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The doping dependence of the electronic states in cuprate superconductors is studied by use of the
p-d-mixing model. The p-d hopping under strong correlation is treated by introducing electronic excita-
tions associated with Cu-O bonds, which are described by use of composite operators composed of p
electrons and neighboring d-electron spin and charge fluctuations. It is shown that changes of electronic
states with carrier doping are understood by mixing and decays among those composite electronic exci-
tations. By hole doping, transfer of the density of states to the Fermi level is induced from both the
upper Hubbard band and the bottom of the valence band. It is shown that the crossover from a highly
correlated electron band to a simple mixing band may be understood by allowing an interchange of ener-
gy positions between the upper Hubbard and composite excitation levels. The doping dependence of in-
trasite charge and spin fluctuations at the Cu site is also discussed. Specially, a prominent intensity
transfer to a low-energy region with carrier doping is found to result in the charge fluctuation.

I. INTRODUCTION

All the known high-T, cuprate superconductors con-
tain CuO, planes as common structural elements. The
experimental data accumulated so far indicate that the
electronic states on the CuQO, plane are responsible not
only for the superconductivity but also for various
anomalies in the normal state, such as 7-linear dc resis-
tivity, constant continuum of electronic Raman scatter-
ing intensity, and so on.! The nature of the electronic
state on the carrier-doped CuO, plane is one of the cen-
tral issues in the study of high-T. cuprate superconduc-
tors.

The characteristic feature of those cuprate oxides is in
fact that one can easily change phases of the system from
an insulator to a good metal by a small amount of carrier
doping. The superconductivity appears only in a restrict-
ed metallic region close to the insulator phase.” Exten-
sive experimental studies on the electronic state near the
Fermi level (FL) have been performed by photoemis-
sion,>~2®  x-ray-absorption spectroscopy’!™* (XAS),
electron-energy-loss spectroscopy?®~?® (EELS), and in-
frared spectroscopy.?’ 3¢ Those experiments reveal that
the parent insulating phase is a charge-transfer (CT) insu-
lator with a gap energy about 1.5-2 eV. Carrier doping
on the CuO, plane causes great changes in the electronic
structure. The rapid accumulation of the state density at
the FL with doping is observed in photoemission,>'?
angle-resolved  photoemission,®!2°  XAS??%2%  and
EELS,?” which is not explained by a simple band theory.
Upon increasing the state density at the FL, the decrease
of the state density at unoccupied lowest-energy levels is
indicated in experiments of optical conductivity?’ and
XAS.2»? For example, the infrared spectral of optical
conductivity shows development of the Drude com-
ponent around the zero-energy range with carrier doping,
followed by suppression of CT excitations whose spectral
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intensity is transferred to a low-energy region. This
transfer of the spectral intensity occurs without collaps-
ing the energy-level distances. Further, the angle-
resolved photoemission shows the existence of a large
Fermi surface,!® and in this region there are various kinds
of evidence suggesting an unconventional normal metallic
state,! and the superconducting state appears. In a heavi-
ly doped region, in turn, the superconductivity disap-
pears and physical properties behave as in an ordinary
metal. These kinds of changes with carrier doping are
universal for all known hole-doped and electron-doped
cuprate superconductors.

The first step to elucidate the mechanism of the high-
T, superconductivity may be to clarify the nature of the
electronic state realized in an intermediate region be-
tween the CT insulator and the conventional metal. A lot
of theoretical models have been proposed to describe the
intermediate metallic region. Many of microscopic mod-
els are based on the two-dimensional extended Hubbard
model, the so-called p-d-mixing model on a square lattice
on the CuO, plane. Its validity has been discussed in
band calculations and from analyses of photoemission
and core-level x-ray absorption by cluster calcula-
tions.>*37-% The Hamiltonian is minimally constructed
from electrons in Cu 3dx2_y2 and O 2p, (either p, or p,)

orbitals and includes the mixing interaction ¢ between
them as well as the Cu on-site Coulomb repulsion U.
Some of models further contain the mixing interaction
between O 2p, orbitals and Cu-O intersite Coulomb
repulsion V. The p-d-mixing model has been analyzed in
the weak-coupling*'~#” and strong-coupling limit,**~> or
it is further reduced to simpler effective models, such as
the one-band Hubbard model,’®=% -J model,**-%! and
Kondo-Heisenberg®>~% model. It has been argued that
the electronic state of oxide superconductors is described
by a conventional Fermi liquid plus corrections,*~®’ by
an exotic state, such as the resonating-valence-bond
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(RVB) state,’® flux state,” chiral state in a gauge
theory,”®’! and bv a marginal Fermi-liquid state.”> The
nature of the electronic state is still one of the controver-
sial subjects.

Since a system changes its phase drastically from an in-
sulator to a conventional metal by small doping, there
arises the question as to which phase the superconducting
phase is closer and where one should start an effective
theory. To answer this question, one needs to explain
doping dependence of the electronic state and to under-
stand causes of the previously mentioned drastic transfer
of the state density with carrier doping. In the previous
papers, we investigated the doping dependence of the
density of states in the highly correlated p-d-mixing mod-
el by use of the Green-function method.”!>* It has been
shown that there occurs the transfer of the density of
state at the FL inside the charge-transfer gap from both
the occupied p band and unoccupied d band, and that a
highly correlated electronic state with many-body effects
is realized at the FL. Unfortunately, the approximation
used in these works breaks down when the carrier density
is increased due to nonsufficient inclusion of coherent
contributions developed. In this paper, we present a de-
tailed study of the same problem in a slightly different
viewpoint, that is, by using a concept of composite elec-
tronic excitations associated with Cu-O bonds, and clari-
fy the mechanism of the intensity transfer among several
energy levels with carrier doping and describe the cross-
over from a highly correlated electron state to an ordi-
nary metal.

A detailed formulation of this approach has been
presented in the preceding paper.”> Here we shortly dis-
cuss the main idea of the formulation. In the previous pa-
pers,SI‘53 we started from the electronic states restricted
on a single site, and the mutual effects from the neighbor-
ing lattices are taken into account as corrections. As the
result, we obtain, in addition to the original p and the
upper Hubbard bands, the third stable excitation com-
posed of the p-electron and d spin and charge fluctua-
tions. Since we have only two kinds of electron opera-
tors, we need to introduce at least one additional compos-
ite operator in order to describe third quasistable elec-
tronic excitation, i.e., three kinds of quasiparticles are ex-
pressed by linear combinations of at least three kinds of
operators. The natural candidate in the present problem
is a composite operator composed of a p electron and
neighboring d spin and charge operators. One may also
argue the necessity of composite operators as follows.
Through the Pauli principle, the electronic motion is very
much restricted by the presence of neighboring electrons;
presence of a carrier modifies its surrounding and hop-
ping of the carrier itself is very much affected by such lo-
cal modification of the electronic state at the neighboring
sites. These kinds of effects are hard to include by use of
freedoms only restricted at a single site; when one starts
J
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from states defined at single site, many corrections are
necessary. In other words, in order to express
configuration dependence, one needs to introduce com-
posite operators related to several lattice points. Once
one realizes the necessity of composite operators to de-
scribe a highly correlated electron state, one may reinter-
pret the role of composite operators to describe the fol-
lowing physical situation. The p and d electronic excita-
tions are not so independent but form electronic excita-
tions on Cu-O bonds as a whole. The energy of the p-
electron excitation is, for example, largely modified by
the change of charge and spin states of the neighboring
Cu ions. A p electron and charge and spin fluctuations
on neighboring Cu ions are simultaneously excited; one
may imagine an electronic excitation exciting simultane-
ously its surrounding background. Such excitations are
described by composite operators composed of a p elec-
tron and d spin and charge fluctuations. We present in
this paper results of self-consistent numerical calculations
for the electronic density of state by use of the formula
obtained in the preceding paper. The doping dependence
of both one-particle and two-particle (particle-hole) exci-
tation spectra can be explained qualitatively with clear
understanding of level shifts and mixing among compos-
ite excitations under consideration, specially it will be
shown that the accumulation of the state density at the
FL and the intensity transfer among levels are explained
in the present scheme. Our present results are qualita-
tively very similar to those recently obtained by numeri-
cal simulations.”*-7

In the next section, the model is set up and the formu-
las obtained in the preceding paper are summarized. Ex-
plicit formulas used in the numerical calculations are
presented in Appendix A. In Sec. III, after the explana-
tion of approximations used in the numerical calcula-
tions, results of numerical calculations of the density of
states are presented. The mean-field result is shown first
to illustrate an approximate energy-level scheme in our
approach. Then the results including dynamical correc-
tions are shown. One-particle density of states, local
spin, and charge fluctuation spectra are studied in detail
by showing their dependence on carrier density, the mix-
ing strength ¢, and temperature 7. It is shown that an
enhancement of the density of states at the FL is induced
by doping and lowering temperature. The highly corre-
lated states near the FL in the intermediate metallic re-
gion are mainly controlled by composite excitations, and
the crossover to an ordinary metal is induced through the
crossing of the energy levels between shifted composite
and upper Hubbard levels. Section IV is devoted for
summary and discussions.

II. SUMMARY OF FORMULA

We start from the following p-d-mixing Hamiltonian:

H= 3 (e,d"()d(i)+ Uny(Dn (1D + 3 e, (plli+La )p i +La,)+pi+1a,)p, (i +1a,))
! J

+ Zt[dT(i){px(i-F%ax)—px(i—%ax)—py(i+%ay)+py(i—%ay)] +H.c.],
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where d(i), p,(i+3a,), and p,(i+a,) are annihilation
operators for Cu 3dx2_y2 orbitals at the ith site, O 2p,
and 2p, orbitals at the i +21a, and i +%ay sites, respec-
tively. Here the spinor representation is used for electron
field operators. In Eq. (2.1), a, (a,) indicates the shift of
the position in the x (y) direction with a Cu-Cu distance
a, n()=d}(i)d,(i), n ()=d(i)d (i), and U is an
intra-atomic Coulomb repulsion on the Cu ion which is
estimated as 7—10 eV. The mixing energy ¢t between the
nearest-neighbor p-d electron is about 1 eV. We consider
the situation where the d state is Hubbard split and the p
level is located between split d levels. The excitation en-
ergy for the lower and upper Hubbard levels are £; and
g, tU (=¢g,), respectively. The FL is situated between
the upper Hubbard level and the p level, which form a
CT gap. Since the typical CT gap is about 2 eV and the
lower Hubbard band is about 5-8 eV below the p level,
the transition to the lower Hubbard band may be neglect-
ed to discuss the electronic state near the FL. By taking
the limit U — o« with keeping ¢, finite, the ionic states of
Cu are restricted to Cu't and Cu?*. In the model (2.1),
the Cu®™ state is expressed by n =1 and the Cu'™ state
by n =2. The transition n =1<>n =2 is expressed by the

operator 7,(i) defined as
ni)=d (i)n_ (i), (2.2)

where n,o(i)=d+_g(i)d_a(i). As for the p electronic
excitation, only the following combination of 2p orbitals
mixes with the 3d orbit:

p,(D=3[p i+3a,)—p,(i—3a,)
—pyi+3a,)+p,li—3a,)]. (2.3)

The operator p,, (i) satisfies the commutation relation

(p,().pL(Ny=ri—j), (2.4)
where
yHi—j)=8(i—j)+yii—j) (2.52)
with
yHi—j)=—1[8(i—j—a,)+8(i—j+a,)
+8(i—j—a,)+8(i—j+a,)].  (2.5b)
Their Fourier components are expressed as
7/2(k)=sin2kxTa—l-sin2 k;a ,
=1+y3(k) (2.6a)
with
yi(k)=—1L(cosk,a +cosk,a) . (2.6b)

An orthogonalized set of the bonding p-electron operator
p(i) is defined from p (i) as

172
ik-R

Q [ak*pxre™ ",

(2m)?

pli)=

(2.7a)
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pk)= (2.7b)

1
y¥(k)
with ) being the volume of the unit cell, R; the lattice
point of Cu, and the integration being in the first Bril-
louin zone. The nonbonding p-electron degree of free-
dom will be neglected hereafter.

Let us define composite fields composed of the p-
electron operator and d spin and charge fluctuations,

Pu(i)=p,()dn,(i) (u=0,1,2,3) 2.8)
with

on,,(i)=d (D)o ,d(D—(d"(i)o,d(i)) (2.9)
and

0,=(1,0), (2.10)

that is, p, (i) represents p electronic excitations in a CuO,
cluster accompanied by charge (u=0) and spin
(u=1,2,3) fluctuations of a Cu ion.

Using an abbreviation p(x)=p(t,i), we identify elec-
tronic excitations on a Cu-O cluster as p(x), r(x)
[=V2/nn(x)], px)=0op,(x)n(x), and py(x)
=p,(x)8n(x), where n(x)=(n,(x),n,(x),n3(x)), dn(x)
=8ny(x), and n =(d'd). Note that the electron fields
are in the spinor notation and that op,(x), for example,
indicates

(op,(x));= 3 (0)(p,(x)) .

m
As in the preceding paper, we introduce the notation

¥(x)

p(x)
_ ) | _ | r(x)
¥(x)= Us(x) | |ps(x) |2 .11
Yy(x) Po(x)
and write the equations of motion in the form
.0 .
z—a?tl/,(x):j,(x) . (2.12)
We have
Jh(x)=¢g,p(x)+1t,r,(x), (2.13a)
tn
jz(x)=t,,py(x)+€,,r(x)—7(ps(x)—po(x)) , (2.13b)
Jix)=e,p(x)+1,(h(x)—¢(x)+o,(x)), (2.13¢)
and
j4(x)=£pp0(x)+t,,(2—n)r(x)
+t,,(h0(x)_1/10(X)+(Po(X)) ’ (2.13d)
where
t,=2tV'n/2, (2.14)
hs(x)zo'ryz(x)n(x), ho(x)-——ry%(x)Sn(x) R (2.15a)
1
Y (x)=0p,(x)8n (x), Po(x)=p,(x)8n (x), (2.15b)
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and p r
_Tﬂﬁ
@s(x)=0op,(x)dn_(x), @ox)=p,(x)én_(x), (2.15c) "
with L/
. . 4% RB/T huh,
8n ., (x)=p}(x)o,r(x)—{pl(x)o,r(x)) (2.16a) |
and 2¢p €, & Er & @
—,f _(,t
¥, (xX)=rixlo,p,(x) (r (x)cryp.,,(x)) + (2.16b) FIG. 1. Mixing scheme among electronic excitations.
The abbreviations 7, (x) and ryz(x) mean
1
r(x)= 3 yi—jr(t,j), (2.17a)  p,(x) mix each other. Time derivatives of p,(x) and
] Po(x) lead us to further complicated fields. Their mixing
with scheme is summarized in Fig. 1.
' The electronic states can be studied by the retarded
yli—j)= Q@ > fdlke’k"Ri_Ri)[YZ(k)]l/Z Green function defined as
(2m)
S(x =) =(Ryy, ()L (») , (2.18)
and
_ 2. . . where I,n (=1,2,3,4) denote field components, R indi-
r y}(x )= 2 Yili—jir(e,j) . (2.176)  cates the retarded time-ordered product, and { ) is the

J

As is seen in Egs. (2.13a)-(2.13d), p(x), r(x), p,(x), and

i
(27

Splx—y)=

One has the spectral representation for S, (w,k) as

Sinlw, )= [ iyl k)= 1 (2.20)

—k+id

According to the result of the preceding paper,
Sin(@,k) is obtained in the form

1
ol(k)—m(k)—0m(w,k)

S (0,k)=|I(k) I(k)

In

(2.21)

The one-particle spectral function is obtained by
ol k)=—(1/m)ImS, (0, k) . (2.22)

The matrices I,,(k), m,(k), and 6m,,(w,k) are shown to
satisfy the Hermiticity conditions

I(k)=I(k)", (2.23a)

mk)=m(k)", (2.23b)
and

dm(w,k)=8m(0*k)' . (2.230)

and are given in the following.
The normalization matrix I(k) is obtained in the
preceding paper as follows:

“)3 [ dod?k expl —io(t, —t,)+ik-(x—y)1Sp(@,k) .

thermal average. Denote the Fourier transform of
Si(x—y)as S, (w,k),

(2.19)
|
1 0 0 0
_ 0 1 3b b
n= 1o 3p 4a,+3(x, +x.7HK)) 0 ’
0 b 0 Yo+ Xov3(k)
(2.24)
where
b={p,rH=(ml), (2.25a)
ao={p,pd), a,=<(p,p}), (2.25b)
X;=(8n;dn;)=(2—n) ,
(2.25¢)
Xo=(8ndn)=(2—n){(n—1)
and
xs=—{yidn;dn;), xo=—(yindn) . (2.25d)

Since there is the Hermiticity requirement for m(k), it is
enough to evaluate the upper half components of the ma-
trix m(k). The mean field m (k) is obtained as

m; =g, (2.26a)
mp=t,y(K), (2.26b)
m3=3t,by(k), (2.26¢)
m =t,by(k), (2.26d)
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L (a)

my=¢g,—2b—, (2.27a)
n h/'L -~
t, . oF T

m23=35.,7b_—n‘(3(xs +X5'}/1(k))+4as) , (2.27b) M

; (b)
m24=s,,b+7"(x0+xg,y%(k)), (2.270) Yo e

myy=¢,(3(x, +x.vi(k))+4a;)
+1,(4b; +6b(a—1)—3(x', o, —X'0s )73(K)) ,
(2.28a)
mayy=t,(—6ab+(2—n)3b—(x" o, +Xo-,)¥(k)) ,
(2.28b)
and
my=e,(Xo+Xov1(k))
+1,[X:b +b(2a—n)—13x., tx0=,)¥1(K)],

(2.29)
where
bj==(r ) ==(prls) (2.30a)
X'ou=—(yidn, ,bn,) , (2.30b)
and
X-o=—(yidn_,8n,) . (2.30c)

The dynamical correction 6m(w,k) is obtained from
the decay processes induced by 4 o, ¥, o, and @; , defined
in Eq. (2.15). Since composite excitations are expected to
be of local nature, we neglect k dependence of ém (w,k)
in this paper, and effects of decay processes are evaluated
for localized states in a Cu-O cluster. We approximate
dm(w,k) by one loops composed of fermion and fluctua-
tion propagators. By neglecting the interference among
different decay processes, we evaluate 6m (w, k) by

dm 5 (x —y)ztn{Ghsh:(x —y)+GwS¢I(x—y)

+G(ps<pz(x =y}, (2.31a)
8m34(x——y)zt,,{Gh:hg(x—y)+G¢S¢g(x-—y)
+G, ax =)}, (2.31b)
and
6m44(x—y)zt,,{Ghohg(x—y)—FGwOwg(x—y)
+G%‘pg(x =), (2.31¢)

where the Green functions G are defined as

FIG. 2. Loop diagrams for dynamical corrections. Each line
indicates the propagation of the following mode: the dotted line
for the p electron, the solid line for the d electron, the dotted-
wavy line for composite electrons, and the wavy line for spin
and charge fluctuations of the d electron. The double solid line
indicates y? representing the nearest-neighbor site. The shaded
bubble indicates the fluctuations formed by 6n 4 ,.

G, ,(x =y)=(Rh,(x)h](y));,

and so on, with the suffix “irr” indicating an irreducible
part of the ¥ line. These functions correspond to one-
loop diagrams in Fig. 2 of the fermion ¢ line and spin and
charge fluctuation lines. Let us define spectral functions
of spin and charge fluctuations pf;(w,k) given by the
Fourier transform of pf; (x —y) with

p‘,‘k(x—y)Z([Sn,u(x),Sn,I#(y)]) , (2.32)

where u=0 (for charge), u=1,2,3 (for spin), and / and k
indicate components of fluctuations 0, & as

Sn,u(x)= , (2.33)

where 6n4,(x) is given in Eq. (2.16). The spectral func-
tion of the lowest bubble diagrams shown in Fig. 3(a) is

FIG. 3. Lowest bubble diagrams for fluctuations. (a)
p;ayp,,-(fin Y )" fluctuation; (b) (8n —u)-(8n_, )" fluctuation.
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given by b__(0,k)= [dv[fr(v)—fr(v+o)]
bp+(w,k)=fdv[fp(v)—fp(v-i-a))]

qtr[aﬂopyp;(v-l-w,q-#-k)

Q0

d%qtr{o,0 v+o,q+k)
(21r)2f airlo, Py" d Xo,0 +v,q)],
X0y, (1)l (2.34b)

(2.34a)  where fr(w) is the Fermi distribution function. Then the
spectral functions g(w,k) of G(w,k) in Eq. (2.31) are

and that of Fig. 3(b) is given by evaluated as
|
g i@, k)= fdv@cuv) 2far a3pilo—v.k—qrHQ)o, (v,qiriq) , (2.35a)
g 1 (@)= [ dvolo, Qs 2fd apd(o—v,k—a)ri@o, (v, Qriq) , (2.35b)
gdlwt(a),k):fdve(wv fd g{3p% 1 (0—v,k—q)o, v,q)+ 3b, (@0—v,k—q)o, f(v,q)} (2.36a)
sTs V
g, y(@k)= [ dvélw,) fd 4(=3)b, (0=vk=q) (%), (2.36b)
g%%(w,k):fdve(a),v)(2‘”)2fd2q[p(jr+(a)—v,k—q)yZ(q)appf(v,q)—%bp (@=vk=q)o 1}, (2.36¢)
g%wf(w’k):%%q)ﬁ,(‘”’k) , (2.37a)
g¢x¢g(w,k)=—3g%¢g(w,k) , (2.37b)

and

840l Hw,k)= [ dvé(o, v) Zfdzq‘{p__co v,k—q)+3p5 _(0—v,k—q)—2b__(0—v,k—q)}o b ol () s

(2.37¢)

where
w,v)=[1+fplo—vV)]fp(—Vv)+ fplo—v)fp(v (2.38)

and pf (@,k) is pi (@,k) (i=1,2,3) and fp(w) is the Bose distribution function.
The relevant spin and charge fluctuations to the dynamical correction 8m (w, k) of one-particle states are described by
the field operators Snlu(x) defined by Eq. (2.33). In order to calculate the energy spectrum of intrasite spin and charge

fluctuations, we use the relaxation function. In the preceding paper, the spectral functions of intrasite fluctuations are
expressed in the form

Pl (@)=Rfi () +afRE (0)+ Rfg(w)ak +af R G (w)ak (2.39)
with Rf; (@) being given by

RE(0)=—LIm |F* 1 FH |, (2.40)
T oF*—M{ —MH* o)

where af, F¥, M}, and 8M*(w) have the forms

aff =(0,a0d 0t a;8,;, ¢80t a;8,;) , (2.41)
F& 0 0

Fi=|0 FH, FH_|, (2.42)
0 FH F4,
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0 (MG )o+ (M55 +
M= | (MBS, (ME), . 0 , (2.43)
— (MG )o+ 0 —(MG),
and
0 0 0
MY (w)= |0 MY  (0+id) 8MH _(w0+id) (2.44)
0 SME* (0+ib) 8MH | (—w+id)
The values of af, F¥, and (M} ), are self-consistently determined from
xp=[do| =+ tm |——Fr | o1+ f(e) (2.45)
T o—ZMw) Ik
and
Y;‘,‘(=fdw 1 Im 2“(@)—1—F“ o(1+ flw)) > (2.46)
T 0—3Mw) I
with
SHw)=(MKE+8M*())F* 1, (2.47)
Xl =xft —af'xb, —xfial +alixbyai (2.48a)
and
Yi =yl —aivh —ylyak +ailybyak . (2.48Db)
The explicit forms of xf; and yf; are given as
(n—1)(2—n) —2b(2—n) —2b(1—n)
x%=| —2b(2—n) 2‘2;n(1—a)+%(ao+a:)—2b2} —4b? (2.49)
2 n—1 1 2
—2b(1—n) —4b 4 a+—ay—b
n n
and
2—n 0 2b
xk=10 2[2 n(l—a)+L(ao—aS)] 0 ) (2.49b)
n n
2b 0 4{n_1a+l(10]
n n
—
tn
where aT=(pyp;), b=(p,r"), ag={(p,pl), and Syt 4 == {4(1=a)b—2(2—n)b’
a3=(p7,ps ), and
—8,0(botb;)—8,;(bo—1b))} , (2.51a)
t"(xlik_x'[ik) 4—n ,
yh=| (e,—g, )x" +e,xb |+ , (2.50) Oyh - =ty | —2abtab | ——"8,,+8, | ~2ba, |,
—(g,—¢€, )x"  —c, xb
T g (2.51b)
with and
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t
Sy“__=——’:—{8ab+4(n—1)b’—2b(’)] , (2.51¢)

i t ot e 1
where a/= (ry%r ), b=(p,r'), b (pyry%),
b{,=(p0r;r,%),and bs'=(psr;(,%).

The dynamical correction SM*(w ), is estimated from
particle-hole pair excitations induced by the source

8j +u(x)=1t, p;r,(x )aypy(x)-%pi(x)a#akpy(x)ank(x)
——r:%(x)a'ur(x) (2.52a)

and

8 ()=t [P} (x)0,p, (x)=-p] (x)o 0, p, (x)8m, (x)

-rT(x)ayry%(x) . (2.52b)

Let us denote the one-loop response function of §j (x) as
Ji(w)and J 4 _(w),

(R8j.4, (085, (1) = [ dwe 7T (@)
(2.53a)
and
7 -1 ’ __l_ —io(t—t'
(R8j1,(18jL,(t')) =~ [dwe "~ JL_(a).

(2.53b)
We have

1

_. 2.
o—k+id 2.54)

SME == [dk

1
— —TImJ#
—Im A 4 (k)

The detailed expressions for 8M*(w) are given in Appen-
dix A. Once the one-particle propagator of v is deter-
mined, X#, Y¥, and 8M*(w) are calculated first by Egs.
(2.48), (2.49), and the formula in Appendix A, and then
F* and M} can be determined to satisfy Egs. (2.45) and
(2.46).

Finally, it is worth noticing that the spectral functions
pii (@) are related from the following relations which are
easily obtained by the fact that én ,, and 8n _,, are Her-
mitian conjugate,

ph—(@)=—pf(—w), (2.55a)

pProlw)=—phi(—w), (2.55b)

L _(w)=—pH [(—w), (2.55c¢)

phol@)=—phi(—w), (2.55d)
and

PLilw)=ph (o). (2.55¢)

Finally, we comment on our approximation scheme in
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comparison with the Hubbard approximation. In our
scheme, the expression of the propagator in Eq. (2.21) is
quite general and the approximation comes in the evalua-
tion of I(k), m(k), and 6m(w,k). We may say that the
present interest is in the propagation property of ¥, and
that contributions from other possible modes are amal-
gamated in I(k), m(k), and dm(w,k). In the Hubbard
approximation, the self-energy

S(w,k)=(m(k)+8m(w,k)) (k)"

is directly evaluated by use of the equation of motion
(2.12) in combination with the point splitting method and
the introduction of certain decomposition rules such as
the random-phase approximation. As was mentioned in
the preceding paper, due to the nonidentity property of
I(k), it is rather difficult to find the condition for 2(w,k)
to satisfy the necessary requirements for the total propa-
gator, specially when one uses the corrected full propaga-
tors for the evaluation of =(w,k). We approximately
evaluate dm (w,k) by the one-loop continuum composed
of full propagators of quasistable electronic excitations
and fluctuations, following the spirit of loop expansions
in terms of renormalized quasistable excitations. Al-
though 8m (w,k) is one loop, the full propagators contain
infinite order of the repetition of loops through the mix-
ing scheme induced by m (k) and I(k).

III. NUMERICAL CALCULATION AND RESULTS

In our calculation, the given parameters are bare exci-
tation level ¢, (for the O 2p state), ¢, (for the upper Hub-
bard level of the Cu 3d state), p-d-mixing interaction ¢,
and temperature 7. Small but finite damping constants y
and v, are introduced for numerical calculation. We re-
place ¢,,¢, by €, —iy, g,—iv, respectively, in m(k) of
Egs. (2.26a)-(2.29), and wF* by (0 +iy,)F" in Eq. (2.40).
The origin of energy is taken at the chemical potential
and the d- and p-electron numbers n and n,,, respectively,
are determined from>!~33

Q

np=2fdw(21r)2 [d%0 o, k)f o), (3.1a)
2 _1=2[do—2 [d%0 oK1 fr(e) (.1b)
n (217_)2 rr

under given parameters €ps Epp 1, T,y,and y o

The equations listed in the preceding section form a set
of self-consistent equations. We apply a simple iteration
technique to solve those self-consistent integral equations.
We express p- and d-electron Green functions Spp+(a),k)
and Sm’f(w,k) in the following forms by introducing the

one-p-electron irreducible part § "1’1(60, k) of § 17n+(co,k ):

1

S k)= , 32

[ 0—e,~tXK)S_ +(0,k) G2
(w—¢,)S +(w,k)

s, Hok)= ?__m (3.2b)

co—sp—tz(k)STmt(w,k) ’

where t%(k)=4t2y*k) and S"nf(a),k)=(n/2)S”+(co,k).
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By introducing 2,(w,k) further, we express the one-p-
electron irreducible part as

5, Hok=—"2 (3.3)
0—%,— 2 (o,k)
The expression of 2, (w,k) is given in Appendix B. Those
expressions are convenient for physical interpretation in
the later discussion.
Since k dependence appears only through y%(k) [here

note that yX(k)=1+y3(k)], o, w‘r((l),k) is given in the
form o, ll;r(a),y%(k)), and k integration can be performed
to get the one-particle density of state as
__9 2 2
Oyl @= 1 Jd*ko, ;(@7i0) (3.42)
=fde(x)a¢n¢:(w,x), (3.4b)
where the function W(x) is defined as
Q
Wix)= d*k&(x —y3(k)) . (3.5)
(27)? f i

In the present paper, the k dependence of I(k) in Egs.
(2.24), m,3(k), myu(k), mi3(k), ma,(k), my(k) in Egs.
(2.27b)-(2.29) and 6m(w,k) will be neglected, since the
composite operators are primarily of local nature.

Since the function W(x) given in Eq. (3.5) has the van
Hove singularity at x =0 which makes time for conver-
gency longer, we replace W(x) in Eq. (3.5) by

W(x)=10(x+1)0(1—x), (3.6)
which is equivalent to the approximation
Q 21
Uk)~—k2— 3.7
yi(k) Py Q (3.7

or to the approximation used in the Ref. 53. The shapes

of the density of states o, o (w) depend on which form of

W(x) is used. However, the analysis shows that the
essential result at the FL in the present p-d-mixing model
is insensitive to the choice of W(x).

First, we show the results of mean-field approximation
where the dynamical correction dm(w,k) is neglected.
The renormalized energy levels of modes p, 7, p;, and p,
are self-consistently determined, and therefore the lattice
effect is taken into account in the static approximation.
In Fig. 4 we present the density of states of p [2app+(a)),

where the factor 2 is for spin up and down, fine solid
lines] and d [aw+(co), bold solid lines] electrons with hole

doping. We choose parameters as t=0.5 eV, A,
(Esn—sp)ZI.Z eV, y=0.05, and temperature 7 =0.05
eV. By fixing A,, we change €, as (a) —1.1 eV, (b) —0.7
eV, and (¢) —0.38 eV whose positions are indicated by
the dashed lines in Fig. 4. The obtained constants are
summarized in Table I, where n, is n obtained from
(3.1b), the hole density n,, defined as the reduction of to-
tal electron number with respect to case (a).

In the mean-field approximation, a four-peak structure
is expected, since there are four levels corresponding to p,
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FIG. 4. Mean-field result of the density of states for p (fine
solid line) and d (bold solid line) electrons. Parameters are
t=0.5 eV, Ag=1.2 eV and ¢, is changed as (a) —1.1 eV, (b)
—0.7 eV, and (c) —0.38 eV, which is indicated by the dotted
line.

1, P, and p,y. In fact, the calculated density of states is
composed of three main peaks and one satellite peak.
The first main peak at higher energy is the upper Hub-
bard band which is largely of Cu d character. The other
two main peaks are mainly of O p character. Since
t2(k)=0 at k=0 in the present model, the d electronic
state never mixes with the p electronic state with k=0 so
that the d-electron density of states vanishes at w=¢,.
The bare p band is strongly renormalized and split into
two peaks around 0 =¢,.

In Fig. 5 we show the density of states of the composite
states, %apxp:r(a)) (solid lines) and apopg(a)) (dashed lines).

The state near the FL is dominated by the component of
p,, while the state corresponding to the upper Hubbard
band by the component of p,. The satellite peak has the
mixture of p, and p,. The reason for this can be easily
understood by considering Egs. (2.13c) and (2.13d). The
operator p, mixes with r directly, while p; does not. This
is due to the local constraints of #ény,=2r and rn=0.
Around €, p, mixes with p through &n,, whose contribu-
tion is small, while p, mixes with p by changing spin
states, which is the main mixing. It is easily shown that
the renormalized excitation level of p, is around
sp+t3/A0, that is, the splitting of the bare p band is

TABLE 1. Calculated physical constants for given g,
(without dynamical corrections).

(a) (b) (c)

€, —1.1 eV —0.6 eV —0.4 eV
n, 1.794 1.731 1.563
ny 1.200 1.241 1.223
ny 0.000 0.023 0.210
a 0.128 0.165 0.275
b 0.241 0.253 0.264
a, 0.068 0.079 0.085
a —0.015 0.000 0.263
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— Pg === Py TABLE II. Calculated physical constants for given ¢, (with
1 0f dynamical corrections).
2 0F (a) (b) (c)
27 0.0 €, —1.1 eV —0.6 eV —0.4 eV
Lo4.0f n, 1.724 1.647 1.473
2 50t ny 1.277 1.268 1.272
2 4 ol n, 0.000 0.086 0.256
2 40 a 0.166 0.215 0.321
b 0.241 0.257 0.280
2.0 a, 0.076 0.080 0.093
0.0 Al Lo a; —0.011 0.073 0.269
-R 0 2 c, 0.057 0.113 0.231
Energy (eV) 3 0.192 0.194 0.155

FIG. 5. Mean-field result of %ap p+(a>) (solid line) and

sts

o, pt(a)) (dashed line). Parameters are the same as in Fig. 4.
00

mainly due to the mixing with p,.

The change with doping is, roughly speaking, rigid-
band-like in this mean-field approximation, although the
band near the FL becomes wider and the upper Hubbard
band becomes slightly narrower in bandwidth. The
values of b, a,, and a; are all increased by doping.

Next, we present the results with dynamical correction.
In Fig. 6 we show the density of states of the p (fine solid
lines) and d (bold solid lines) electron with increasing hole
doping. Given parameters are same as in Fig. 4, except
for y,=0.05 eV. The obtained constants are summa-
rized in Table II. In contrast to the results in Fig. 4, the
electronic structure is sensitive to doping. In an insulat-
ing case (a), there are two bands, one is the upper Hub-
bard band, another is the valence which is mainly p char-
acter and shows the precursor of splitting around o =¢,.
As doping proceeds, a state develops at the FL forming
three-peak structure. The upper Hubbard band moves to
higher energy and its intensity is decreased especially in
the p-electron component mixed in the upper level. The
weight at the bottom of p band also decreases. The peak
structure of Fig. 6 is similar to those obtained in numeri-

—

o

- O

DOS (ev'!)
(@) —_

-2 0 2
Energy (eV)

FIG. 6. Density of states for p (fine solid line) and d (bold
solid line) electrons. Parameters are 1 =0.5 eV, A;=1.2 eV and
€, is changed as (a) —1.1 eV, (b) —0.6 eV, and (c) —0.4 eV,
which is indicated by the dotted line.

cal simulations.”~7¢

In Fig. 7 we show the spectral densities appr(a),k) and
4 nf(w,k) for the metallic case of Fig. 5(c). A quasiparti-
cle band crosses the FL and it has a large Fermi surface.
The precursor of this band can be seen, in the insulator
phase, as a damping mode on the top of the valence band,
as is shown in Fig. 8 [which corresponds to the case of
Fig. S(a)].

In Fig. 9 the densities of states of p [%ap p+(w), solid

lines] and p, [Up , (w), dashed lines] are presented.

+
0f0
Drastic change by doping occurs in the p; component. In
an insulating case (a), p; has a peak around o~ —1.6 €V,
but this state has damping nature because it overlaps
with continua from A w 1/;“, and @, as is shown in Fig. 10.
By doping, this p; state shifts its weight rapidly at the FL
and increases its intensity, forming a sharp narrow band.
From these results, we may say that the state near the FL
is mainly controlled by the mode of p;.

Figure 10 shows the continuum contributions to the
spectral of the self-energy. The figure presents loop con-
tributions expressed by the following combination
Gcont ( @ ):

Gcom(w)=t3[Ghthf(w)+G¢sz(w)+G(p o (@)]

sTs

+2t2a,[G S¢g(co)+Gw 473(0))]

1

2,2
+tna0[Ghohg(w)+G%¢g(w)+G%‘pg(w)] ,

(3.8a)
Opp* (. k) Onn* (w0, k)
NCSGRIPY ~ — N
e T
SR X
WL -
P - A -
AR — o —
TN RIS
= AL
-1.0 0 1.0 & -1.0 0 1.0 %
w (eV) w (eV)

FIG. 7. Spectral density of p and d electrons for the case of
the metallic phase [Fig. 6(c)].
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/ 7 / 7 7/ N
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w (eV) w (eV) |
0.0 T

FIG. 8. Spectral density of p and d electrons for the case of
the insulator phase [Fig. 6(a)].

which is the (p,,p,) component of dm after diagonaliza-
tion of I (cf. Appendix B) and ¢, is defined as

ay=3b*/(xo—b%) . (3.8b)
In the present approximation, the intensity around the
FL is considerably small compared with that of the
higher-energy region, even after the large intensity of
states develops at the FL, as seen in case (c) of Fig. 6 or 9.
In order to investigate the behavior around the FL more
accurately, it is necessary to treat the spectral whose
main weights are around the FL. Such an improvement
in the composite-operator approach is in progress.

As is seen in Table II, the mean field a; is the one
which changes largely by carrier doping. In order to
clarify the physical meaning of a,, let us consider p-hole
densities C, and C, coupled with a Cu spin in spin singlet
and triplet states, respectively, in the ground state. They
are obtained from the relations

((plowp, 2(2—ne))=C,+C, (3.9a)
and

(plow,ny)=—C+1C, . (3.9b)

Doping dependence of C; and C, is shown in Fig. 11. In

the insulating case, C,/C, ~1 reflecting the degeneracy

1
O W

o

o v RO
(@)

Energy (eV)

FIG. 9. Density of states for p; [%ap p+(w), solid line] and p,

sts
[Up p+(w), dashed line]. Parameters are the same as in Fig. 6.
070

2 0 2
Energy (eV)

FIG. 10. Continuum contribution G, (®) to the self-energy
of composite excitations. Parameters are the same as in Fig. 6.

of singlet and triplet states, which means that a p hole
spin has little correlation with a Cu spin. In turn, C; in-
creases with the p-hole density n, almost proportionally.
This change is mostly controlled by a;. The result indi-
cates that p holes are mainly doped in the spin singlet
state of p hole and Cu spins.

In Fig. 12, we show the spectrum of Cu-site spin (solid
lines) and charge (dashed lines) local fluctuation in the
following form:

1 ePot

ﬁgo(w)—izﬁ—w:—lpgo(w)/((ﬁn“)z) , (3.10)
which give the sum rule
[ dopho)=1. (3.11)

They are determined self-consistently with the electronic
states of p, 71, p;, and p, shown in Figs. 6 and 9. Note
that they are intrasite fluctuations. The doping depen-
dences are quite different from each other between the
spin and charge channel. In an insulating case (a), spin
fluctuation has a sharp peak at @ =0 and the weak spec-
trum at higher energy extending to 4 eV, while charge
fluctuation has very little intensity at the low-energy re-
gion and a prominent peak around w=1.8 eV which is
identified as the CT excitation. When holes are doped,
the low-energy spin fluctuation around w=0 eV de-
creases and the weight is broadened up to the region of
©®=0.5-1.5 eV. On the other hand, the CT excitation is
drastically reduced and the reduced peak shifts to a
higher energy @~ 1.8 eV. Although the charge fluctua-

0.3

C
0.2 XL x
Ot .

Cs

S W U S—

or 02 03

FIG. 11. p hole densities coupled with a Cu spin in singlet
and triplet states in the ground state. Parameters are t=0.5 eV,
Ao=1.2 eV. The hole concentration n, is calculated by chang-
ing g,.
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FIG. 12. Spectrums ﬁﬁo(w) of Cu spin (solid line) and charge
(dashed line) local fluctuations. Parameters are the same as in
Fig. 6.

tions shown in Fig. 12 are not directly related to the opti-
cal conductivity arising from the zero momentum transi-
tion, the tendency with doping is very similar to the re-
sults observed in the ir spectroscopy. Interestingly, the
peak position of the CT excitation in cases (a) and (b)
does not reflect directly the transition corresponding to
the smallest energy gap expected from the one-particle
density of states of p and d electrons shown in Fig. 6.
Rather, the local charge fluctuation spectrum shows the
charge-transfer gap formed between the p band below ¢,
and the upper Hubbard band. The result can be under-
stood in the following way. The energy gap in the charge
fluctuation is formed by the p-hole—d-electron pair
creation. In the local fluctuation, the pair creation inside
a CuO, cluster is expected to dominate. When hole con-
centration is small, the total spin of the p-electron system
in the CuO, cluster is nearly zero in the initial state of the
transition, while in the final state the upper Hubbard lev-
el is occupied so that the spin of the Cu ion is zero.
Therefore to the transition energy, the spin-dependent in-
teraction does not operate, that is, the transition energy is
nearly the difference between the energy of the upper
Hubbard level and ¢, shifted only by the effect of charge
fluctuation. When electrons gain itinerancy, intersite
effects start to dominate and the intensity related to local
transitions is rapidly decreased as is seen in Fig. 12(c). In
this way, this phenomena can be understood as one of
characteristic features of the highly correlated electron
system. In optical conductivity, most of the contribu-
tions arise from the transfer interaction, and therefore at
least two lattice sites are involved and the above-
mentioned local constraint of spin freedom does not
operate, that is, the observed gap in the insulator phase is
more closer to that expected from the distribution of den-
sity of states as is shown in Fig. 13. Also, the transfer of
the spectrum to a low-energy region is more drastic.

Next, we show the ¢ dependence of the density of states
in Fig. 14. We choose ¢t=0.5 eV for cases (a)-(c) and
t=0.7 eV for cases (d)-(f). The values of €, and ¢, are

. . . p 17
adjusted in such a way that the energy difference between

FIG. 13. Optical conductivity o(w). Parameters are the

same as in Fig. 6.

the renormalized upper Hubbard level and the FL gives
the same value in cases (a)-(c) and (d)-(f), and the hole
density is about 0.22. One can see drastic changes of the
spectral distribution. The accumulation of the density of
states at the FL is more drastic for larger ¢ by transfer-
ring intensities from the upper and lower portions of the
spectrum. The bandwidths of the upper Hubbard band
and the lower p band are also broadened. In order to un-
derstand the origin of the intensity transfer without des-
troying the three-peak structure, we present
—(1/m)Im2,(0) [=0,(w)] in Figs. 14(c) and 14(f), and
—( l/ﬂ)ImSWf(co) [=7,(0)] in Figs. 14(b) and 14(e).
The vertical dashed lines show the position of the renor-
malized upper Hubbard level €, [=¢,—2bt,/n]. The
peak structures in —(1/7)ImZ,(w) indicate the renor-

| P . .|

n(w)(eV)
o N
o O
T T T T
Lol
o N
o O
g

L 2.0} (b)d 2.0F (e)
() = | B - ' -
=~ 1.0F ! 1 1.0F ' ]
3 - . - .
|EOO — D, 0.0 ,’.j&. -
= 2.0F (a)4 2.0F (d) 4
L 3 3 3 3
2 1.0F 11.0F 3
> i 1 i 3
800 1 T T 1 T OO T 1 1 1 T
-2 0 2 -2 0 2

Energy (eV) Energy (eV)

FIG. 14. Transfer ¢ dependence of the density of states.
(a)—(c) are for t=0.5 eV, and (d)-(f) are for t=0.7 eV. (a) and
(d) show the full density of states, awf(w) (bold solid line) and

appT(w) (fine solid line), (b) and (¢) are for 7,(w)
[=—(1/1T)Im§wf(a))] [cf. Eq. (3.21)] and (c) and (f) are for
oyl@) [=—(1/m)Im3,()] [cf. Eq. (3.3)].



3034 M. SASAKI, H. MATSUMOTO, AND M. TACHIKI 46
— Ps --- Po =
> T
4.0} (b) :0.2
T 2.0} = o
= A DA 3 0.0
2 0.0 M () 0.2
4.0 a s V.er
a ! i S gk
a 2.0F \ £
2 VYAEEA S 0.0+ : —
0.0 e e -0.4 0 0.4
-2 0 2

Energy (eV)

FIG. 15. Temperature dependence of the density of states for
composite excitations p; [éop Pf((l)), solid line] and p,

sts

[0,, p*(w), dashed line]. Parameters are the same as in Fig. 6(c),
0Po

and T=0.06 eV (a) and 0.03 eV (b).

malized positions of composite excitation induced by the
mixing among p, and p,. In —(1/7)ImS nT(w), the in-

tensity distributes according to the mixing between the
renormalized upper Hubbard level and composite elec-
tronic levels. This structure is not the direct observable,
but appears in the intermediate step of the mixing
scheme. In the case of Fig. 14(c), , locates above the
peak of —(1/7)ImZX, (w), while their positions are inter-
changed in the case of Fig. 14(f). This difference induces
a drastic change of intensity distributions in Figs. 14(b)
and 14(e); although the energies of peak positions are
similar, their intensities are interchanged. This causes
the large intensity transfer in the final density of states in
Figs. 14(a) and 14(c). As can be seen in those figures, the
density of states is very sensitive to the value of . Astis
larger, more intensity grows at the FL absorbing the
weight from the bottom of the valence band and the
upper Hubbard band. In addition, the larger ¢ cases
(a)—-(c) are “qualitatively” different from cases (d)-(f) in
the sense that the crossover happens concerning the level
position of the pole at o=%, and the peak of
—(1/m)ImZ,(w), leading to the development of the state
at the FL and the collapse of the upper Hubbard band. It
shows similar electronic state obtained from a simple
mixing of p- and renormalized d-electron levels. Experi-
mentally, the collapse of the upper Hubbard band occurs
by carrier doping. Our results of doping dependence

— —p

2. 0f 4 (b) ]
T 1.0 /1 i
TN L
© 0.0 S

2.0 (a)
I
A 1.0 /'

OO ’ T

-2 0 2
Energy (eV)

FIG. 16. Temperature dependence of the density of states for
Upp-r((z)) (fine solid line) and wav(w) (bold solid line). Parame-

ters are the same as in Fig. 15.

Energy (eV)

FIG. 17. Temperature dependence of the continuum contri-
bution G, (@) to the self-energy of composite excitations. Pa-
rameters are the same as in Fig. 15.

with fixed ¢ also show the reduction of the weight of the
upper band, as seen in Fig. 6, which is qualitatively con-
sistent with the experiments of XAS, EELS, and ir spec-
troscopy.

Finally, we show the temperature dependence. The
state of p; is enhanced and becomes more stable at the FL
by lowering temperature. This is shown in Fig. 15: (a)
T=0.06 eV and (b) T=0.03 eV. As a result, the density
of states develops further by lowering temperature in p-
and d-electron channels and the splitting of the valence
band becomes clearer as seen in Fig. 16: (a) T=0.06 eV
and (b) T=0.03 eV. In Fig. 17, we show the continuum
given in Eq. (3.9). Cases (a) and (b) are for T=0.06 eV
and T=0.03 eV, respectively. At lower temperature, the
intensity of the continuum at the FL is decreases. This is
the reason for an increase of the intensity at FL with
lowering temperature.

IV. SUMMARY AND DISCUSSIONS

In this paper, we have analyzed the electronic state of
the highly correlated p-d model in the viewpoint of the
composite electronic excitation associated with the Cu-O
bond. The composite operator is constructed as p,dn,,,
and it is a combination of a relevant electron operator p,,
and an operator dn, describing the change of its environ-
ment. It is shown that the electronic state near the FL
close to the metal-insulator transition of oxide cuprate is
dominated by such composite excitations and that, due to
the change of the renormalized levels and mixing
strength, rapid modification of intensity distribution is in-
duced. The mean-field result gives the approximate peak
structure of intensity distribution, while the dynamical
corrections work to pin the intensity at the FL and in-
duce the transfer of state density to the FL from both
upper and lower energy regions. The intensity transfer
with carrier doping among levels, without modifying
much of the energy distances, is one of the characteristic
features in the metal-insulator transition of the highly
correlated electron system, and the behavior is well un-
derstood by means of the mixing among composite elec-
trons in the present analysis.

The characteristic features in the highly correlated
electron system have been pointed out in this paper. One
is qualitative changes of the electronic structure depend-
ing on the parameter t. There occurs the crossover from
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the composite electron p, 8n,, domination to the restrict-
ed d-electron r denomination in the mixing scheme for
the electronic state near the Fermi level. This may be in-
terpreted as the change from a highly correlated electron
state to a bandlike electron state. This change can be ex-
plained by the crossover between the levels of the renor-
malized composite electron level and the upper Hubbard
level. The other is the behavior of the local fluctuations.
Reflecting the highly correlated nature of the electron
system, the pair creation energies are also very much
modified due to the mutual interaction and they show
different energies from the simple energy difference
among one-particle states. However, the intensity corre-
sponding to such transitions is rapidly decreased with in-
creasing itinerancy, together with the domination of in-
traband transition processes.

The present analysis of the p-d-mixing model leads us
to three important properties of the CuO, plane. (1) The
electronic state near the FL may be sensitive to interac-
tions which change properties of the Cu-O bond due to
its composite character. The short distant Coulomb in-
teraction between d and p electrons may induce stronger
effects through fluctuations. Phonon effect related to
Cu-O bonds may not be negligible. (2) There is a rapid
change of the charge fluctuations. The charge fluctuation
related to intrasite transfer is more enhanced in the low-
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whether or not this kind of rapid weight shift of charge
fluctuations is related to some kind of electronic instabili-
ty at the Fermi level. (3) There is a crossover from the
composite excitation dominant mixing region to the sim-
ple p and upper Hubbard level mixing region. The
itinerancy for composite excitations becomes largest just
at the crossover point. It is also an interesting question
whether or not such a crossover is related to the suppres-
sion of the superconductivity for the highly doped region.
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APPENDIX A: FORMULA TO OBTAIN ImJ4 4 (@)

In order to calculate the dynamical correction

K . (w) and M4 _ (w), we first evaluate the response
function J4 , () and J¥ _ (w) given in Egs. (2.52a) and
(2.52b) by one-loop approximation. The detailed expres-

energy region than the local one. Experimentally, it  sions for —(1/7)ImJ¥ | (®) and —(1/7)ImJ¥ _(®) are
seems that superconductors show the maximum T, when as follows. Note that J' . (0)=J%,(0)=J% (o)
such rapid change occurs. It is still an open question =J% ;(w). We have
J
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+
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n the recurrence formulas are obtained from Egs. (B1) and
and (B2),
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APPENDIX B: DIAGONALIZATION OF I(k) _ I, , ,
AND THE FUNCTION 2, (@,k) a, (k)= |I,(k)— mélalm(k)anm(k)lm(k) /In(k)'
As seen in Eq. (2.24), the matrix I(k) has off-diagonal (B3)
components. In actual calculation, it is more convenient  Now the equation of motion (2.12) is transformed to
to construct the orthogonalized set {¥,} from {#,} in 3
such a way that off-diagonal components of i—V,(x)=J,(x), (B6)
({¥,(x),¥!(y)}) are all zero. We transform {1, (x)} to ot
{W,(x)} by where
n—1 n—1
Y (x)=¢,(x)— 2 A (— iV, (X) (B1) J,(x)= —iV)J,,(x) . (B7)

where coefficients a,,, (— zV) are determined to satisfy
components of { {¥, (x) viy)}),

U,(x)— 3 a,,l
m=1

Then the generalized mean field my(x—y) and the
dynamical correction 8m(x —y) are transformed to
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My(x—y) and 8M(x —y ), respectively, by the recurrence I, 0
f l’ ’:
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where M is either M(k)or 8M(w,k) and m is either m(k) Syt is obtained in the form
or 8m(w,k). The Green function of {V¥,} is expressed as : -1
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By dividing 4 X4 matrices into 2 X2 submatrices as S :S; ’ (Bllc)
1 , 1
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Spw'= s, s, | (B10a)
324 The 2 X2 submatrices A4, B, C, and D are given as
€, t,vi(k)
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where
by (k)=1+3b2/Iy(k), by=—1, (B13a)
c(k)=b(k)I5(k), c,(k)=I4(k). (B13b)

The effects of composite electronic excitations to the p and d electrons appear in the form B(wo—D)~ 1Cin Eq. (Blla),
which is written as

LU L (B14)
B 5" o 30k
and
¢ 2
s (0,k)= || {b;(K)[(0—d4,k))e;(k)+d,(w,k)ey (k) ]+ b, (K)[(0—d (0,k))e, (k) +d3(0,k)e, (k) ]}
X {(o—d (0, k) 0—d,(0,k)—d,(0,k)d;(0,k)} " . (B15)

The function X, (w,k) appears in the expression of one-p-electron irreducible part gnnv(w,k), i.e., Eq. (3.3).
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