Pre prints.org

Article Not peer-reviewed version

One- and Two-Particle Correlation
Functions in the Cluster Perturbation
Theory for Cuprates

Valerii I. KuzZmin, Sergey V. Nikolaev , Maxim M. Korshunov *, Sergey G. Ovchinnikov

Posted Date: 4 May 2023
doi: 10.20944/preprints202305.0212.v1

Keywords: Strong electronic correlations; Cuprates; Hubbard model; Cluster perturbation theory

E E Preprints.org is a free multidiscipline platform providing preprint service that
is dedicated to making early versions of research outputs permanently
available and citable. Preprints posted at Preprints.org appear in Web of
Science, Crossref, Google Scholar, Scilit, Europe PMC.

Copyright: This is an open access article distributed under the Creative Commons
Attribution License which permits unrestricted use, distribution, and reproduction in any
medium, provided the original work is properly cited.



https://sciprofiles.com/profile/2958980
https://sciprofiles.com/profile/358641
https://sciprofiles.com/profile/822105

Preprints (www.preprints.org) | NOT PEER-REVIEWED | Posted: 4 May 2023 d0i:10.20944/preprints202305.0212.v1

Disclaimer/Publisher’'s Note: The statements, opinions, and data contained in all publications are solely those of the individual author(s) and
contributor(s) and not of MDPI and/or the editor(s). MDPI and/or the editor(s) disclaim responsibility for any injury to people or property resulting
from any ideas, methods, instructions, or products referred to in the content.

Article
One- and Two-Particle Correlation Functions in the
Cluster Perturbation Theory for Cuprates

V.I. Kuz’min 1@, S.V. Nikolaev 22, M.M. Korshunov **®, and S.G. Ovchinnikov 1

1 Kirensky Institute of Physics, Federal Research Center KSC SB RAS, Akademgorodok, 660036, Krasnoyarsk,
Russia

Siberian Federal University, Svobodny Prospect 79, 660041 Krasnoyarsk, Russia

*  Correspondence: mkor@iph.krasn.ru

Abstract: Physics of high-T. superconducting cuprates is obscured by the effect of strong electronic
correlations. One way to overcome the problem is to seek for an exact solution at least within the small
cluster and expand it to the whole crystal. Such an approach is in the heart of the cluster perturbation
theory (CPT). Here we develop CPT for the dynamic spin and charge susceptibilities (spin-CPT
and charge-CPT), within which the correlation effects are explicitly taken into account by the exact
diagonalization. We apply spin-CPT and charge-CPT to the effective two-band Hubbard model for the
cuprates obtained from the three-band Emery model and calculate one- and two-particle correlation
functions, namely, spectral function and spin and charge susceptibilities. Doping dependence of
the spin susceptibility was studied within spin-CPT and CPT-RPA that is the CPT generalization
of the random phase approximation (RPA). Both methods produce the low energy response at
four incommensurate wave vectors in qualitative agreement to the results of the inelastic neutron
scattering on overdoped cuprates.
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1. Introduction

Electronic and magnetic subsystems of a correlated material are strongly coupled. Classic
example is the cuprate high-T, superconductors, whose phase diagram contains antiferromagnetic
(AFM), metallic, charge-density wave, and pseudogap states. Undoped cuprates corresponding
to the half-filled system is the AFM insulator. In this case the spin dynamics corresponds to the
excitations of magnons and could be described by the linear spin-wave theory. The physics, however,
becomes more complicated once the holes are doped into the system. Holes are delocalized and
the AFM long-range order quickly disappears opening the way for the new cooperative phases to
arise. Recent resonant inelastic X-ray scattering (RIXS) reveal magnon-like excitations in cuprates
over a wide doping range from underdoped to heavily overdoped systems [1-4]. Moreover, the
momentum-dependent charge excitations are observed in RIXS in the pseudogap phase of cuprates [5].
Spin and charge dynamics is coupled to the doping-dependent changes of the electronic structure
observed in angle-resolved photoemission spectroscopy (ARPES) [6]. While electronic excitations
can be described by the one-particle Green’s functions, calculation of the magnetic and charge
excitations rely on the two-particle response functions. Two-particle correlation functions provide
important information about ordered phases of a strongly correlated system. On the experimental side,
inelastic neutron scattering allows to observe the dynamical spin susceptibility, two-particle spin-spin
correlation function, directly [7-13].

Cluster perturbation theory (CPT) is a straightforward way of calculating the one-particle
correlation function, i.e. the spectral function [14,15]. Latter can be directly compared to ARPES
data. CPT is one of a number of quantum cluster theories [16], also, it is the most economical
cluster method in terms of the necessary computation power. In CPT, the first step is the exact
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diagonalization (ED) of a small cluster. Therefore, the short-range correlations are treated exactly. At
the second step, the intercluster interactions are included according to some kind of a perturbation
theory. There have been few attempts to expand the CPT for the calculation of two-particle correlation
functions. The authors of Ref. [17] used the variational cluster approximation (modified CPT by a
self-consistent procedure) to solve the Bethe-Salpeter equation for a two-dimensional Hubbard model.
In Ref. [18], the spin susceptibility is calculated within the determinant quantum Monte Carlo method
and CPT for the one-band Hubbard model. The authors of Ref. [19] extended the CPT to compute
the two-particle correlation functions by approximately solving the Bethe-Salpeter equation for the
one-band one-dimensional Hubbard model.

Cuprates have a quasi-two-dimensional structure and the conductivity is provided by the electrons
in the copper-oxygen plane. This was the reason for intensive studies of two-dimensional models
and, in particular, effective low-energy Hubbard model as a simple one yet retaining essential physics.
However, a detailed study of the electronic and magnetic properties of cuprates requires a more realistic
model such as the three-band Emery model that includes both Cu-d,>_,» and O-pyy orbitals [20].

Here we develop the CPT for the dynamical spin susceptibility, the approach we call spin-CPT.
It is based on an explicit calculation of correlation functions by the exact diagonalization with a
subsequent extraction of the lattice two-particle spectral function in the CPT-like manner similar
to Refs. [18,21,22]. Then we apply spin-CPT to the two-dimensional model of cuprates — effective
Hubbard model for CuO plane based on the Emery model. We compare the results of the spin-CPT
and the CPT-RPA approach [19,23]. The latter is a straightforward generalization of the random phase
approximation (RPA), where the bare electron Green’s functions forming the electron-hole bubble are
replaced by the ones obtained within CPT. We show that spin-CPT produces the low-energy response
at four incommensurate wave vectors that qualitatively agrees with the results of the inelastic neutron
scattering on overdoped cuprates. Also, it allows to obtain a spectral intensity distribution resembling
the upper branch of an experimentally observed hourglass dispersion in a wide doping range.

This paper is organized as follows. In Section 2 we discuss the model and approximations used
for the study. In Section 3 the main results are presented. In Section 4 the results are discussed. In
Section 5 the concluding remarks are given.

2. Model and methods

2.1. Model

The Hamiltonian of the Emery model [20] describes the copper d.>_,» and oxygen pyy orbitals,

d d .d d
Hyy = stnia + Zspn]’; + AUy Z”iT”ii + AU Zn%nﬁ + AVp4 Z n n]’.]
i,o jo i j (i,j)
P; P,
+ b X (0 (dhp+He )+t Y (<1 (phpye+He), (1)

(ij)e (G

where i denotes copper sites, j denotes oxygen sites, 7;;), is the number operator of holes on a site
i(j) with spin o, ni(jy = Nij)r + 1)), Pij and P]{j, are phase factors, and d,, (pjg) destroys a hole with
spinconad,_ 2 (pyy)) orbital and site i (j). The Coulomb interaction normalization constant A is
introduced for convenience to be able to vary the interaction strength.

The following hopping parameters are used (here and below all energies are in eV): t,; = 1.36,
tpp = 0.86. These are the hopping integrals of multiband p — d model calculated for La,CuOy [24] by
projecting [25] the ab initio local density approximation electronic structure onto the Wannier function
basis. The Coulomb parameters used here are Uy = 9, U, = 4, and V)3 = 1.5. The charge-transfer
energy parameter is taken to have a typical value, ¢, = 3.6 [26]. The one-electron energy of the copper
d-orbital is set to zero, e; = 0.
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Since CPT has a cluster at it’s heart, choice of it is important. In a CuO plane, one can naturally
distinguish a single element consisting of a copper ion surrounded by four oxygens. Oxygen, however,
belongs to the two neighboring cells. To overcome this difficulty, we use the canonical fermions
of Shastry [27] as done in Refs. [28-35], thereby orthogonalizing py , orbitals and ending up with a
representation of a square lattice of orthogonal CuOj cells,

H =) lZean‘j‘cg — 2 papoo (d}abﬂ, + b}gdfg) + fz‘/\u‘*”%”jﬁi + ) /\Va/gn‘}n?

s L fa<p
+ ; =2t pattsg (@obgs + bodgr ) +2tppvpe (aogs = bobs )
f#80
= 2tppXfe (a}abga + b}aag(f)] + Hiyy, 2)

where f indexes a cell position (site), g, is a one-electron energy for an orbital index a, which takes
values {a,b,d}, where d is the copper orbital and a and b are the cell oxygen orbitals with the energies
€q = €p + 2tppvpo and €, = €, — 2tppvg0. The operator d fo annihilates a hole with spin ¢ on a copper
orbital on a site f, operators a;, (by,) annihilate a hole with spin ¢ on an oxygen orbital a (b) on
a site f, njfg are the number operators, n% = n%, 4+ n% . The Wannier coefficients y, v and x and
other constants relating parameters of Equations (1) and (2) are the same as in Refs. [31,33-35]. In
particular, the effective Coulomb interactions and the original ones are related as U, = U, ~ 0.21 Up,
Vag = Voa = 0.91Vyy, Uy = 0.17Up. Finally, Hi, includes all non-local interaction terms including
three-site and four-site ones, which do not have a significant influence on the results obtained using
Equation (2), and it is omitted hereafter.

Such a cell representation is especially useful when one is interested in the low-energy properties.
Since only b orbitals are directly connected by the hopping processes with d orbitals, they should have
a negligible effect on the low-energy part of the electronic structure. On the other hand, at high doping
a orbitals might become important [29]. In Figure 1, the comparison of the spectral functions obtained
with and without the a orbital is shown for the overdoped case with doping p = 0.25 using a 2 x 2
cluster consisting of four orthogonal cells. The distinguishable difference is seen only 2 eV below
the Fermi level within the bands dominated by the oxygen spectral weight [36]. Since the needed
computational power rises with the number of possible states that increase with the number of orbitals
considered, we can increase the cluster size once we remove one of the orbitals. Thus, in the main part
of the paper we omit the a orbitals. This allows us to extend the cluster size within CPT tobe a3 x 3
consisting of nine orthogonal cells with the moderate computational effort.

1.5

0.5

0

(0,0) (,0) (m,m) (0,0)(0,0) (,0) (m,m) (0,0)
Figure 1. The electronic spectral function calculated within CPT using a 2 x 2 cluster for the
Hamiltonian (2) including (a) and excluding (b) the a orbital. A Lorentzian broadening 7 = 0.1
is used here and below.
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2.2. Methods

The central object we are going to calculate is the transverse part of the dynamical spin
susceptibility Xp,45(q, 2). It can be defined as an analytical continuation of the Matsubara two-particle
spin-spin correlation function

1/T
X“ﬂ’“/ﬁ/(q,ia}n) = / dTeiw"T <T-(S;_a/(q/ T)S;/ﬁ(_qlo)> . 3)
0

where ST, and SE/ p are the spin raising and lowering operators, q is the wave vector, w;, is the
Matsubara frequency, a, B, &/, p’ are the orbital indices, T is the ordering operator over Matsubara
(imaginary) time 7, and T is the temperature in the energy units. Averaging is done with the fully
interacting Hamiltonian. By using the Wick’s theorem, one can obtain the zeroth order approximation
for the spin susceptibility in terms of the one-particle Green’s function G, (p,iwm) for an electron
with the spin o,

ngﬁ),a,ﬁ/(q, iwy)=-T Z G,Xm(p, iwm)Ga/ﬁli(P + q,iwy + iwy). 4)
Wm/P
Analytical continuation iw;, — ) + iy includes positive infinitesimal parameter 7 that can be used to
introduce a Lorentzian broadening in the course of the numerical calculations. Since we consider the
paramagnetic phase, the spin index will be omitted.
The physical spin susceptibility is calculated on real frequencies () as the sum over all orbital
indices coinciding at vertices,

1
X(q/ Q) = 2 ZXM,/S/S(CL Q) ®)
wp

Analogously to the spin correlation function (3), the charge correlation function is defined as

1/T
Hzxﬁ,tx’ﬁ/(q' iwy) = / dre T <TTpoux/<qr T)Pﬁ’ﬁ(_q/0>> . (6)
0

where p,, is the particle density operator. The physical charge susceptibility on real frequencies €2 is
calculated as

1
H(q/ Q) = 2 Zﬁnaa,ﬁﬁ(q/ Q) @)

221.CPT

Electronic structure of the two-band model is studied within CPT that is discussed in details in
Refs. [14,15]. There are two steps in this approach. First one is the exact solution for the small cluster
usually achieved by the exact diagonalization of the model Hamiltonian. Thus, the lattice is partitioned
into a superlattice of clusters with a new translational order of an artificial origin. Second step is the
reconstruction of the whole lattice by adding intercluster interactions that is done in a perturbative
manner.

For the Hamiltonian (2), we calculate the electronic spectral function

1 .
Agp(k,w) = —%ImGM(k,w +in), 8)
where Gaﬁ(k/ w) is the electronic Green’s function on the real frequencies w, k is a wave vector, «

and B are the orbital indices, and 7 — 0. Trace of (8) gives the total (physical) spectral function
Ak,w) = Y Awa(q,w). CPT allows to calculate A(k,w) within a small cluster and an arbitrary
o
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momentum resolution; it is also characterized by a fast convergence of results with increasing cluster

size [37]. Here, the intracluster interactions are taken into account by means of ED of a cluster with

open boundary conditions using the Lanczos method, while the intercluster hoppings are treated

perturbatively. This approach allows to include the short-range (intracluster) correlations explicitly.

The calculations are done at zero temperature using a square cluster consisting of nine cells (sites).
The main CPT equation is

Gk w) ' = (w) ! = T(k), ©)

where all square matrices have dimension L x N, L is the number of orbitals that’s in our case equal
to two, N, is the number of sites within the cluster, k is a wave vector defined within the cluster
Brillouin zone, w is a frequency, G¢(w) is the exact local (intracluster) propagator, and T'(k) is a Fourier
transform of the hopping matrix. The translational invariance is restored in CPT as

Gk, w) = e NG g ik, ), (10)

1
N; 7
where i(f) is an intracluster site index, r; j) is a corresponding radius-vector.

2.2.2. CPT-RPA

CPT can be used to improve calculation of the dynamical spin susceptibility x(k, Q}) within
RPA by replacing the bare electron-hole bubble, x(*) (k, Q0), by the one calculated using CPT Green’s
functions. It allows to include self-energy corrections over the vertex renormalization of RPA. The
methodology is discussed in details in Refs. [19,23]. Thus, given an RPA vertex, the obtained magnetic
structure is determined by the electronic spectrum. Instead of the “bare” susceptibility, we have the
electron-hole bubble calculated via the cluster electronic spectral functions [23]:

c(0) . 1 g0 / m flw') = fw")
XS (0, Q) = — ;//dw 4" Aug(a, ) Ags( + @) T (11)
where f(w) is the Fermi function, and 7 is the positive infinitesimal.
The transverse dynamical susceptibility within CPT-RPA is calculated as [38,39]

X:xﬂ,’y&(kzﬂ) X,ng ?y(s(k Q) /32 S Xa[; Wp (k Q)u /?/X’y’&’ 7(5(1( Q) (12)
‘X/ /,,y/ !

A vertex U including another renormalization constant A’ that will be discussed below is defined as
U = AU, where the nonzero components of the RPA vertex U are U5 = U, and Ugg =V, B where
o # B [38,39]. The particle-hole bubble x?(k, Q) is calculated in this paper using the CPT spectral
function as in Ref. [23].

Dynamical charge susceptibility I1(q, Q) is obtained within the CPT-RPA by replacing the vertex
U in the RPA equation (12) with the vertex —V, where Vi = Uy, Vﬁ g =2V, wpr V,y /f = —Vaﬁ [38].
2.2.3. Explicit calculation of the two-particle correlation function (spin-CPT and charge-CPT)

Alternative to the RPA-like approach is to calculate the two-particle correlation function directly
without intermediate steps of finding the one-particle Green’s function and building a spin or charge
correlation function out of it. Here we calculate the right side of Equation (3) in a CPT-like manner
and refer to this approach as spin-CPT. One-particle CPT takes the intracluser correlations exactly and
treats the intercluster ones approximately, for example, within the Hubbard-I approximation for the
Green’s functions built on the Fermi-type Hubbard operators [40-43]. A straightforward application
of this ideology with respect to Bose-type Hubbard quasiparticles forming the spin excitations leads
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to an approximation in which intercluster interaction does not enter the Green'’s function calculation
procedure since no spin-spin interaction terms to be taken into account by the generalized Hubbard-I
approximation are present in Hamiltonian (2). Moreover, the intercluster vertex corrections have
been shown to not producing a crucial effect in such cluster calculations [18,21,22]. Thus, the whole
procedure is given by two steps and it is identical to the implemented in Refs. [18,22]. At first, the
transverse spin susceptibility is calculated by the ED within the cluster via the following equation

(OIS, 1) (11 S5;10) (0S5 1) (] S;;10)

¢ (Q) = - 13
Ko () ; Q- (Ey—Eo) +iy  Q+ (Ey—Eo) +in (13)

where S~ and ST are the spin ladder operators, |0) and |u) are the ground and excited states, which
are obtained in the Lanczos approximations. Then the translational invariance for the whole lattice is
restored analogously to Equation (10):

thﬁ k Q Zeil rlir Xa’B 1]( ) (14)

Dynamical charge susceptibility I1(q, ()) can be also calculated in a similar manner on a cluster as

w) (plngil0) (Ol ng;|p) (] nqi0)
—(Ex—Eo)+in O+ (Eu—Eo) +1in

(0]
I 5, (Q) = ; 0

(15)

where 1, ; is the number of particle operator. Since such an approach allows to calculate the charge
correlation function directly, we refer to it as charge-CPT.

3. Results

To see the changes of the low-energy electronic structure with doping and interactions, we start
with the calculation of the Fermi surface for the CuO model (2). Two doping values corresponding
to an integer number of electrons per cluster are shown in Figure 2 where we present the spectral
function at the Fermi level thus giving the idea of how the Fermi contour would look like in ARPES.
The noninteracting Fermi surface is electron-like. Increase of the Coulomb interaction by changing the
parameter A affects the Fermi surface dramatically at low doping. For A = 0.3, it is already hole-like
with the spectral weight decreasing from the nodal to the antinodal direction that is a signature of
the pseudogap. On the contrary, the correlation effect is negligible at large doping. Lifshitz transition
occurs in between the presented values of doping at p ~ 0.13. For the interaction of a full strength,
A =1, the pseudogap is clearly visible at low doping while the electron-like Fermi surface at p = 2/9
affected only slightly. This time, the change of topology appears at p ~ 0.17.

Now we turn to the CPT-RPA results, which demonstrate how the spin spectrum is affected by
the one-particle processes entering the particle-hole bubble x®(k, Q) through the spectral functions
and enhanced by the RPA vertex. Dynamical spin susceptibility within CPT-RPA with a Lorentzian
broadening r7 = 0.1 are presented in Figures 3 and 4. At low doping and relatively weak interaction
strength (Figure 3), changes in electronic structure like the emergence of the pseudogap result in the
formation of a response resembling a spin wave spectrum. In the lowest-energy region, it is dominated
by a contribution of the spectral weight at the antiferromagnetic wave vector due to the presence of
the short-range antiferromagnetic correlations dominating the electronic spectrum.
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Figure 2. The electronic spectral function at the Fermi level for doping p = 1/9 (a), (c), (e) and p = 2/9

0

N

-

(b), (d), (f) obtained using the Coulomb interaction normalization constant A = 0 (a), (b), A = 0.3 (c),

(d), and A = 1 (e), (f).
2 : ; 2 1)
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05 0.05 0.5 0.4
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(0,0)

Figure 3. Dynamical spin susceptibility x(q, 2) calculated within CPT-RPA with a 3 x 3 cluster for
doping p = 1/9 and Coulomb interaction renormalization constants A = A’ =0 (a)and A = A’ = 0.3

(b).

1.5 1.5

c1 C1

0.5 0.5

0 0
0.0 (=0 (mm) (0,0)(0,0) (7,0) (mm) (0,0)(00) (x,0) (m7) (0,0)

Figure 4. Dynamical spin susceptibility x(q, Q) calculated within CPT-RPA with A = 1and A’ = 0.75
for dopings p =1/9 (a), p =1/6 (b),and p = 2/9 (c).

Figure 4 shows the doping dependence of the magnetic spectrum within CPT-RPA at strong
interaction. Here, the Coulomb interaction entering the CPT and x°(k, Q) is at the full strength with
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A = 1. Parameter A’ that controls the strength of the interactions entering the RPA vertex, however,
is taken to be less than unity to avoid the magnetic instability at finite doping, i.e. the divergence
of the real part of zero-frequency RPA spin susceptibility within CPT-RPA. We adjust A’ so that the
system is in the vicinity of an instability, which appears first at the Lifshitz transition, where the
particle density at the Fermi level is maximal (p ~ 0.17 in the present case). In the pseudogap regime,
the response is again somehow similar to the spin wave spectrum, however, it is highly damped.
The energy of the (7, 71) spectral weight maximum tends to zero at the Lifshitz transition point, see
Figure 4(b). A qualitative change with doping occurs in the overdoped case, where the low-energy
spectral weight peaks shift to the incommensurate wave vectors, see Figure 4(c). It is clearly seen in the
corresponding constant-energy slices shown in Figure 5. At small doping, the maximal spectral weight
is confined near the antiferromagnetic wave vector over the wide energy range. At high doping, on the
contrary, low-energy excitations emerge at incommensurate wave vectors forming a cross-like shape
with the maximal spectral weight in the antinodal direction. Increase of the excitations energy leads to
a decrease in the incommensurability.

27 2w

p=1/9

p=2/9

T T 2T

Figure 5. Constant energy cuts of the dynamical spin susceptibility calculated within CPT-RPA
with A = 1 and A = 0.75 for dopings p = 1/9 (a), (¢), (¢) and p = 2/9 (b), (d), (f) at energies O
(corresponding value is shown in each panel).

The doping dependence of the spin susceptibility within another approach, spin-CPT, where
correlation effects are treated explicitly by ED is shown in Figure 6. At half filling, the result is
substantially different from picture in the CPT-RPA. The response function in Figure 6(a) clearly
resembles a spin wave spectrum. However, since only short-range correlations are present within
a cluster, a maximal intensity at the antiferromagnetic wave vector is shifted to higher frequencies
compared to the case of a long-range order. The corresponding constant-energy cuts are shown in
Figure 7 with values of energies chosen to demonstrate the most prominent features for each doping.
At higher energies, the cuts reveal a dip near the commensurate wave vector (7, 77) expected for damped
spin-waves and not seen in CPT-RPA. At a small doping, the results are quite similar but the spin response
is less sharply peaked at (77, 7r). The energy evolution of constant-energy cuts in Figures 7(b), (f), and (i)
shows the formation of a cross-like feature at higher energies with the peaks of the spectral weight shifted
from the center to the antinodal direction. In the overdoped regime with p = 2/9, the spectral peak at
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(7, 7r) is seen only at high frequency in Figure 6(c). All low-energy response is at incommensurate wave
vectors and is more pronounced in the antinodal direction, see Figure 7(i).

2

. 1.5
G1

. 0.5
0

(00) (7,0) (m,m) (0,0)(0,0) (r,0) (m7x) (0,0)(0,0) (x,0) (m7) (0,0)

Figure 6. Dynamical spin susceptibility x(q,)) calculated within spin-CPT for dopings p = 0 (a),
p=1/9(b),and p =2/9 ().

Figure 7. Constant energy cuts of the dynamical spin susceptibility within spin-CPT for dopings p = 0

(@), (b), (c), p =1/9(d), (e), (f), and p = 2/9 (g), (h), (i) at energies () (corresponding value is shown in
each panel).
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Note that some typical artifacts of the cluster calculations such as size effects are present in the
results. Those effects should not be taken as physical results. For example, the repeating pattern barely
seen in Figure 7(i) is typical for cluster spectral function calculations. Also, the momentum resolution is
coarse and provides only qualitative result due to a small cluster size and an absence of the intercluster
interaction in the computation scheme.

Apart from the spin susceptibility, we also calculated the dynamical charge susceptibility. It was
obtained in CPT-RPA and in charge-CPT, see Figure 8. Within both approaches, at the increasing doping
the spectral weight appears at low energies. In CPT-RPA, the feature reminiscent of noninteracting
susceptibility is observed, while in charge-CPT, the spectral weight below 2 eV might resemble some
dispersion law with the bandwidth significantly larger than that of the spin excitations. The small
cluster size used here does not allow to elucidate complicated charge ordering effects such as those
obtained via the quantum Monte Carlo on large clusters [44]. The doping evolution of dynamical
charge susceptibility within charge-CPT is in agreement with the most general tendencies observed in
quantum Monte Carlo [45,46], but strong size effects in our calculations do not allow us to obtain more
subtle features than those discussed above.

p=0 p=1/9 p=2/9
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Figure 8. Dynamical charge susceptibility I1(q, (2) within charge-CPT (a),(c),(e) and CPT-RPA (b),(d),(f)
for dopings p = 0 (a),(b), p = 1/9 (c),(d), and p = 2/9 (e),(f).

4. Discussion

Now we turn to the qualitative comparison of the obtained results to the experimental spectra
from the inelastic neutron scattering (INS) on cuprates. At half filling, cuprates are antiferromagnetic
insulators due to a strong Coulomb interaction and their spin spectrum has a spin-wave character [47].
Unfortunately, CPT-RPA fails to reproduce a spin-wave spectrum such as observed in cuprates at
half filling (the spectrum obtained in this case is uninformative and not shown). On the other hand,
spin-CPT shows signatures of such a spectrum and it can be explained as coming from the explicit
inclusion of the short-range antiferromagnetic correlations within a cluster.

Addition of charge carriers into the CuO, planes leads to the formation of a more complicated
spectrum, which nature is still under debate [7,8]. Often, the lower downward dispersing and
upper upwards dispersing branches of a hourglass spectrum are discussed. They are reported
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to have different temperature dependencies [9] and presumably are of different nature. In the
underdoped pseudogap region, several types of behavior were found in different materials. For
example, spin spectrum of Lay_ ,SryCuO, has an hourglass shape both in superconducting and normal
states [10], while there are no signatures of the lower downward dispersing branch in the normal
state of YBapyCuzOg4y [11]. For underdoped HgBayCuOy. 4, there is no lower branch neither in the
superconducting nor in the normal states [12], however, the lower branch was observed near optimal
doping in the superconducting state [13]. Both our methods in the underdoped region result in
the signatures of the upper branch with the lowest excitation energy at (77, 77) and no presence of
low-energy incommensurate excitations. Particularly, the absence of the low-energy incommensurate
excitations in CPT-RPA, where the susceptibility is calculated from the electronic structure exhibiting
the pseudogap behaviour, might point at the suppression of such excitations by the pseudogap.

In the overdoped regime, both our methods produce the response at lowest energies around the
four incommensurate wave vectors located at qualitatively similar positions as in the INS data for
overdoped Lay_,SryCuQOy [48,49]. At high energies, CPT-RPA gives a picture somewhat similar to INS,
i.e. a weaker broad feature around (7, 7). In spin-CPT, the response at and close to the (7, 77)-point
appears only at very high energies, although the general fact of weakening of high-energy response
close to the (7, 7r)-point is similar to what is observed experimentally. Possible explanation of the
observed discrepancies is that the RPA-part of the CPT-RPA underestimates the spin-spin correlations
in cuprates and thus it can not completely reproduce the spin-wave-like high-energy excitations like
those seen in INS. Spin-CPT, in its turn, has coarse momentum and energy resolutions, thus, fails to
reproduce fine dispersive features present in CPT-RPA.

RIXS experiments have been successful in studying the high-energy magnetic excitations although
with some restrictions on the probed area of wave vectors q. Via RIXS, magnon-like excitations in
cuprates were detected dispersing upward to the energies as high as ~ 400 meV in the wide doping
range from underdoped to heavily overdoped samples [1-4]. In all the spin spectra presented here
for the wave vectors in the [0, 0.577] range, mainly available in RIXS, an overall magnon-like shape of
dispersion can be traced, where the highest response intensity is observed at energies increasing with
the increasing wave vector from (0,0) to (0, 77) and from (0,0) to (71/2, 7t/2). The energy width of the
response is larger in the first direction than in the second. Momentum-dependent charge excitations
were also found in RIXS [5]. They are dispersing upward to the energy twice the maximal one of the
spin excitations, which is in general consistent with the charge susceptibility spectra obtained here.

5. Conclusion

We have formulated a cluster perturbation theory for the two-particle correlation functions. In
particular, spin-CPT and charge-CPT for spin and charge dynamical susceptibilities, respectively.
Both quantities were calculated by spin(charge)-CPT and CPT-RPA in a wide doping range for the
effective two-orbital Hubbard model obtained from the Emery p — d model. In the underdoped
case, magnetic response shows signatures of the upper branch of the hourglass dispersion and no
presence of the low-energy incommensurate spin excitations. In the overdoped case, both spin-CPT
and CPT-RPA produce the low-energy spin excitations located near the four incommensurate wave
vectors. These results agree with the spectra for doped cuprates obtained in INS and RIXS. Calculated
momentum-dependent charge excitations are in general agreement with RIXS.

One may expect that CPT-RPA overestimates the contribution of the itinerant electrons to a
two-particle quantity like the spin susceptibility. But it is important that it bears an effect of the
electronic structure that is expected to be obtained quite accurately in CPT. And the electronic structure
affects the spin susceptibility through the particle-hole bubble enhanced by the RPA vertex. Spin-CPT,
on the other hand, converges to the exact result with the increase of the system size but underestimates
the long-range correlations. In general, CPT-based approaches are a simple and economic methods to
calculate the momentum- and energy-resolved one- and two-particle correlation functions and allow
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to take into account short-range correlations exactly. The latter plays a key role in doped high-T,
cuprates.
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