of U should be
used to model the doped cuprates than to model their
half-filled parent compounds, if the modelling is done
at the level of the Hubbard model, i.e., with non-local
Coulomb interactions integrated out. Estimates of t, U
and V for the cuprates [24] in a downfolded one-band
model give a local interaction U/t ~ 10, while V ~ U/4.
At half-filling, this value of U/t is large enough to put the
system in the strong coupling limit with a =~ 1, leading to
an effective local interaction U/t = (U — V) /t = 7.5. If,
however, as our data suggests, it is possible that a ~ 1.5
for the doped case due to additional trionic screening
channel, then the appropriate interaction for Hubbard
model studies of the doped system would instead be
roughly U/t ~ 6.25, which is a substantial reduction.
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Appendix A: Computational details

In order to obtain the screening factor a(U) (see Fig
3 4), we solved the Hubbard Hamiltonian H(Hpup),
Eq. (1), on an equidistant 41x41 data grid (U/t € [0, 8],
@/t € [=8,0]) for a temperature of St = 2 within two
different approaches: Determinantal Quantum Monte
Carlo (DQMC) and the Dynamical Cluster approxima-
tion (DCA).
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FIG. 5. DQMC, QUEST code: Result for the double occu-
pancy (ns+n;;) with error bars for different numbers of mea-
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a. DQMC

The DQMC simulations have been performed with
the QUEST code [36] on a 4x4 periodic lattice. The
systematic error from the Trotter-Suzuki decomposition
(O(AT?)) can be minimized by choosing an appropriately

small Trotter step (AT ~ 1/0.125/T) [47]. For the high-

est value of U/t = 8 considered here, this estimate would
lead to AT ~ 0.125. In order to keep the systematic error
at a minimum, we choose A7 = 0.05 for the big simula-



tions from which « is obtained, and A7 = 0.02 for the
calculations of the four-particle correlators.

For each data point, the simulation is run with 10000
warmup sweeps and 30000 measurement sweeps. Since
the system thermalizes quickly at the temperature con-
sidered, rather short simulations already yield appropri-
ate results. As an example, Fig. 5 shows, for a specific
data point, that the correlation functions (here: the dou-
ble occupancy) obtained from 30000 measurement sweeps
are within error bars of simulations which are 5 times
longer. Thus, for the purpose of evaluating accurate
derivatives, a dense parameter grid combined with filter-
ing is the more important aspect compared to the simu-
lation time within QUEST.

b. DCA

For the DCA approach, we use the CT-AUX code of
Ref. [38]. Here, we find the necessary correlation func-
tions by solving dynamical clusters with 8 and 16 sites.
The simulations were performed in a timed manner, i.e.
25 minutes runtime (8 CPUs) for each data point and it-
eration step respectively. Within the self-consistency cy-
cle, we allow for up to 8 iterations, which is, at the given
temperature, more than sufficient. Fig. 8 illustrates for
a single data point (8-site cluster), at 2 k-points, how
the Matsubara Green’s function behaves from iteration
to iteration. The top left and right plots show the spin-
averaged G (7) after iteration steps N, while the bottom
pictures show the difference in the Green’s function be-
tween iterations. In this case, already at 2 steps within
the cycle, further iterations no longer cause significant
changes.

c. Filtering and Interpolation

The central quantity presented within this work, the
screening factor «(U), depends on derivatives of U-
dependent correlation functions. Such derivatives are dif-
ficult to obtain from noisy data, which is inherent in any
Monte Carlo method. As such, proper filtering of our
data is necessary.

Here, similar to previous works [33, 34], we make use
of a two-dimensional Savitzky-Golay filter [39] which, in
a box width of w; and wyz,, fits a two-dimensional poly-
nomial of the following form to the data:

NM

p <U7ﬂ) = Z CnmUn/]m

nm

The polynomials are of third order, and the box widths
are set to w = 1.5 for the DQMC and the 8-site DCA
data, while it is set to w = 2.0 for the 16-site DCA
data due to higher noise. Additionally, data which is

6

close to the original starting point ([70,/10), is given
additional weight through a tricubic weighting func-
tion (1 — d®)® where the distance d is defined as d =
max { |0 — Tol fwg, o = fiol /7 }-

After filtering the data, we use two-dimensional cubic
interpolation to extend our parameter grid from 41x41
to 401x401, which makes it more convenient to evaluate
derivatives.

Within the derivation for Eq.(3), we chose [ as a func-
tion of U in order to obtain a fixed filling, i.e. (n;)y =
const.. As such, as the last step before evaluating deriva-
tives of correlation functions and thus, a(U), we use the
fillings (n;) obtained from the simulations to transform
the f-axis to an (n;)-axis.

Appendix B: Exact Diagonalization

To verify our numerical results, we have also performed
exact diagonalization (ED) simulations of a 4 x 2 rib-
bon with periodic boundary conditions in both directions
(i.e., a donut), using EDLib [40]. We extract the rele-
vant correlation functions from the ground state wave-
functions in a particular sectors (Ny, Ny). The Exact
Diagonalization is complementary to the QMC in several
ways, it is performed at T' = 0 directly and with fixed
particle number, instead of the grand canonical ensemble
used in QMC. It is sign-problem free and can be done at
any U. On the other hand, the scaling of the compu-
tational effort with system size is much worse than in
QMC.

Figure 9 shows the results of the ED, which can be
compared with Fig. 1. Note that the 4 x 2 geometry with
periodic boundary conditions in both directions leads to a
difference between the R = (0,1) and R = (1,0) correla-
tion functions, since hopping along the short direction is
enhanced. Thus, to optimize the kinetic energy, doublon-
holon excitons preferentially align along this axis. In this
way, the broken rotational symmetry of the system ac-
tually provides strong evidence for the kinetic energy as
the mechanism for the binding. A similar mechanism has
been discussed in ¢ — J-bilayers [48].

Apart from the special R = (0,1) in the 4 x 2 clus-
ter, the results at U/t = 8 are qualitatively similar and
even quantitatively close to Fig. 1, even though there is
a difference in cluster size and statistical ensemble. This
shows that generic mechanisms of the Hubbard model
are responsible for these effects. In ED, we can also in-
crease U further, to U/t = 16. The density-dependence
of the curves does not change, but the overall magnitude
of the doublon correlators decreases substantially due to
the decrease in the number of doublons. This shows that
the U/t = 8 QMC results in the main text already give
a good impression of what happens at strong coupling.
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6.3 IMPLEMENTATIONS IN THE QUEST CODE

6.3. Implementations in the QUEST code

In the paper, static correlators such as e.g. (nsni njn;;) have been evaluated within
the DQMC scheme. In order to measure such four-particle correlators, a few modifica-
tions were necessary in the QUEST-code (unmodified version is found in [41]), which
are discussed in detail here.

The first step in measuring higher-order correlators within the DQMC algorithm is
doing the Wick-factorization, as Wick’s theorem is valid (see Ch.(4.1.2))) for a fixed
configuration of auxiliary Ising-fields. The factorizations of all necessary correlators
are provided in Ch..

Static properties are measured through the subroutines in the DQMC_PhyO-
module. The only necessary changes are thus in the dgmc_phy0.F90-file in the
SRC-folder of QUEST. First, indices for all variables that are measured with their full
(i, 7)-dependency must be declared at the top in the following way:

i: narrays =

:: IMEAS
:: IGFUN
:: IGFUP
:: IGFDN
1 ISPXX

i1 IA

:: IDENO®
:: IDEN1
:: IPAIR
:: ITEST
:: IDODO
:: IDOHO
:: IHOHO

narrays defines the number of variables, and the last three indices are for the four-
particle correlators. Notation-wise, the names DODO, DOHO, HOHO stand for
the doublon-doublon, doublon-holon and holon-holon correlators, respectively.

The next change is in the definition of the custom type PhyO0, which contains
pointers to all static measurements. Entries must be made as follows:

: DoDo(:,:
DoHo(:,:
: HoHo(:,:

In the DQMC _PhyO0_Init-subroutine, all variables must be initialized:
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PO%IARR(IMEAS) =
do i , harrays +
IARR(1) = Pe%nmeas + +(L-1)=*~p

%IARR(IMEAS) :POXIARR(IMEAS

IARR(IGFUN) :POXIARR(IGFUN

IARR(IGFUP) :POXIARR(IGFUP

_ IARR(IGFDN): IARR(IGFDN
KSpinXX ( IARR( : ARR(
kSpinZZ ( IARR( ZZ): ARR(

kAvesSpin ( IARR(IAVSP): ARR(IAVSP

[ IARR(IDEN®): ARR(IDEN®

IARR(IDEN1): ARR(IDEN1

IARR(IPAIR): ARR(IPAIR

L1Prop(PO%IARR(ITEST) :POXIARR(ITEST

S T S O S S

PO%DoDo 11Prop(PO%IARR(IDODO) : POXIARR(IDODO
tDoHo 11Prop(PO%IARR(IDOHO) :
PO%HoHo 11Prop(PO%IARR(IHOHO) : PO%XIARR (IHOHO

pinZz
kAveSpin

Fl
Fl
Fl
FI
Fl
Fl
Fl
FI
Fl
Fl
PO

T UV
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In the subroutine DQMC _PhyO_Free, which deallocates used space at the end of
the program, additional entries are made:

nullify(P0%meas)

nullify(PO%G_fun, PO%GT_up, PO%GT _dn)
nullify(PO%SpinXX, PO%SpinZZ, P8%AveSpin)
nullify(P en®, PO%Denl)

nullify(P air)

nullify(P0%Test)

nullify(Pe%DoDo)
nullify(P oHo)
nullify(P@%HoHo)

deallocate(P8%AllProp, P0%sign)

QUEST groups the averages from a set number of measurements in bins. The
routine DQMOC _Phy0_Avg performs the averaging within a bin, which must also be
done for our four-particle correlators:

n = P@%nClass

call blas_dscal(n, factor, PO%G_
call blas_dscal(n, factor, P
call blas_dscal(n, factor,

call blas_dscal(n, factor,

call blas_dscal(n, factor,

call blas_dscal(n, factor,

call blas_dscal(n, factor,

call blas_dscal(n, factor,

call blas_dscal(n, factor,

call blas_dscal(n, factor,
call blas_dscal(n, factor,
call blas_dscal(n, factor,

At the end of the DQMC_PhyO0_Print-subroutine, which prints the output, the
following additional calls are made at the end:

DQMC_Print_RealArray(®, nClass, 'L Do ~elator:",
S%clabel, P@%DoDo(:, avg:avg), PO%DoDc rr), OPT)

DQMC_Print_RealArray(¢, nClass, b correlator:

S%clabel, Po%DoHo(:, avg:avg), P@9 g zerr),

DQMC_Print_RealArray(c, nClass, n correlato o
S%clabel, P@%HoHo(:, avg:avg), PO%HoHc err:err), OPT)

DQMC_Phy0_GetErr estimates the error by applying the Jackknife-algorithm on
the binned results. The additional calls are:
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do i = 1, P8%nClass
data = P@%DoDo(i, 1:n)
call DQMC_SignJackkKnife(n, P@%DoDo(i, avwg), P@%DoDo(i, err), &
data, y, sgn, sum_sgn)

end do

do i =1, %nClass
data = P®%DoHo(i, 1:n)
call DQMC_SignJackknife(n, P@%DoHo(i, avg), P@%DoHo(i, err), &
data, y, sgn, sum_sgn)
end do

do 1 =
data = P@%HoHo(i, 1:n)
call DQMC_SignJackKnife(n, P@%HoHo(i, avg), P@%HoHo(i, err), &
data, y, sgn, sum_sgn)
end do

Finally, in the DQMC_Phy0_Meas-subroutine, the actual measurements are done.

First, all observables are initialized to zero:

Po%meas(:,tmp)

(z,tmp)

(:,tmp)

[:,tmp)
(z,tmp)

PO.HoHc(:

Then, the Wick-factorized (see Ch.(2.2.3))) correlators need to be coded up:
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.eq. j)
ONE

ZERO

(ONE - G_up(i,i))
(ONE - G_dn(i,i))

(ONE - G_up(j,3))
(ONE - G_dn(j,j))

niup * nidn * njup * njdn

niup * njup * (kd - G dn(j,1i)) * G_dn(i,j)

nidn * njdn * (kd - G up(j,i)) * G_up(i,])

(kd - G_up(j,i)) * G_up(i,3) * (kd - G_dn(j,1)) * G_dn(i,])

tmpl + tmp2 + tmp3 + tmp4

niup * njup + (kd - G uwp(j,i)) * G_up(i,j)
tmp7 nidn * njdn + (kd - G_dn(j,1i)) * G_dn(i,j)
Po%DoDo(k,tmp) = Pe%DoDo(k,tmp) + tmps

PO%DoHo(k,tmp) = PO%DoHo(k,tmp) + ( niup*nidn - nidn*tmp6 - niup*tmp7 + tmp5 )

PO%HoHo(k , tmp) P@%HoHo(k,tmp) + ( ONE - (niup + nidn + njup + njdn) + niup*nidn + njup*njdn &
+ niup*njdn + nidn*njup + tmp6 + tmp7 &
- (nidn + njdn)*tmpé - (niup + njup)*tmp7 &
+ tmp5 )

Since the final, averaged result is translationally invariant, QUEST saves the mea-
surement depending on distinct distance classes d = |R; — R;| instead of the full
(i,j)-dependence. As such, the measurements are normalized by the number of lattice
vectors leading to a specific distance (S%F (i) in the next picture). Afterwards, the
measurements are put into the correct bin. We add the respective statements for the
new correlators:

Class

tmp)

tmp)

tmp)

tmp)

tmp)

tmp)

g tmp)
%Pair(i, tmp) Pair(i,
PO%Test(i, tmp) PO%Test(l,

F(1) * HALF

* HALF

.Féi)
(1) * HALF

LA S S S S e e

PO%DoDo(1i, tmp) DoDo(1,

PO%DoHo(i, tmp) DoHo(1,

PO%HoHo(1, tmp) PA%HoHo( 1,
end do
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sgn = sgnup * sgndn
Po%meas(:, idx) = PO%meas(:, idx) + PO%meas(:, tmp) * sgn

m = P@%nClass

call blas_daxpy(m, sgn, 9 (1:m,tmp), ([ 1:m,idx),
call blas_daxpy(m, sgn, _ (1:m,tmp), (1:m,1idx),
call blas_daxpy(m, sgn, _ (1:m,tmp), ([ 1:m,idx),
call blas_daxpy(m, sgn, inX m,tmp), inXX(1l:m,1dx),
call blas_daxpy(m, sgn, inZ :m,tmp), inZZ(1:m,idx),
call blas_daxpy(m, sgn, = (1:m,tmp), = ([ 1:m,idx),

call blas_daxpy(m, sgn, en] (1:m,tmp), en ([ 1:m,idx),
call blas_daxpy(m, sgn, i (1:m,tmp), ir(l:m,idx),
call blas_daxpy(m, sgn, 9 (1:m,tmp), 9 (1:m,idx),

call blas_daxpy(m, sgn, (1:m,tmp), (1:m,idx),
call blas_daxpy(m, sgn, (1:m,tmp), [ 1:m,idx),
blas_daxpy(m, sgn, (1:m,tmp), (1:m,idx),

_SGN,  idx) PO%sign(PO_SGN,
_SGNUP, idx) P@%sign(P@_SGNUP, idx) + sgnup
SGNDN, idx) = PO¥Xsign(P®_SGNDN, idx) + sgndn

Although not used in the paper, the code will also compute the Fourier transform
and Eigenmodes of all correlators. In order to print them in the output, DQMOC_
PhyO_PrintFT needs additional statements:

FTptr => PO%ALLPropFT(PO%IARRFT(IDODO) :PO%IARRFT(IDODO+
call DQMC_Print_RealArray(©, nakg*(na+1)/2, "FT of Doublo
clabel, FTptr(:, avg:avg), FTptr(:, err:err), OPT)

FTptr => PO%ALLPropFT(PO%IARRFT(IDOHO) :PO%IARRFT( IDOHO+
call DQMC_Print_RealArray(©, nakg*(na+1)/2, "FT of Doublon
clabel, FTptr(:, avg:avg), FTptr(:, err:err), OPT)

FTptr => PO%ALLPropFT(PO%IARRFT(IHOHO) :PO%IARRFT(IHOHO+
call DQMC_Print_RealArray(©, nakg*(na+1)/”, "FT of Holon-
clabel, FTptr(:, avg:avg), FTptr(:, err:err), OPT)

Nmptr => PO%AllPropEigVec(:,:,:,IDODO)
call DQMC_Print_EigenMode(na, nkg, "Eigen
Nmptr, OPT)

Nmptr => PO%ALllPropEigVec(:,:,:,IDOHO)
call DQMC_Print_EigenMode(na, nkg, "Fig
Nmptr, OPT)

Nmptr => PO%AllPropEigVec(:,:,:,IHOHO)
call DQMC_Print_EigenMode(na, nkg, "Eig
Nmptr, OPT)

The QUEST library can then be compiled as usual. The standard geom-binary
(for usage, see the original documentation on [4I]) will now yield additional entries
in the output file. Assuming a periodic 4x4 square lattice, which has six inequivalent
distances between sites, the new entries read as:
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Doublon-Doublon correlator:

(i} (6] 0.0000 0.
] .0000
.0000
.0000
.0000
.0000

.0000
.0000
.0000
.0000
.0000

Doublon-Holen correlator:

(i} (6] .0000
.0000

.0000
.0000
.0000
.0000

Holon-Holon correlator
<] e 0.0000
1.0000
. 0000
1.0000
. 0000
. 0000

0000

0.11892324E+00
0.85661897E-02
0.12799845E-01
0.12796585E-01
06.13253806E-01
0.11136814E-01

-0.73322041E-19

0.29728168E-01
0.15608612E-01
0.15629028E-01
0.15488217E-01
©.15638530E-01

0.11892324E+00
0.85661897E-02
0.12799845E-01
0.12796585E-01
0.13253806E-01
0.11136814E-01

.24407654E-03
.40538600E-04
.64496824E-04
.52204910E-04
.53323673E-04
.12874797E-03

.11267435E-18
.57700896E-04
.91357199E-04
.80219734E-04
.73212708E-04
.75690251E-04

.24407654E-03
.40538600E-04
.64496824E-04
.52204910E-04
.53323673E-04
.12874797E-03

From this, the results in the paper have been obtained. As mentioned above, the
Fourier transforms are also available.
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7. Overcoming the fermionic QMC sign problem through
Dual Fermion Perturbation Theory

In Ch., where the Determinantal Quantum Monte Carlo method is introduced,
it is mentioned that the determinants which constitute the statistical weights are not
positive definite, leading to the famous fermionic sign problem which strongly restricts
the applicability of all fermionic QMC methods. The absolute values of the statistical
weights are still taken for measurements, but one has to divide them by the average
sign (S}, quickly rendering simulations impossible once it starts deviating strongly
from (S) ~ 1. Aside from specific points such as the particle-hole symmetric, half-
filled Hubbard model where (S) = 1, the sign deteriorates exponentially with the
inverse temperature 3, the interaction strength U and the number of lattice sites V.
Adding a hopping ' between next-nearest neighbours makes the problem even worse.

Average Sign, DQMC, 4x4 Periodic Lattice
Bt=5

-8 —6 —4 -2 0
[/t

Figure 7.0.1: Average Sign (DQMC) of the square lattice Hubbard model (¢ = 0) for
three temperatures on a (U, u)-grid: (S) > 0.9 (green), (S) =0.9...0.3
(gray), (S) < 0.3 (red).

From the DQMC data obtained in Ch.@, Fig. shows a contour plot of how the
average sign changes when cooling the system. In the green area of the parameter space
where (S) > 0.9, simulations can be done without problems. The gray area marks
a crossover where the sign falls down to (S) = 0.3, making simulations increasingly
difficult but, depending on the system size, not necessarily impossible. Within the red
area, simulations become exceedingly difficult even for the rather small 4x4-lattice,
and almost impossible for larger systems. Unfortunately, the interesting area with
strong coupling and a filling of (n;) &~ 0.75...0.95 electrons per lattice site, where
d-wave superconductivity is suspected, always lies in the red zone unless we stay at
very high temperatures. In order to study these areas of the parameter space, new
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methods are necessary.

In Ch., we introduced a Dual Fermion Perturbation theory which allows for an
arbitrary choice of a reference system from where a perturbation of choice is developed.
In the results presented later in this chapter, we choose the half-filled Hubbard model,
which does not suffer from the sign problem, and can thus be solved very accurately
even for large U, as the reference point. Illustrated by Fig., both a next-nearest
neighbor hopping ¢ and a shift in chemical potential yu is taken as the perturbation.

U/t=238
Reference Real
VS.

\ A5 B Aa \ B 2B B 4
Mott-Slater- Correlated
Insulator Metal

Figure 7.0.2: Half-filled Reference System vs. Real, doped System with ¢ which is
developed perturbatively.

It should be noted that any point in the green area (and the gray area, with a bit
of additional effort) in Fig. can serve as a proper starting point. Indeed, it is a
long-term goal to verify findings in the red area by arriving at the same solution from
multiple sides within the parameter space.

In this chapter, we present a FORTRAN-implementation which realizes this Dual
Fermion approach efficiently by making use of the QUEST-library [41] for the DQMC
simulations.
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7.1. Time-Dependent measurements in QUEST

Before discussing our own implementations, it is necessary to understand how the
default QUEST [41] performs time-dependent measurements. Within the standard
ggeom-program in the package (ggeom.F90-file), after initializing, warming up and
setting a configuration of auxiliary fields, measurements are done as follows:

call ran@(l, randn, Hub%seed)

slice = ceiling(randn(

write(*,'(a,316)') ' Measurement Sweep, bin, iter, slice : ', i, j, slice
if (comp_tdm > ©) then

call DQMC_Gtau_LoadA(tau, TAU_UP, slice, Hub%G_up%sgn)
call DQMC_Gtau_LoadA(tau, TAU_DN, slice, Hub%G_dn%sgn)

call DQMC_Hub_FullMeas(Hub, tau%nnb, tau%A up, tau%A dn, tau%sgnup, tau%sgndn)

call DQMC_TDM1_Meas(tm, tau)

As areminder, for a fixed set of fields, the Green’s function g;({,") = —|—<cia(l)c;[a(l’))
(the positive sign is common QMC convention) is neither translationally invariant nor
does it have the fermionic symmetry in the imaginary time, and thus depends on two
time slice indices (I,1") with the time discretization 7 = 0...(L — 1)A7. If the input
parameter is set as nOrth = 1, DQMC_Gtau_LoadA will compute the Green’s
functions for all possible combinations of (I,1) and lattice sites (i,7). As such, the

size of the A-matrix (N lattice sites and L time slices) is N? x L2,
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DQMC_TDM1 _Meas, which is found in the dgmc_tdm1.F90-file and obtains
measurements from the A-matrix, contains a complicated double loop over time in-
dices:

blocks: do i@ = 1, tau%nb
do dtau = ©, tau%nb-
it = mod(i@+dtau- 1, tau%nb) +

call DQMC_Gtau_DumpA(tau, TAU_UP, it, i1@)
if (tau¥%comp_dn .or. .not.tau%neg u) &
call DQMC_Gtau_DumpA(tau, TAU DN, it, i@)

jt = tau%it_up; jo = ta _up
call DQMC_TDM1_Compute(T1, upt®, uplt, dnt®, dn@t, up@®, uptt, dn@®, dntt, jt, je)

_change_gtau_time(tau, TPLUS, TAU_UP)
i %comp_dn) then
call DQMC_change_gtau_time(tau, TPLUS, TAU_DN)
elseif (.not.ta eg _u) then
call DQMC_Gtau_CopyUp(tau)
endif

jt = tau%it_up; jO = tau%ie_up
call DQMC_TDM1_Compute(T1, upt®, updt, dnte, dnét, upee, uptt, dne@, dntt, jt, jO)
enddo

if (m .gt. 0) then
call D _Gtau_DumpA(tau,
if (t omp_dn .or. .not.ta g u) &
call DQMC_Gtau_DumpA(tau, TAU DN, it, i@)
endif

dodt = I, m
call DQMC_change_gtau_time(tau, TMINUS, TAU_UP)
if (tau%comp_dn) then
call DQMC_change _gtau_time(tau, TMINUS, TAU_DN)
elseif (.not.tau%neg u) then
call DQMC_Gtau_CopyUp(tau)
endif
jt = tau%it_up; jO = tau%ie_up
call DQMC_TDM1_Compute(T1, upt®, updt, dnte, dnét, upee, uptt, dne@, dntt, jt, jO)

enddo

enddo

For nOrth = 1, the incrementing and decrementing of indices does not occur
since A already contains everything, and only the top part is relevant. Specifically,
DQMC_Gtau DumpA will load a subblock of (it,i0), which corresponds to (I,1’),
and the respective Green’s function can then be accessed via the pointers upt0,upOt. ..
. The notation is as follows:

o upt0(ij) < g (1) & (c(Dek (1)
o up0t(ij) & g1 1) & (e ()ehy(1))
o up00(ij) < g ;(1',1') & (e ()eki (1)

o uptt(ij) < gl ;(1.1) & (e (el (1)

Of course, the same notation applies to the spin-down Green’s function (e.g. dntO
instead of upt0). Before we discuss what happens for nOrth # 1, we take a look
at how Green’s functions are computed in DQMC_TDM1_Compute. Generally, if
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the full (I,1")-dependence is available, there are two contributions to the final Green’s
function which depends on time differences only. Assuming [ > I’, one could take the
current ¢'(1,1') (upt0) and put it into the (I — I’)’th time index of the final result.
However, —g' (I, 1) (-upOt) also gives a contribution when shifting the time index by j3
(i.e. by L). —g'(I',1) is saved into the (L — (I —1’))’th time slice. For I < I, the same
argument holds, but the other way around. Before computing anything, depending on
[ — 1, the subroutine defines the correct time slots at the top. If [ = I’, only +uptO0 is
taken as a contribution:

dt = it - i@
if (dt .gt. ©) then

dt1 dt
dt2 T1%L - dt
factor =

elseif (dt .lt. ©) then

dt1 dt + Ti1%L
dt2 -dt
factor
else
dt1
dt2
factor

valuel % erties( % es(:, dtl, Ti1%tmp)
value2 properties(IGFU es(:, dt2, Ti1%tmp)
do i = perties(IGFUP)?

do j , Tl%properties(IGFUP)%

k %properties(IGFUP)%D(1,]3)
valuei(k) = valuei(k) + “*factor*upto(i,j)
value2(k) = value2(k) - “*factor*upet(i,j)
end do
end do

The prefactor 2 and the factor-variable ensure correct normalization. Although we
are only interested in the Green’s function, it should be noted that the measurements
of two-particle correlators works by Wick-factorization. A simple example is the Spin-
XX correlator (S7(7)S7(0)), with SF = chcu + CLCZ-T. Setting I’ = 0 for readability,
the correlator factorizes into:

(STWS(0)) = = (e )l () (e, (el 0)) + e, )], (Dey (el (0)))
= — (up0t(j,i) * dnt0(i,j) + dnOt(j,i) * upt0(i,j))

In the program, this translates to:
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7.1 TIME-DEPENDENT MEASUREMENTS IN QUEST

( ([, dtl, T1%tmp)
value2 erties(ISPXX)! es(:, dt2, Ti%tmp)
do i1 = i S ;

do j =

k = Ti%properties(ISPX

valuel(k) = valuei( (upet(j,i)*dnte(i,j) &
+ dn@t(j,i)*upte(i,j))/
value2(k) = value2(k) - (up@t(i,j)*dnte(j,i) &
+ dn@t(i,j)*upte(j,i))/
end do
end do

Now, we take a look at what happens when nOrth # 1. Then, the calculation
of the Green’s function from scratch only occurs for a subset of (I,1')-indices. From
there, in order to obtain the whole time-dependency, the index [ is shifted through all

possibilities via the B-matrices (see Eq.([4.1.29)).

For the extreme case of nOrth = L, only one exact Green’s function is evaluated
at the random time slice used for equal-time measurements. We can keep track of the
index-shifts by printing them every time the Green’s function is computed (i.e. right
before every call of DQMC_TDM1_Compute). The output for L = 20 would be:

north = 20

Number of times in A (tau%nb):
Time indices in A (tau%itau_up):
Values of k and m:

Starting point:
Indices (tau%it_ up,

Indices
Indices
Indices
Indices
Indices
Indices
Indices
Indices
Indices

I I LS S T S T S T S T T Y

Indices

Indices

Indices

Indices

Indices

Indices

Indices 9
Indices g tau%i® _up):
Indices (tau%it_| tau%i®_up):
Indices (tau%it_up, tau%i®_up):

SIS LT L S L S T S T S T 8

The Green’s function at the time slice [,1’ = 2, which was picked randomly, serves as
a starting point, and [ is shifted through all possible values. Choosing nOrth = L/2
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instead of L leads to 2 x 2 = 4 starting points from which indices are shifted. For our
example above, nOrth = 10, and the output reads as:

Starting point (tau%it up, t€ i0_up):
Incrementing tau%it...

Indices (tau%it _up, tau%io _up):
Indices (tau%it_up, tau%io_up):
Indices (tau%it_up, tau%io_up):
Indices (tau%it_up, tau%io_up):
Decrementing tau%it...

Indices (tau%it_up, tau%i®_up):
Indices (tau%it_up, tau%i®_up):
Indices (tau%it_up, tau%i®_up):
Indices (tau%it_up, tau%i®_up):
Indices (tau%it_up, tau%i®_up):

Starting point (tau%it up,
Incrementing tau%it...
Indices (tau%it_up, tau%i®_up):
Indices (tau%it_up, tau%i®_up):
Indices (tau%it_up, tau%i® _up):
Indices (tau%it_up, tau%i® _up):
Decrementing tau%it...
Indices (tau%it_up, tau%i® _up):
Indices (tau%it_up, tau%i® _up):
Indices (tau%it_up, tau%i® _up):
Indices (tau*lt _up, tau%ie® _up):
t_up, tau%ie up).

Starting point (tau%it up, tau%i® up):
Incrementing tau%it...

Indices (tau%it _up, tau%i® _up):
Indices (tau%it up, tau%ie® _up):
Indices (tau%it _up, tau%io_up):
Indices (tau%it _up, tau%io_up):
Decrementing tau%it...

Indices (taumlt _up, tau%ie _up):
Indices %it_up, tau%io _up):
Indices %it_up, tau%io_up):
Indices it_up, tau%io_up):
Indices (tau%it_up, tau%io up)

Starting point (tau%it_up, tau
Incrementing tau%it...

Indices (tau%it_up, tau%i®_up):
Indices (tau%it_up, tau%i®_up):
Indices (tau%it_up, tau%i®_up):
Indices (tau%it_up, tau%i® _up):
Decrementing tau%it...

Indices (tau%it_up, tau%i®_up):
Indices 4

Indices L
Indices t_up, tau%i® _up):
Indices (tau%it_up, tau%i® _up):

This benefit of these groupings it that shifting time indices with the B-matrices is
considerably faster than evaluating all Green’s functions from scratch. Also, the size of
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7.1 TIME-DEPENDENT MEASUREMENTS IN QUEST

the A-matrix is kept low, which saves memory space. It should be noted that, although
this scheme is enough to collect contributions for the final Green’s function, it does
not give the full (,1’)-dependence that we need for the Dual Fermion method unless
nOrth = 1. Only the time index it is shifted through all possibilities through the
subroutine DQMC _change_gtau_time, by passing the arguments TPLUS or TMI-
NUS. However, the subroutine also accepts ZPLUS and ZMINUS as an arguments
for shifting 10, which could be implemented in a later version of our package.
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7.2. Implementations for the Dual-Fermion Approach

In [95], the current version of a FORTRAN-package which was developed in this thesis
is available. Its purpose is to make use of the QUEST library in order to realize the
Dual Fermion Perturbation Theory discussed in Ch.(4.2)) (hence, the naming DFPT)
via the DQMC method. We do not give a full code documentation here, but rather
discuss the relevant parts and give an introduction on how to use it. Furthermore, a
few first results are provided, and necessary future implementations are explained.

7.2.1. Compilation

Compiling the programs can be done simply by running make in the top folder. Before
that, in the Makefile, the compilers (both sequential and MPI) need to be defined:

gfortran
mpifoe

Also, a LAPACK-library (e.g. OpenBLAS [96]), FFTW [97], QUEST and the stan-
dard C++ library need to be specified:

QUEST DIR = (...)
DQMCLIB S(QUEST _DIR)/libdgmc.a

1ibOpenBLAS = (...) /OpenBLAS-©.3.23/libopenblas.a
LAPACKLIB = $S(libOpenBLAS)

CXXLIB = -lstdc++

FFTW_DIR
FFTW_INC
FFTW_LIB

(...) /fftw-3.3.18/build
S(FFTW_DIR)/include/
S(FFTW_DIR)/lib/1ibfftw3.a

After the compilation, two binaries (build_ref and dfpt_mpi), which are explained
in the following subchapters, can be found in the bin-folder.
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7.2.2. Building the Reference System

The first step for realizing the Dual Fermion method is to obtain the Green’s func-
tion of the system which we choose as a reference (denoted by small g in Ch.(4.2)).
This can already be done with the standard ggeom-program of QUEST. Indeed, the
program build_ref which we provide is just a simplified version. More specifically,
the time-dependent measurements are done with the DFPT_Meas_Ref_G instead of
DQMC_TDM1 _Meas:

call ran®(1, randn, Hub%seed)
slice = ceiling(randn(1)*Hu
write(*,'(a,316)') ' Meas

if (comp_tdm > 0) then

call DQMC_Gtau_LoadA(tau, TAU_UP, slice, Hub%G_up%sgn)
call DQMC_Gtau_LoadA(tau, TAU_DN, slice, Hub%G_dn%sgn)

call DQMC_Hub_FullMeas(Hub, tau%nnb, tau%A_up, tau%A_dn, tau%sgnup, tau%sgndn)

call DFPT_Meas_Ref G(tm, tau)
else if (comp_tdm == ©) then

call DQMC_Hub_Meas(Hub, slice)
endif

The only difference is that DFPT_Meas_Ref_G computes the Green’s function
only, while DQMC_TDM1_Meas also (unnecessarily) measures all other time de-
pendent properties. An additional call to DFPT _Print_Ref_G saves the Green’s
function (Spin-Up, Spin-Down and the average) in the format used afterwards into
the files GF_up_ref.txt, GF_dn_ref.txt and GF_av_ref.txt. For the purpose of
sanity checking between the first and second run, a few simulation parameters are also
saved in ref_params.txt. Aside from this, the program is only a faster version of
ggeom and has exactly the same usage (we refer here to the original documentation),
and the standard outputs are also kept for debugging purposes.
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7.2.3. Second Run - Perturbation Theory

After an initial build_ref-run with the desired parameters, the dfpt_mpi-program
reads in the generated reference Green’s functions and perturbation and does a second
QMC run with the aim of obtaining the (k- and frequency-dependent) first-order dual
self-energy M) (k, iwy,).

The perturbation (u,t’) can be set in the file pert_params.txt which, together
with the reference Green’s functions, should be in the folder where the program is run:

Figure 7.2.1: Input file pert_params.txt for the dfpt_mpi-program.

We will first discuss the following part in the initialization block:

call build_FT_matrix(F1,F2,r_vecs,k_vecs,N)

num_d = tm¥%properties(!)%nclass
allocate(ref_GF_d_tau(num_d, o:L-1, 3))
call DFPT_Read_Ref_G(tm, ref_GF_d_tau)

allocate(ref_GF_1ij_tau(N,N,0:L-1,3))
call DFPT_Extend_Ref G_ij(ref_GF_d_tau,ref_GF_ij_tau,tm)

allocate(ref_GF_Tull(N*L,N*L))
call DFPT_Extend_Ref G_ttp(ref_GF_ij_tau,tm,ref_GF_full)

allocate(GF_up_full(N*L,N*L))
allocate(GF_dn_full(N*L,N*L))
GF_up_full = ZERO
GF_dn_full = ZERO

allocate(mk(N*L))
call DFPT_minusk(mk, N, L)

allocate(ref GF kkp tau(N,N,0:L-1,2))
call GF_R_to_K(ref_ GF_ij_tau,ref_ GF_kkp_tau,F1,F2,L)

Figure 7.2.2: Initialization block in dfpt_mpi.F90.

DFPT Read Ref G reads in the reference Green’s functions g4(7), which are
saved depending on distinct distances d = |R; — R;|. For example, on a periodic

4x4 lattice, only six distinct d exist. Using the translational invariance of g, the full
9ij(7) is obtained through DFPT_Extend_Ref_G_ij, which makes use of the fact
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that QUEST already has a matrix d(i,j) which gives the correct index for each pair
of lattice sites:

T1%L
Ti1%properties(1)%n

do it = 6, L-

do ii = 1, N
do jj = 1, N

D = Ti%properties(1)%D(ii,jj)
ref_CIF_-i-j(i-.i-JjjJ.i'tJ ) ref_C'FCDJ.i‘tJ )
ref_GF_ij(ii,jj,it,2) = ref_GF(D,it,2)
ref_GF_ij(ii,jj,it,?) = ref_GF(D,it,?)

end do
end do

end do

Figure 7.2.3: Snippet  from  the subroutine DFPT Extend Ref G_ij in
dfpt_tools.f90.

Afterwards, with the subroutine DFPT _Extend_Ref_G_ttp, the fermionic sym-
metry in the imaginary time is used to obtain the full g;;(l,1’) from g;;(7), where (I,1")
are time slices within the discretization of the DQMC algorithm. With N lattice sites
and L time slices, g;;(1,1') is saved as a two-dimensional array with the dimension
(N x L, N x L) where the two indices (i,[) correspond to one combined index i +1- N:
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m%properties(1)%n
miL
V = N*L
allocate(gtmp(-L+1:L-1))

do i1 =1, N
do i2 =1, N
do 1L = @, L-
gtmp(iL) = ref_GF_ij(i1,i2,iL,1)
end do

do iL = 1, L-
gtmp(-1iL) = - gtmp(L-iL)
end do

do iL1 = o, L-
jks = i1 + il1 * N
do iL2 = o, L-
iks = 12 + iL2 * N
ref_GF_full(iks,jks) = - gtmp(iL2 - 1iL1)

end do

end do

end do
end do

Figure 7.2.4: Snippet  from the subroutine DFPT_Extend Ref G_ttp in
dfpt_tools.f90.

For later use, the program also obtains g,/ (7) through spatial Fourier transform in
GF_R_to_K. With these ingredients collected, and after reading in the perturbation
parameters, the next important step is to build the bare dual Green’s function G°
in k = (k,iwy,)-space. In order to avoid divisions by very small numbers or zero, we

rewrite Eq.(4.2.20):
~ — -1 - ~ il
G = (tkl —gr) =t (1—1tkgr)
In (k,iw,)-space in a periodic system, the perturbation matrix #; (assuming hoppings

and shifts in the chemical potential as the perturbation) can be expressed generally
as the difference in perturbed and unperturbed dispersions (el and ey, respectively).

Eq.(4.2.6) then reads as:
t = Go H(k,iwn) — Gy (K, iwn) = (iwy — e0) — (iwn — ) = ) — €l (7.2.1)

For the periodic square lattice, with (¢, 1) as the perturbation, we use the dispersion

evaluated in Eq.(2.4.10])) and obtain:
tx = —p — 4t cos(ky) cos(ky)

With these considerations in mind, G (iw,) is built by calling the DFPT_build_dual GoO-
subroutine:
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Figure 7.2.5:

Figure 7.2.6:

90

write(*,' (A2
do kk = 1, N

ref_GF_av(:) = ref_GF_kkp_tau(kk,kk,:,1)

do 11 = @, L-
ctaudata(ll+1) = -
end do

ref_GF_av(1ll)

call nfourier(ctaudata,comdata,”,L,Nom,dtau)

do iom = ©, Nom
gkwa(kk,iom) = comdata(iom)

end do

end do

Snippet 1 from the subroutine DFPT _build_dual GO
dfpt_tools.f90: Transformation of gy (7) to g (iwy).

do kk = 1, N

tdk(kk) = - mu -
do iom = @, Nom
Gkwdf(kk,iom) = tdk(kk) / ( ONE

* tp * cos(k _vecs(kk,1)) * cos(k vecs(kk,2))
- gkwo(kk,iom) * tdk(kk) )

end do
end do

dual GB(:,:) = Gkwdf(:,:)

do kk = 1, N

do 11 = 0, Lf2 -
idx = kk + 1L * N
dual_GO_full(idx) =
end do

dual_Ge(kk,11)

do 11 = L/2, L-
idx = kk + 1L * N
dual_GO_full(idx)
end do
end do

-1 ))

conjg(dual_ce(kk, L-

Snippet 2 from the subroutine DFPT _build_dual GO

dfpt_tools.f90:
for a periodic square lattice.

n

n

Building the bare dual Green’s function G (iw,)
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First, the subroutine obtains gx(iw,) through the nfourier-function, which uses a
natural spline interpolation and an analytical expression of the integral in Eq.
to get the transformation 7 — iw,. Afterwards, G{(iw,) is built with the same
(N x L)-indexing as the reference Green’s function.

Now, the loops with the Monte Carlo sweeps start as usual, with the difference that
instead of either DQMC_TDM1_Meas or DFPT_Meas_Ref_G, another subrou-
tine names DFPT_Meas_Dual_Sigma is called:

call ran@(1, randn, Hub%seed)
slice = ceiling(randn(1)*Hub%L)
if (mpi_rank .eq. master) then
write(*,'(A,316)') ' Measurement Sweep, bin, iter, slice : ', ii, jj, slice
end if

if (comp_tdm > ©) then

call DQMC_Gtau_LoadA(tau, TAU_UP, slice, Hub%G_up%sgn)
call DQMC_Gtau_LoadA(tau, TAU_DN, slice, Hub%G_dn%sgn)

call DQMC_Hub_FullMeas(Hub, tau%nnb, tau%A_up, tau%A_dn, tau%sgnup, tau%sgndn)

call DFPT_Meas_Dual_sSigma(tm, tau, mk, ref_GF_full, dual_ce_full, GF_up_full, GF_dn_full, sdual)

else if (comp_tdm == ©) then
write(*,*) "TDM parameter is zero! Stopping program
stop

endif

Figure 7.2.7: Inside the Monte Carlo loop in dfpt_mpi.f90.

As the name suggests, DFPT_Meas_Dual _Sigma obtains the dual self-energy
3 (k, iwy) for each measurement step in the loop. For now, the subroutine works only
for the input parameter nOrth = 1, which means that in each measurement step, the
full g;;(1,1") is obtained from scratch. g;;(l,!’) is then obtained by substracting the
reference g. The double loop over time indices then looks like:
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s L-

mod(i0+idt-1,L) +

0 -
(it -

) * dtau
) * dtau

exp( XL * (taue+taul) * ONEPI / Beta ) * dtau * dtau

call DQMC_Gtau_DumpA(tau, TAU_UP, it, i@)

if (tau%comp_dn .or. .not.tau%neg u) &
call DQMC_Gtau_DumpA(tau, TAU DN, it, i@)

) *N

N
jks = 12 + (10 - 1)

GF_up_full(iks, jks) - zf * ( upte(i1,i2) + ref_GF_full(iks, jks) )
GF_dn_full(iks, jks) - zf * ( dnte(i1,i2) + ref_GF_full(iks, jks) )

end do

end do

end do
end do

call FFT6D(T1, tau,

Figure 7.2.8: Snippet 1

V, GF_up_full, GF_dn_full)

from the subroutine DFPT_Meas_Dual_Sigma in

dfpt_tools.f90: Measurement of g;;(l,!') and Fourier transform.
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We already add the prefactor zf = expl[i(ro + 71)7/B](AT)? here to ensure correct
normalization. FFT6D performs the Fourier transform from g;;(1,1") to gy (iwn, iw},)
which, for a two-dimensional lattice, is a six-dimensional transformation. The FFTW
library offers a general, multidimensional complex Fourier transform, which we access
in the following way:

subroutine FFT6D(T1, tau, Vv, GF_up_full, GF_dn_full)

use, intrinsic :: iso_c_binding
implicit none

include 'fftw3.fo3'

type(C_PTR) :: plan

type(TDM1), intent(in)
type(Gtau), intent(in)

N, L, V, Nx
NN(5), Ndim
p) :: GF_up_full(v,v), GF_dn_full(v,v)

u%L
Ti1%properties(1)%n
NINT( sqrt(real(N)) )

Nx
Nx
L
Nx
Nx
L

NN( 1)
NN( )
NN( 2)
NN( <)
)
)

NN(
NN(

call dfftw_plan_dft(plan,ndim,nn,GF_up_full , GF_up_full,'FFTW_FORWARD','FFTW_ESTIMATE')
call dfftw_execute_dft(plan, GF _up_full , GF_up_full)

call dfftw_execute_dft(plan, GF_dn_full , GF_dn_full)

call dfftw_destroy_plan(plan)

end subroutine FFT6D

Figure 7.2.9: Subroutine FFT6D in dfpt_tools.f90: Interface to the FFTW-library.

Once Gy (iwn, iw),) is available, we can evaluate the first-order dual self-energy
according to Eq.(4.2.23)) (again, with the combined index k = (k,iwy,)):

st (=1) T e S )
Xy, = Natc (BN)? ZZ [gkkgk’k’ *+ Ik — gkk’gk/k] Gl
¢ {s} W
For the paramagnetic case, the evaluation can be simplified by evaluating the Hartree-
and Fock-part separately. We define H (= const.) and F}, (k-dependent) as:

H=>)_ (gg%/ + ?Ji'k/) G (7.2.2)
k/
Fi=) (ggk,gg% + !?ikf!?i/k) Gy (7.2.3)
k./
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Then, the spin-averaged self-energy reads as:

5 = vy 3 (3 +3t) - H - B (7.2.4)

In the code, this corresponds to:

Hc = dcmplx(

v

sk = demplx( 5 )
Hc = Hc + ( GF_up_full(kl,km1) + GF_dn_full(k1,km1) ) * dual_Go_full(k1l)

do kz = 1, V
mk(k2)
+ ( GF_up_full(kl,km2) * GF_up_full(k2,km1) &
& + GF_dn_full(k1,km2) * GF_dn_full(k2,km1) ) * dual_ce full(k2)

k(k1)
( GF_up_full(k1,km1) + GF_dn_full(ki,km1) ) * Hc - Eq(k1)

sdual(k1l) = Sdual(k1) - Sd * sgnup*sgndn / / (beta * N)**

Figure 7.2.10: Snippet 2 from the subroutine DFPT_Meas_Dual _Sigma in
dfpt_tools.f90: Evaluation of i,(gl)

After finishing the Monte Carlo loop, the result is normalized by the number of mea-
surement sweeps and MPI processes used. The first MPI rank then calls DFPT_Get_Lattice_G
to obtain the actual lattice Green’s function from the dual self-energy, and saves it for
all k-points via the subroutine DFPT_Write_Lattice_G:

if (mpi_rank .eq. master) then
Sdual(:) = SdualMPI(:) / nMeas [ mpi_size
allocate(lattG(N*L))

lattG = ZERD
call DFPT_Get_Lattice_G(tp,mu,N,L,k_vecs,ref GF_kkp_tau,Sdual,Nom,tm%dtau,lattc)

call DFPT_Write_Lattice_G(N,L,lattG)
end if

Figure 7.2.11: After the Monte Carlo loop in dfpt_mpi.f90: Obtain the lattice Green’s
function and save the results.

Inside DFPT _Get_Lattice_G, we can see how Eq.(4.2.24]) translates into the code:
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do kk = 1, N

tdk(kk) = - mu - * tp

do 11 = o, L/2 -
idx = kk + 11 * N
greftmp(idx) = gkwe(kk,1l)

lattG(idx) = ( ( greftmp(idx) + Sdual(idx) )**

end do

do 11 = L/2, L-
idx = kk + 11 * N
greftmp(idx) = conjg(gkwe(kk, L-1-11 ))

lattG(idx) = ( ( greftmp(idx) + Sdual(idx) )**(

end do
end do

* cos(k_vecs(kk,1)) *

cos(k_vecs(kk,2))

) - tdk(kk) )**(

) - tdk(kk) )**(

Figure 7.2.12: Snippet from DFPT_Get_Lattice_G in dfpt_tools.f90: Evaluation

of G} from the reference Green’s function and ik .

(1)
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7.2.4. Parallelization

The dfpt_mpi-program is compiled by the MPI-compiler defined in the top Makefile,
and can thus be run through the mpirun-command. Since we are only interested in
taking as many independent measurements as possible, the parallelization becomes
trivial, and the independent MPI ranks do not need complicated communication.

After the variable declarations in dfpt_mpi.f90, the MPI initialization block follows:

call MPI_INIT(ierr)
if (lerr .me. MPI_SUCCESS) then
write(*,*) '"MPI_INIT returned an
call MPI_ABORT(MPI_COMM_WORLD, rc, ierr)

end if

call MPI_COMM_RANK(MPI_COMM_WORLD,mpi_rank,ierr)
call MPI_COMM_SIZE(MPI_COMM_WORLD,mpi_size,ierr)
master =

Figure 7.2.13: MPI Initialization block in dfpt_mpi.f90.

After the basic initializations, we give a new seed for random number generation to

each process:

call MPI_BARRIER(MPI_COMM_WORLD,ierr)

Hub%seed = Hub%seed + mpi_rank
Hub%idum

write(*,*)

write(*,*)

Figure 7.2.14: New seeds for each MPI rank, in dfpt_mpi.f90.

Once all MPI ranks independently finished their Monte Carlo loop, the measured

dual self-energies are collected into one rank:
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write(*,*) "Sweeps ! From Rank: ", mpi_rank
call MPI_BARRIER(MPI_COMM_WORLD,ierr)

call MPI_REDUCE(Sdual, SdualMPI, N*L ,MPI_DOUBLE_COMPLEX, &
& MPI_SUM, master, MPI_COMM_WORLD, ierr)

if (ierr .ne. MPI_SUCCESS) then
write(*,*) 'MPI_REDUCE returned an error.'
end if

call MPI_BARRIER(MPI_COMM_WORLD,ierr)

Figure 7.2.15: Collecting f],gl) in one rank, in dfpt_mpi.f90.

The master rank obtains and saves the lattice Green’s function, and a simple call
to MPI_FINALIZE ends the program.
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7.2.5. Examples

Here, some first results obtained from our code are shown. On a periodic 4x4-lattice,
there are only six distinct k-points for which we show how the first-order approximation
behaves. For all line-plots, the reference system (build_ref-program) was built with
10000 warm-up and 100000 measurement sweeps, while the second run with dfpt_mpi
was done with 10000 warm-up and 250 measurement sweeps with 4 MPI ranks, i.e.
1000 measurement sweeps after warm-up.

For Figs.(7.2.16|[7.2.17), U/t = 5.56 was chosen in order to be able to compare
to [74]. In Fig., where the perturbation is only in u, the average sign of a
direct simulation is still on the scale of ~ 0.5, so exact data can still be obtained
easily for a 4x4 lattice. The comparison shows that, despite only doing a first-order
approximation of the dual self-energy, the change in the Green’s function is captured
very well. Fig. shows a small #-perturbation. What both have in common
is that the imaginary parts of the Green’s function are pushed down at the I'-point
k = (0,0) and the point k = (7/2,0) which is closest to it, while the functions at
the M-point k = (7, 7) and k = (m,7/2) increase through the perturbation. For k =
(r/2,7/2) and k = (7,0), the imaginary part is, aside from the low-frequency region,
barely affected. For the real part, the opposite is true: At the X-point k = (7,0)
and k = (7/2,7/2), the change is the largest, as they obtain a iw,-dependence only
through the perturbation.

With Figs., we provide two more, similar plots for U = 5.6, two
temperatures St = 5,10 and a perturbation both in (u,t") [98]. The effects of the
perturbation are very similar to the previously discussed plots, although the 5t = 10-
case which has twice the number of time-slices gives a better resolution. Additionally,
our results show that there is a strong temperature-dependence for the two k-points
close to the Fermi-surface, i.e. k = (7,0) and (7/2,7/2).

Fig. shows, for a 16x16 periodic square lattice, a result for the spectral
function at the first Matsubara frequency. One can see the formation of a pseudo-
gap at k = (m,0) and the so-called Fermi-arcs at k = (7/2,7/2) which are a generic
feature of the electronic structure in doped cuprates [99]. Direct QMC approaches
are not possible with these parameters due to the severity of the sign problem. After
improving our implementation further, the aim is to study even larger doped systems.
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4x4 Periodic, U/t = 5.56, 5t =5, L = 64
Perturbation: p/t = —1.0, ¢/t =0

R [Gcliwn)] S [Gicliwn)]
0.2 1 —0.051
0.1+ —0.101
0.04
0.4+
0.21
—-0.29, ---= u/t = —1, Exact
\ —— DFPT 1st order
0.01,
0.0
005 1 _02_
k = (r,0 )
0.00 1 (r.9)
—0.41
—0.051
0.0
—-0.29,
—0.41

—0.051

—0.101

—0.151

—0.051
—0.11 k = (m,m)

i ~0.107]

—0.24 : : : :

0 10 2 30
n n

Figure 7.2.16: Green’s functions Gx/(iw,) for a periodic 4x4 lattice. The perturbation
is u/t = —1, which corresponds to ~ 5 percent hole doping.
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4x4 Periodic , U/t = 5.56, ft = 5, L = 64
Perturbation: p/t =0, ¢/t = —0.1

R [Gx(iw,)]

0.2

~0.051
0.1 k=(0,0)

~0.101

0.04,
~0.051

0.2
~0.101

0.1
—0.15

0.01

0.00-
_01 .
_02.

~0.051 \
—0.3%
0.0000 =
_01 .
~0.0025 1 k=(5,1)

_02.

—0.0050 1

0.0
—0.051

—0.11
~0.10-

0.2
) ~0.151
—0.05
~0.101
0 10 20 30 '

n n

Figure 7.2.17: Green’s functions G (iw,) for a periodic 4x4 lattice. The perturbation
is ¢/t = —0.1.
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4x4 Periodic , U/t = 5.6, 0t =5, L = 64
Perturbation: u/t = —0.9, t'/t = —0.3
R [Gy(iw,)] S Gy liw,)]

0.2 1

0.04,

0.41

0.2 1

0.04,

0.001 —0.11
—0.21

~0.011
—0.31

—0.29,

—0.41

—0.051

—0.101

—0.151

—0.051

—0.101

Figure 7.2.18: Green’s functions Gk(iwy,) for a periodic 4x4 lattice, at St = 5. The
perturbation is (u/t = —0.9,t'/t = —0.3).
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4x4 Periodic ,U/t = 5.6, 5t = 10, L = 128
Perturbation: p/t = —0.9, t'/t = —0.3
§R [Gk(iwn” % [Gk(iwn)]

0.4

0.21 —0.11

- tp=0
—— DFPT 1st order

0.01, —0.24,
0.41
0.21
0.01,
0.000 1],
—0.0251 —0.2
—034,
0.4
0.2 —0.211
0.0
: —044,
—0.051
~0.10
—0.151
~0.051
~0.10
n n

Figure 7.2.19: Green’s functions Gx(iw,) for a periodic 4x4 lattice, at St = 10. The
perturbation is (u/t = —0.9,t'/t = —0.3).
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16x16 Periodic, U/t = 5.6, 5t =5, L = 64
W/t =—145, '/t = —0.3

Ag(iwg) = —%% (G (iwp)]
0.25
0.20
0.15
0.10
0.05
T 0 T
Ky

Figure 7.2.20: Imaginary part of the Green’s function on the first Matsubara frequency
in a doped 16x16 Hubbard model at ~ 15% hole doping.
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7.3. Open Problems

While the program in its current stage is already sufficient to obtain data on a square
lattice, there is a large room for improvement and further implementations.

For example, as shown in the explanations of the code, the dispersion of the square
lattice has been put manually at the points where the perturbation matrix ¢ has been
built. In order to deal with general lattices, ¢ should be built in a general fashion
through QUEST-internal parameters. The subroutine DQMC_Gtau_GetGO in the
DQMC_Gtau-module could be used to obtain the non-interacting Green’s functions
with and without the perturbation, and ¢ could be obtained through the definition
t=G,' -G

Furthermore, dfpt_mpi currently only works with the input parameter nOrth = 1,
which means that after each Monte Carlo sweep, the full Green’s function g;;(l,1")
for all pairs of time slices (I,1’) is calculated from scratch. While this provides good
accuracy and a working example, one could probably achieve a significant increase
in speed by allowing nOrth # 1. As explained earlier, this leads to the Green’s
function being built from scratch only for a few, specific (1,1’). In the unaltered QUEST
program, one of the time slice indices is shifted through all possibilities through the
subroutine DQMC _change_gtau_time with the arguments TPLUS and TMINUS.
Since the subroutine also accepts ZPLUS and ZMINUS as arguments, which shift
the other time-index, one could come up with an efficient scheme to obtain the full
matrix g;;(1,1") only from a few, exact Green’s functions.

104



8 CONCLUSIONS AND FUTURE OUTLOOK

8. Conclusions and Future Outlook

In this thesis, three projects have been presented. They all share the aim of improv-
ing Hubbard-type modelling of strongly correlated electron systems, which becomes
increasingly more complex with the emergence of novel, two-dimensional quantum
materials that require an accurate description.

In the first project, through the Peierls-Feynman-Bogoliubov variational principle,
an approach has been developed which allows the description of an extended Hubbard
model including nonlocal exchange interactions. The basis is a Hubbard model with
an effective local interaction and a broken spin-symmetry. Merit and demerit are dis-
cussed, and it was shown that the method captures important transitions in magnetic
correlation functions more accurately than standard mean-field methods. Specifically,
on a square lattice, a continuous transition of the sign of nearest-neighbor spin-spin
correlators is predicted, while a standard Hartree-Fock approach wrongly predicts a
first-order phase transition.

The second work discusses spatial charge correlations and screening in the doped
Hubbard model on a square lattice. The measurement of complicated four-particle
correlators has been implemented into a Monte Carlo scheme, and it was shown how
doubly-occupied and empty sites are distributed spatially. Surprisingly, the findings
show that in the doped case, empty and doubly-occupied sites tend to stick together.
Data from Exact Diagonalization implies that this finding holds for the strong-coupling
case, although a binding of holes is the common expectation. Together with additional
Dynamical Cluster calculations, the available data was also used to obtain information
about the doped extended Hubbard model with nonlocal repulsion. Through the
variational scheme, we find an effective, purely local Hubbard interaction, and thus
discuss how the nonlocal terms effectively lead to screening of the local one. Hole-
doping the system away from half-filling leads to an increase of the screening, which
reduces the interaction strength. This doping-dependence should be taken into account
when attempting to downfold a complex structure onto a Hubbard-type model.

The last project is a contribution towards the solution of the long-standing sign
problem which prohibits Monte Carlo simulation of Hubbard-like and other models
in many interesting parameter spaces, especially the areas where superconductivity
is suspected. To that end, a dual-fermion method which allows for arbitrary choices
of reference systems from where a perturbation is developed has been implemented
through a Determinantal Quantum Monte Carlo code (QUEST). A few Green’s func-
tions which would be difficult to obtain through direct approaches are shown. While
the current version of the code is restricted to periodic square lattice and a (¢, u)-
perturbation, possible ways of generalizing and optimizations are discussed.

With the new approaches presented in this thesis, the aim for the future is that,
by including nonlocal interactions and circumventing the Monte Carlo sign problem,
calculations which are currently not feasible become possible both for multi-band
models and a wide range of geometries. This could lead to accurate descriptions
of many highly complex materials.
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F. List of changes/Liste der Anderungen

Abseits der nicht explizit aufgelisteten Korrekturen von kleineren Rechtschreib- und
Grammatikfehlern wurden folgende, redaktionelle Anderungen/Korrekturen im Ver-
gleich zur bewerteten Version dieser Arbeit vorgenommen:

e Hinzufiigen dieser Seite
e Aktualisierung des Frontblattes: Disputationsdatum und Priifungskommission

e Seite 103, Fig.(7.2.20): Korrektur des Labels von ”4x4 Periodic” zu ”16x16
Periodic”

e Erginzung des fehlenden arXiV-Links in Referenz [38]
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