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The phase diagram of a two-dimensional N-site N-electron system (N >>1) with site-diagonal
electron-phonon (e-ph) coupling is studied in the context of polaron theory, so as to clarify the com-
petition between the superconducting (SC) state and the charge-density wave (CDW) state. The Fer-
mi surface of noninteracting electrons is assumed to be a complete circle with no nesting-type insta-
bility in the case of weak e-ph coupling, so as to focus on such a strong coupling that even the stan-
dard “strong-coupling theory” for superconductivity breaks down. Phonon clouds moving with elec-
trons as well as a frozen phonon are taken into account by a variational method, combined with a
mean-field theory. It covers the whole region of three basic parameters characterizing the system:
the intersite transfer energy of electron 7, the e-ph coupling energy S, and the phonon energy w.
The resultant phase diagram is given in a triangular coordinate space spanned by T, S, and w. In
the adiabatic region w << (T,S) near the 7-S line of the triangle, each electron becomes a large pola-
ron with a thin phonon cloud, and the system changes discontinuously from the SC state to the
CDW state with a frozen phonon as S /7 increases. In the inverse-adiabatic limit @ >>(T,S) near
the w vertex of the triangle, on the other hand, each electron becomes a small polaron, and the SC
state is always more stable than the CDW state, because the retardation effect is absent. Thus, the
polaron radius decreases and the SC region expands in the triangle as T /w decreases. It is found,
for the first time, that the energy gap of the SC state for a given T and S becomes maximum at the
intermediate region @ ~ T, indicating the importance of the polaron effect. The collective excitation
within the gap of the SC state is also studied by the random-phase approximation, and is found to
change its nature continuously from the pair-breaking type to the superfluid type as S /T increases.

I. INTRODUCTION

An electron coupling with phonons in a crystal forms a
polaron, composed of the original electron dressed with a
phonon cloud that moves along with the electron. This
concept was born of experimental and theoretical studies
on the electron transport in ionic crystals and semiconduc-
tors,! and afterwards was extended to molecular crys-
tals.>®> At present, we already have a well-established
knowledge of its nature. When the electron phonon (e-
ph) coupling is of short range, it is determined by three
main quantities: the intersite transfer energy of electron
T, the e-ph coupling energy S, and the phonon energy o.

In most inorganic materials the e-ph coupling is nearly
adiabatic, in the sense that 7 and S far exceed w, and
hence quantum effects for the phonons are relatively
small. In this case the nature of the polaron is determined
through the competition between S and 7.* When the
coupling is weak, S << T, the electron becomes a large po-
laron whose phonon cloud is very thin but extends over a
wide region. The increase of its mass due to this cloud is
also very small. When the coupling is strong, S >>T, on
the other hand, the electron becomes a small polaron,
whose cloud is very thick and is always in the same site as
that of the electron. Its mass enhancement also becomes
considerable.

As o increases, however, the differences between the
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large and small polaron become obscure, because of the
quantum effect of the phonon.5 Furthermore, when w far
exceeds T and S, the electron always becomes a small po-
laron with no mass enhancement, because, in this limit,
the phonon can follow the motion of the electron without
delay. This situation, called the inverse-adiabatic limit
hereafter, is expected to be realized in some molecular
crystals. In these materials the motion of an electron
from one molecule to the other is a kind of tunneling with
small T, while the energy of intramolecular vibration as-
sociated with a carbon or hydrogen atom is relatively
large.>® Moreover, if an electron couples with a quasi-
boson such as an exciton® or a plasmon’ through the
screened Coulombic interaction, the situation is almost
inverse-adiabatic.

As is well known, an attraction acts between two pola-
rons through the overlap of their phonon clouds. The
range and the strength of this attraction also change with
changes in the cloud. If this attraction exceeds the direct
Coulombic repulsion, the two electrons make a bound
state, called a singlet bipolaron.® This bipolaron, once
formed, can give rise to a spinless conductive charge, as is
observed in amorphous solids,” conducting polymers,'®
Ti407,“ and Nao 33V205.12

Thus, the one- and two-body natures of polarons have
been well clarified, and the purpose of the present paper is
to extend these concepts to many-body systems. As is
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well known, a metallic state of a many-electron system is
always unstable with respect to the e-ph coupling and be-
comes a superconducting (SC) state. In this state, accord-
ing to Schrieffer,!3 the electrons only around the Fermi
level make singlet bound states, called BCS pairs, through
the attraction mediated by phonons. However, most of
the theoretical studies for this problem are restricted to a
weak-coupling region where perturbation theory works
well. Even the so-called strong coupling theory'* has not
included such a strong region that the polaron effect be-
comes very important.

If we restrict ourselves only to the limit of strong cou-
pling, S >>T, on the other hand, the perturbation theory
with respect to T works well, and several theoretical stud-
ies have been devoted to this case.!>!® According to their
results, the many-polaron system, in this limit, is in a
superfluid-type state rather than the BCS state. However,
it is still uncertain how the state changes its nature from
the BCS type to the superfluid type. For this reason, we
are especially interested in clarifying the interrelation be-
tween the two types of states as a function of 7, S, and w.

There is another candidate for the ground state of a
many-electron system coupling strongly with phonons.
That is, the e-ph coupling can make a certain phonon-
mode to be a frozen lattice distortion. It can raise and
lower the energy level of electrons at each lattice site
periodically. In this state, two electrons with opposite
spins tend to occupy lower-energy sites, resulting in a
crystalline order of bipolarons. If this order is sufficiently
strong, it causes a metal-insulator transition. This is
nothing but the charge-density-wave (CDW) state with a
structural change of the crystal.

In the SC state, the phonon clouds will move from site
to site according to the motion of electrons so as to keep
them in a bound state, resulting in no frozen phonons.
The crystalline state of bipolarons, on the other hand, has
a frozen phonon that is not greatly influenced by instan-
taneous motions of individual electrons, but is dependent
mainly on the average static charge density.

As Chakraverty conjectured,!” these two states are al-
ways competing with each other, and this reflects the
competition between the adiabatic nature and the inverse-
adiabatic one of the e-ph coupling. In the adiabatic limit,
the frozen part of the phonon will be dominant, since the
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T (I —I') denotes the transfer energy of an electron be-
tween two lattice sites specified by [’ and [, where [
denotes a two-dimensional position vector, [=( L,1),
L,l,=1,2,...,N'2 represented in a Cartesian COOI‘dl-
nate space spanned by two crystal axes of square lattice.
The unit of the length is the lattice constant. 1],0 (M)
denotes the creation (annihilation) operator of electron at
site / with spin o (=a,), where a and £ denote up and
down spin, respectively. U is the energy of intrasite

1749

motion of the phonon is too slow to follow the electron,
while in the inverse-adiabatic limit, the moving part will
be dominant, because the phonon can follow the electron
without retardation. One of the main purposes of the
present paper is to clarify this competition.

There are several kinds of superconducting materials
wherein the e-ph coupling is so strong as to be in the criti-
cal region. In BaPb,_,Bi,O; (x =1~0), the breathing
motions of oxygen atoms around a bismuth atom are in-
ferred to contribute both to the pairing order and the
structural change involving the metal-insulator transi-
tion.8 According to the recent theoretical studies!® on
A15-type compounds, it is shown that the e-ph couplings
in these materials are too strong to be described even by
the standard ‘“‘strong-coupling theory.”'* Typical exam-
ples for the material with the crystalline order of bipola-
rons are the transition-metal oxides such as TizO; (Ref.
11) and Nag 33V,05 (Ref. 12), wherein the metal-insulator
transition occurs at low temperatures.

In the present paper, we will study the competition be-
tween the SC-type pairing order and the CDW-type crys-
talline order of bipolarons in a two dimensional N-site
N-electron system (N >>1) with a site-diagonal e-ph cou-
pling. We will assume that the Fermi surface of nonin-
teracting electrons is a complete circle with no nesting-
type instability in the case of weak e-ph coupling, so as to
focus mainly on the strong-coupling region. Phonon
clouds moving with the electrons as well as a frozen pho-
non will be taken into account by a variational method,
combined with a mean-field theory. It will cover the
whole region of T, S, and w, and the resultant phase dia-
gram will be shown in a triangular coordinate space
spanned by these three quantities. The nature of the col-
lective excitation within the energy gap of the SC state
will also be studied by the random-phase approximation,
so as to clarify the crossover between the BCS type and
the superfluid type.

II. MANY-POLARON SYSTEM

Let us consider a two-dimensional square lattice com-
posed of N sites (N >>1), and of N electrons interacting
with each other and with phonons. Its Hamiltonian
(=H) is given as (fi=1),

(2.1)

f

Coulombic repulsion, and n,asvﬂama. S is the site-
diagonal coupling energy between an electron and a site-
localized phonon with an energy w. &; (&;) is its creation
(annihilation) operator. This phonon mode corresponds to
the intramolecular vibration in the case of molecular crys-
tals, and in the case of inorganic solids it corresponds to a
breathing mode of a ligand around a metallic atom with a
conducting electron.

To focus our attention mainly on the strong region of
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e-ph coupling, we assume that the Fermi surface of
noninteracting electrons is a complete circle, with no
nesting-type instability in the case of weak e-ph coupling.
Hence, we assume that the transfer energy between
nearest-neighbor sites is 7, that between the next-nearest-
neighbor sites is g7 (g =0.35), and zero otherwise. This
provides us with an almost completely round Fermi sur-
face, and its density of states has no singularity around
this Fermi level, as shown in Fig. 1. Although we are
concerned with only the two-dimensional square lattice
throughout this paper, we tacitly assume that there is a
small interlayer interaction which makes long-range order
stable.

It is expedient to cast all quantities into dimension-
less forms: h=H/ow, t(I1-1"Y=T(-1')/o, u=U/o,
s =S /w, where h becomes

h=— 3 tU=I'Mimre+u 3 nigng+(s /2723 &l +60+ S &l .
1

Ll',o Lo

As mentioned in Sec. I, the state of the phonon can be
qualitatively divided into two parts: the frozen part that
follows only the static charge density, and the moving
part that follows the instantaneous motion of each elec-
tron. In the adiabatic limit the frozen part will be dom-
inant, while in the inverse-adiabatic limit, the moving one
will be important. Our main idea of describing the inter-
mediate region is an interpolation between these two lim-
its. That is, the two parts are assumed to coexist with a
ratio determined by a variational method. For this sake,
we introduce a displacement operator (=M) for the pho-
non:

M=exp |—is'?3 P |g,+ > AqU —1")ny, } ,
1 o'
P=i(g]—£)/2'72, (2.3)
which can transform n}l, and ﬂ as
a,t, EM_]n;rgM =exp |is!? Y Aq(I —1I')P; e, (2.4
<

h=— 3 t(I-1I")exp

Ll',o

—s X qnie+s 2 (@1/2)+u 3 njgnig—s
Lo 1 I

Lol'\o

+ 3 blb+(s/2)'* S (b +b)) 8y —Ag(I —1')—G; /Nlnpe:
1

Ll',o

Ag, (D= Aq(I —1")Aq(I") ,
<
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FIG. 1. The density of states of the noninteracting electron
(solid line), and of the bipolaronic insulator (dashed line).

(2.2)
1

f

bi=M~'IM=¢]+(s/2)* |g,1+ 3 AgU —1")ny

I'.o

(2.5)

Here, g; denotes the frozen displacement of phonon at site
/, being not directly related to the occupation n;,, while
Aq(l —1I'), assumed to be an even function of (I—1I"),
denotes the moving displacement of phonons at site /
created by electrons at site /’. 7, is now transformed into
a creation operator of localized polaron a}:, with a phonon
cloud whose spatial extent is given by Aq (/). blt, denotes
the creation operator of a new phonon whose equilibrium
position is already displayed by aforementioned two parts.
Although the original e-ph coupling is of short range, we
cannot assume Agq (/)=3§,, because the electron is moving
through the effect of T(/ —!’). Moreover the degree of
the spatial extension of Ag(/), usually called the polaron
radius, plays very important roles as is seen in following
sections.
Substituting Eqgs. (2.4) and (2.5) into Eq. (2.2), we get

—is' 23 [Aq(I —1")—Aq(I'—1")]Pp |afap,
<

2 [Aq(l —I’)—qu(l—11)/2]71]0”1'0'

(2.6)
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where we have assumed the orthogonality between two
parts of displacements

;%Aq(l’——l)zo for any / , (2.8)

so that their roles do not entangle with each other in the
variational method. The first term of Eq. (2.6) denotes
the transfer of a polaron, the second one is the potential
given by the frozen part, and the third is its elastic energy.
The fifth one is the attraction between polarons, subtract-
ed by the increase of elastic energy to create the phonon
cloud: Agq,(/ —1')/2. The sixth one is the Hamiltonian of

X=3tU-1)
Lr

exp

It can be easily calculated and we get

X =3 t(Dexp{ —s[Aq,(0)—Aq,(D]/2}/ 3t (D) .
I I
(2.10)

We should note that X! is nothing but the mass

|

ho=—X 3 t(l —1ajap,—s S aine+s 3 (G1/2)—
Lo )

Ll',o

—s 3 {[284q( —1')—Agy(I —1)]—[2Aq (0)— Ag;(0)]} nionye /2—sN [2Ag (0)— Ag,(0)]/2

Ll',o

—is'2 3 [AgU —1")—Ag(I'—1")]Pp
<

the new phonon, and the last one denotes the interaction
between the polaron and the new phonon. If we assume
Aq(l)=8;9 and g;=0, this interaction term disappears.
However, such a transformation will be useful only in the
inverse-adiabatic limit where each electron always be-
comes a small polaron with no frozen phonon.

Since the displacement of the equilibrium position of
the phonon has already been taken into account by Eq.
(2.5), the new phonon vacuum [= |0))] becomes our
reference state. Using this state, we define an averaged
reduction factor (=X) of the transfer energy, including
the overlap integral between phonon clouds localized at
each site [here, ((- -+ ))=((0| - -- |0))],

(2.9

Sa-r).
Lr

I
enhancement. In terms of X, thus obtained, we can
rewrite 4 and divide it into four parts as,

h=ho+ 3 b/b,+Ah,+Ah, . (2.11)
)

hg is the Hamiltonian of the many-polaron system whose
transfer energy is replaced by its averaged value as

z {s[2Aq(I =I")—Agq, (I =1 ]—ubynonpg

(2.12)

where the last term is the self-energy of the polarons. Ah, is the linear interaction term mentioned before,

Ah =/ 3 (b +b)[8—Ag —1')—g;/N]npy: ,

Lo

(2.13)

and Ah, is the difference between the true transfer and the averaged one,

Ahy=— 3t -1

LlI',o

exp

It is not our purpose to study all possible ground states
brought about by the model Hamiltonian A, but rather to
clarify the nature of the competition between the SC type
pairing order and the crystalline order of bipolarons in the
region where the e-ph coupling is strong and the Coulom-
bic repulsion U is weak enough to play only a minor role.
Since our system is the square lattice with N sites and N
electrons, the crystalline phase of bipolarons in the strong
coupling region, s >>t, is inferred to be such that the
frozen displacement occurs with twice the period of the
original square lattice, both in two directions of the crys-
tal axes,

gi=qcos(Q-H+1, Q=(mm). (2.15)

Here, g (>0) denotes the amplitude of this frozen dis-

—is'2 S [AqU —1")—Aq(I'—1")]P;.
<

—X|alap, . (2.14)

[

placement, Q denotes its wave vector with two dimen-
sions, and the constant term denotes the uniform displace-
ment corresponding to the uniform charge density. g
raises and lowers the site-energy of the electrons alternate-
ly along the two axes, and two electrons with opposite
spins from each other tend to occupy lower-energy sites.
This is the bipolaronic crystal with twice the period
schematically shown in Fig. 2. We can also think of other
possibilities such as Q =(,0) and (0,7), which result in
an array of bipolarons with the original period in one
direction and with twice the period in the other direction.
This state, however, is more unstable than the former one,
because Pauli’s exclusion principle acts between two bipo-
larons in neighboring sites, through the second-order per-
turbation of T.

In the case of weak e-ph coupling, ¢ >>s. On the other
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hand, a frozen displacement will occur with such Q that
two parts of the Fermi surface can nest, so long as this is
possible. As mentioned occasionally, however, the Fermi
surface is a circle, any two parts of which cannot nest
with each other so efficiently as to make this CDW state
more stable than the metallic one. For these reasons, we
assume that the frozen displacement only of the type
given by Eq. (2.15) can occur, so long as the frozen dis-
placement can occur.

Let us now approximate that the total wave function
(= | ¢)) of our system is composed only of the new pho-

J

non vacuum as

[@)— @ |0)), (2.16)

where | @o)) is the wave function of the polaron part. We
should note | @,)) or |0)) is an operand on which only alt,
(a;5) or by (b;) acts, respectively, and hence this approxi-
mation is equal to hold only A, in Eq. (2.11), by neglect-
ing Ak, and Ah;,. The effects of the neglected parts will
be studied in later sections.

The wave-vector representation of h, is given by

h0= - zekalzaako_sq zalI+Q,caka+(sq2N/2)- 2 2 N_l[s(quk—k‘_Aqlz—k’)_u]
k,o

k,o

+s5 3

k,p k'(s#£k) o p'

X 42,00k —p /2,088 —p 2,0k 4 p 20— (SN /2)+(uN /8)—s 3 (2Ag, — Ag2) /4 ,
p

where k, k’, and p are two-dimensional wave vectors in
the first Brillouin zone shown in Fig. 3, and a,,, Ag,, and
ey are defined as

a o= > N~ 1% —*la,, Ag,= 3 Ag(l)e —ipl
1 1
. (2.18)
=>e —ikdp (1), ex =Xty .
1
The quantity t;, thus defined, is the Fourier component
of the transfer energy ¢(/) which is given as
ty =2t[cos(ky)+cos(ky)+2g cos(ky)cos(k,)], t=T/w,
(2.19)

where k, and k, are two components of k; k =(k,,k,).

We should also note that there is a relation Y, e
= 3, =0, since #(0)=0.

A

A\
-\
&
—O
/:\
\'J

FIG. 2. The schematic nature of the crystalline bipolarons.

SN Q2Ag i —Agi_y)— 3 N~ (2Ag, —Ag})

k.p k'(s£k)

t t
XAk +p/2,02 —k +p/2,69 —k'+p/2,89K' +p/2,a

/2

(2.17)

In Eq. (2.17), all uniform interactions are eliminated
from fourth and fifth terms and are summarized in the
last three terms. The attraction between two polarons
with a same spin is also rewritten in a form of exchange

repulsion in its appearance. We should also note that
Agy=0 and Agp=0, (2.20)

which come from Eq. (2.8). In terms of Ag, and 1, X
can be rewritten as
/o

(2.21)

X=t(Dexp | —s EN“AqPZ[l—cos(p-l)]/Z
i P

where we can see that the frozen displacement has no ef-
fect on X.

ky
i Q
/7 \\
4 ko
)/
Vil N\ k
X
=T~ Rk
NP
-

FIG. 3. The first Brillouin zone of the square lattice. The
shaded area is occupied in the metallic state. The square sur-
rounded by dashed lines is the half zone (HZ) defined in relation
to Eq. (3.13).
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III. MEAN-FIELD THEORY

Let us calculate the energy of the ground state of a
many-polaron system characterized by hA,, within the
mean-field theory for interpolaron interactions and by a
variational method for ¢ and Ag,. So as to reduce the
two-body terms of A, into one-body terms, we define the
partial amplitude of the SC type pairing order (=f}), the
crystalline order (=d; ), and the average occupation num-

J

ber (=Any) as

Srk= «alIaa—kB », dp= «alI+Q,aaka» s

(3.1)
Ang=(al a1, ) —1/2,

where (- D=«@o| *** |@o» and 3, An,=0.
These quantities are also expected to be even functions of
k. In terms of them, A, can be reduced as

ho=—3 exafotro—35q 3 af 10,0010+ (52N /2)— S N s(2Ag, —Ag)) —ulfi 4 planaa ko p+a_k para—fi)
k,o

k,o

k.p

+ 3 N7'u+s(28q, —Ag))dk 1, (@] 4 0,08ke—di /2)

k,p,o

+s 3 N728g, —Ag)Any  (@fors—Any /2)—(sN /2)+(uN /4)—s S (2Ag, — Ag2) /4 , (3.2)
p

k,p,o

where there is no two-body term. However, fi, di, Ang, g, and Ag,, as well as | @) are unknown at the present stage,

and should be determined later self-consistently.

The condition of energy extremum 3{(4)) /dq =0 combined with the Feynman-Hellman’s theorem gives the relation

q=22N—~ldk ’
k

(3.3)

which is the balance equation between the static charge density and the frozen displacement. Substituting this into Eq.

(3.2), we can rewrite kg as

¢
ho=— 3 Exaj,aro— 3 Frlajaa T-k,ﬁ +a _garo) — EDkalz+Q,uako
k k,o

k,o

+ 3 [Fifi +(Ex —ex)Ang +Dpdy 1—(sN /2) +(uN /4) —s 2 (2Agq, _quz)/4 , (3.4)
k P

Er=er—s 3N~ (2Aq, —quz)Ank_H, ,
I3

Fr= 3 N7 '[s(28q, —Ag)) —ulfs 4,
P

Dy= 3 N7 '[(2s —u)—s(2Aq, — Ag;)1dy 1 p
p

where Ej is an effective one-polaron energy including the
interactions between polarons, Fj, is the off-diagonal mix-
ing due to the SC type pairing order, and Dy is the mixing
between k and k +Q due to the crystalline order of bipo-
larons. From Egs. (3.6) and (3.7), we can see that u con-
tributes to suppress both kinds of orders, while Ag, con-
tributes positively to Fy, but negatively to D;. That is,
the moving displacement is the origin of the SC type or-
der, while in the crystal phase of bipolarons, it contributes
to partially cancel the energy difference between the sites,
sq, coming from the frozen displacement. This is a typi-
cal aspect of the competition between the adiabatic nature

Agy= 1+4(z0_t,,)z5‘2N—‘Ankek/
k

144 3 N~ (fre 1 pfu— Ang pAny —dy |, ,dy)
%

(3.5)
(3.6)
(3.7)
T
and the inverse-adiabatic one of e-ph coupling.
From Eq. (3.4) we get the total energy as
Cho))=— % [Fifi+(Ex +ex )Any + Dy dy ]
—(sN/2)+(uN /4)—s 3, (2Ag, — Ag}) /4 ,
P
(3.8)

and the condition of energy extremum 9((4,)) /dAg, =0
for fixed Any, di, and f gives

-1
(3.9

In this derivation we have used the same approximation as we did in Eq. (2.12). That is, the reduction factor of the
transfer energy, which appeared in 0X / dAgq,, is replaced by its average as
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aX .
3hq =—2sN"'Aq, X t(D)sin’(p-1/2)exp | —s 3 N ~'[Ag,sin(p'-1/2)]?
P ! p'

g -SN_lquX(tO—tp )/to .

Thus we have described ¢ and Ag, in terms of Any, dy,
and fi, and in the next step, we must derive a self-
consistency equation for these three. For this purpose, we
first define the Fermi level (=Ef) of this many-polaron
system by the following equation, assuming Ej is a con-
tinuous function of k,

[, dE S N~'8(E —E)=1 . (3.10)
F k

Using Ep, we redefine the one-polaron energy (=AEy)
from the Fermi level as

AEy=E,—Ep,

and transform the present electron picture into an asym-
metric electron-hole picture, wherein up-spin electrons are
represented by the electron picture, while down-spin elec-
trons are represented by the hole picture as

Av=arq, Bli=ars. (3.11)

In terms of Ay and By, h( can be written as

ho=— 3 AE (4] A, —B{By)— 3 Fy(A[By+B{ Ax)
3 3
— 3 DilA] oAk —B{Bi o)
3
+ 3 [Fifi+(Ex—ex)Any +Dydy ]
3

—(SN/2)+(uN/4)—s 3 (2Ag, —Agp) /4, (3.12)
P

where we have used the relation >, E; =0 which comes
from the formula >, e, = >, Any=0. Restricting the
summation over k within the half of the first Brillouin
zone (HZ) written by dashed lines in Fig. 3, and denoting
such k as kK €EHZ, we can rewrite A, in a 4X4 matrix
form as

ho=— 3 AJM(K)A;

kEHZ

+ > [Fifx +(Ex —ex)Any +Dydy ]
P

—(sN/2)+(uN/4)—s 3, (2Aq, —Ag)) /4,  (3.13)
P
where A; is the four-dimensional row vector
Al=(4LBi, AL 0.Bi 1 0) (3.14)
and M (k) is the matrix
AE; F, Dy 0
F, —AE; 0 —Dy,
Mk)= Dy 0 AE; .o Frip (3.15)
0 =Dy Fryo —AEiig

/tO’

r

From the equation

MKWV, (k) =&(KWV,(k), i=1,...,4 (3.16)

we get eigenvalue &;(k) and eigenvector V;(k) of M(k),
where i =1,...,4 is the index of eigenvector, numbered
according to its energy,

E1(k) 2 E(k) 2 &5(k) Z £4(K) .

However, from the mathematical nature of M(k), we can
infer that

(3.17)

k)= —E1(k), Eslk)=—E(k) .

V,-T(k) in Eq. (3.16) is a four-dimensional row vector

Vi) =(V(k), V3:(k), Vi), Vi(K) (3.18)

where Vi (k) (m =1,...,4) denotes its component cor-
responding to the four operators in Eq. (3.14). The uni-
tary transformation W (k) that diagonalizes M (k) is given
by

W(k)=(V(k), ..., V4k)), (3.19)

and a new vector operator ZZ, defined in terms of W(k)
as,

Zi,=A[W(k), (3.20
can diagonalize hy. Thus we get our final form
ho=— 3 [60NZHZi—ZhZu)
kEHZ
+EAKNZ 4 Zok—Z ] Z 3]
+ > [Fifx+(Ex —ex)Any +Dydy ]
k
—(sN/2)+(uN /4)—s 3, (2Aq, —Agy) /4,  (3.21)
P
where ZJC (i=1,...,4) is the ith component of Z;.

Since £,(k) and &,(k) are positive, our ground state can
now be written as

|(po»——-> H ZIkZ;k Ha;r3|0>> ’
k€HZ 1

(| 0)) —true polaron vacuum) . (3.22)

From Egs. (3.22) and (3.1), we can obtain a set of self-
consistency equations as
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Amg= 3 |Vij(K)|2=1/2, Angoo= 3 |V3(k)|*—+,(kEHZ),
2

i=12 i=1,

fk: E Vlj(k)sz(k), fk+Q=
2

i=1 j=12

de= 3 Vi (kVylk) .

j=12

What we have to do hereafter is to solve a set of equa-
tions for X, Ag,, Ang, fi, and di, that is, Egs. (2.21),
(3.5), (3.6), (3.7), (3.9), (3.16), and (3.23). Although it is
complicated, we can solve it numerically making use of an
iteration procedure, and the total energy can be obtained
from Eq. (3.8). We can easily see that F; at the Fermi
level gives a half of the energy gap due to the SC-type or-
der, while D; gives a half of the energy gap due to the
crystalline order of bipolarons if AE, =AEy , o, and when

Vii(k)=Va(k)=cos(dr), Vi3(k)=Vas(k)=cos(dy 10) ,

S Vi(k)Vak),(k€EHZ)

(3.23)

I

Dy is large enough to open up the energy gap all over the
Fermi surface, we get the bipolaronic insulator.

Generally speaking, the two order parameters Dy and
F; may coexist, however, if one of them is zero, we can
simplify Egs. (3.15), (3.16), and (3.23):

(a) In the case of the SC state; dy =0, M (k) is decou-
pled into two 2 X 2 matrices, which can be diagonalized by
the following unitary transformation,

(3.24)

— Vlz(k)z V21(k)=sin(¢k ), — V34(k)= V43(k)=Sin(¢k +Q) s

ér =arctan[( Yy —AEy) /(Y +AE )%, Yie=(AE; +F})'/2.

(3.25)

Other elements in Eq. (3.19) are zero. In this case, Ang,fy, and &;(k) are given by

Ang=AEy/2Yy, fx=F/2Yy, §1(k)=Yy, §3(K)=Y g .

(3.26)

(b) In the case of the bipolaronic insulator with fj; =0, the unitary transformation is given as

V]l(k)=V22(k)= V33(k)= V44(k)=COS(0k ),

—V13(k)= —V24(k)= V31(k)= V42(k)=sin(9k) ,

Ox =arctan[(©f —Ry2) /(O + Ry 2)1'%, Ry =(AEy—(—1)VAE; 1 9)/2,(i=1,2)

O, =(RE+DH)? .

Other elements in Eq. (3.19) are zero. In this case, Any,
dy, and &;(k) are given as

E1(K)=Ry1+Oy, &(k)=—Ri1+6;,
Ank=Rk2/29k, dk=Dk/29k ,

(3.28)

where £(k) corresponds to the up-spin electron and &,(k)
corresponds to the down-spin hole.

IV. EFFECT OF POLARON-PHONON INTERACTION

Let us reinforce the method developed in Sec. III by in-
cluding effects coming from Ah; and Ah,. At first, we

]

Ahy=(s/2)'* 3 N=VHb)+b_p)1—Ag,) | 3 ai 412,09 —pr2.0— 980
k,o

p(£0)

In the adiabatic limit, it gives a perturbation to the
many-polaron system due to the quantum fluctuation of
phonons around the frozen displacement, and its effect
will be small because of the great difference between the
velocity of the electron and that of the phonon. In the
inverse-adiabatic limit, on the other hand, the electron be-

(3.27)

f

will be concerned with Ak, which denotes the interaction
between the polaron and the new phonon. In this case, h
becomes

+
h=hot 2 byby+ A, @.1)
r
where b, is the Fourier transform of b,
by=F N~y 4.2)
1
and Ah; can be rewritten in terms of b, as
4.3)

T

comes a small polaron Ag,~1, and Ah; denotes a small
residual part of e-ph coupling not included in this polaron
effect, as seen from the factor (1—Ag,) of Eq. (4.3). For
these reasons, we take effects of Ak, into account within
the second-order perturbation theory. Our theory for
describing the intermediate region between these two lim-
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its is an interpolation in this sense, too.

Assuming that our ground state is composed not only
by the new phonon vacuum but also by a fractional one
phonon state, we can write | @) as

PN+ 3 | @, Wby (4.4)
p

|@)— 10)),

where | @, )» is the wave function of the polaron part as-
sociated with the one-phonon state. What we must now
do is solve the equation h |@)=E | @), where E is the
]

Ah,=— 3 [(Ahb)1(ho+1— Kho W)~ [(b,AR})]
p

=—s ¥ N '(1-Aq,)
p(5£0)

This equation gives a solution for | @,)) which is different
from the previous one obtained by Eq. (3.22). However,
the effect of Ak, can be estimated on the basis of the pre-
vious solution. For this sake, we introduce a new
particle-hole picture taking the ground state given by Eq.
(3.22) as our new vacuum. In this picture, h, given by
Eq. (3.21) is rewritten as

ho= D EKNZ L Z+Z{Z )+ Kho ) 4.8)
k

where
Ek)=E(k), Zy=Z},,
Zy=Zy (kEHZ),
E)=6k—Q), Zy=Z3, o,
Zy=Zs,_o (k€HZ),

and Z Z (Z;I) is the creation operator of a hole (particle)
above the new vacuum. This new particle-hole picture
should not be confused with the old one defined by Eq.
(3.11). When the gap due to two kinds of orders is very
small: (F; and Dy ) <<t, our system is almost same as the
noninteracting metallic system with &(k)~ |AE,|. In
this case, a;, is described in terms of Z }: and Z; and
a_ypg is described in terms of Z; and Zk. Hence,
(ho+1—=(ho) )—la;:r,,akvg | o) appeared in Egs. (4.6)

|

- T
> alz'—p/z,a'ak'+p/2,a"qspg (ho+1—LhoM)~! 2 Ui p/2,0% —ps2,0— 400
k',o' k,o

K. NASU 35

new total energy, and within the second-order perturba-
tion, | @, )) is given in terms of | @, )) as

| @p N =—(ho+1—Lho M)~ (b, AR})) | @o))

From this, we can eliminate |@,)) and reduce 4 into an
effective Hamiltonian (ho+Ah,) which acts only on
| @o)) as,

(ho+Ah,) | Qo =E [@o) ,
where Ah, is defined by

4.5)

(4.6)

/2.

4.7

and (4.7) can be denoted by a linear combination of fol-
lowing four types of terms

(+EK)+EKRNTZLZE o)
(1—EK)—EKNTZ  Zi | o))
(1+EK)—ERN'Z L Z | o)
(1+EK)—EKNT'ZLZ | @o)) .

(4.9)

They correspond to a particle-hole pair creation, a pair
annihilation, and scatterings of a hole or a particle. How-
ever, all four of these parts are equally important only in a
narrow region around the Fermi level; (£(k),&(k')) =0,
and hence we can replace all energy denominators by
[14+&(k)+Ek")]~! without serious numerical errors.
When the gap is very large, F; or Dy >>t, on the other
hand, we can also rewrite

(ho+1—KhoW) ™ 'afoarq | @o)

by using similar terms as shown in Eq. (4.9). In this case,
however, only the particle-hole pair creation term is im-
portant because of the large gap, and £(k) becomes almost
independent of k. For these reasons we can replace
(ho+1—(hoN)~'in Eq. 4.7) by

{[1+&k"+p/2)+ &K' —p /D)1 +[1+Ek +p/2)+EKk —p/2)]7 1} /2 .

After this replacement, we apply the mean-field approximation to h,+ Ah, and can get a very similar form to Eq.

(3.4) as,

ho+Ah, = — 3 Ejalsar,— 3 Filagea  1p+a_ipara)— 3 Dia} +0.00ke+ S [Fifi+ (Ei —ex)Ang + Didy ]
k,o k k,o k

—(N/2)+uN/4)—s S, |(28g, — AgD) + 3 NG (k,p)(dng +1)
4 k

G(k,p)=(1—Ag, ) /[1+EKk)+EK +p)],

(4.10)

/-

(4.11)



35 MANY-POLARON THEORY FOR SUPERCONDUCTIVITY AND . .. 1757

where E;, Fy, and Dy, are defined as

Ei=ex—s 3 N '[(2Aq, —Ag))+ G (k,p)]Any ,, ,
p

Fi=3 N7 '{s[(2Aq, — Ag))+G (k,p)1—u} fi 4 »
p

Di= 3 N~ '{(2s —u)—s[(2Aq, —Ap))+G (k,p)1}dy 1, -
p

(4.12)

(4.13)

(4.14)

The total energy of the system also becomes different from Eq. (3.8), and it is given by

(ho+Ah, )= — 3 [Frfi+(Eg +ex)Any +Dydy ]
3

—(sN/2)+(uN/4)—s 3, [(2Aq, —Ag})+ 3 N~'G(k,p)
P k

From Egs. (4.12), (4.13), (4.14), and (4.15), we can easily
see that the effect of Ah; is almost same as that of the
moving displacement Ag,, but makes its role more com-
plete, since it contributes positively to F; and negatively
to Di. Using these results, we can determine g, Ag,, Ang,
fx> dx, Ex, Fx, and Dy, using the almost same procedure
as we did in Sec. III. The main difference between the
previous case and the present one is that we must prepare
&(k) in Eq. (4.11) beforehand by solving relevant equa-
tions given in Sec. III. However, we omit the detail of
this procedure. After numerical calculations according to
this theory, we can finally complete our phase diagram.
These results will be shown in the following section.

Incidentally, we can also estimate the effects of Ak,
which comes from the difference between the averaged
transfer and the true one. However, its contribution to
the total energy is smaller than that of Ah,.

V. NUMERICAL RESULTS
AND EXTREME CASES

In this section, we will be concerned with extreme cases
at first, and after that, we will proceed to more general
cases.

In the adiabatic limit; (z,5)>>1, we get Ag, <<1 and
X =1, as seen from Eq. (3.9), since in this equation Ang,
fx, and d; are the quantities of the order of unity, while
ey is proportional to ¢t. Thus, the electron is almost bare
with only a thin phonon cloud, and moving in a potential
due to the frozen phonon, so long as the frozen part can
exist. Since the Fermi surface is a circle with no nesting-
type instability, the region with small S /T is the SC state
with a very small gap. In this case, our gap equation Eq.
(4.13) gives the same result as that of the standard BCS
Theory.!> As S/T increases under the condition
(t,s) >>1, this state changes to the crystalline phase of bi-
polarons with a frozen phonon, at a certain threshold
value of S/T.

In the inverse-adiabatic limit, (z,s) <<1; on the other
hand, we can regard the first three terms of Eq. (2.2) as a
perturbation to the eigenstates given by its last term. In
this case, the e-ph coupling can be eliminated by the
second-order perturbation theory, and it results in an at-
traction between polarons as

(4.15)

/4.

h=— 2 t(l—l’)alt,al,,——(s —u)znlanlﬁ—sN/Z .
1

Ll',o

(5.1)

In other words, we can put Ag,=1 [or Ag(l)=8;0] and
X =1 in Egs. (2.12) and (2.21). That is, the electron is al-
ways a small polaron with no mass enhancement. Since
the Fermi surface is a complete circle we always have the
SC state except the special case with ¢ =0.

For other general cases, we have solved the equations
derived in Secs. IV and III numerically, and the resultant
phase diagram is shown in Fig. 4. Because of the great
mathematical complexities, we have assume that U =0.
However, the calculation is performed for all combina-
tions of T, S, and w. We can see that the phase diagram
is separated into the SC state (d; =0, f;,£0) and the bipo-
laronic insulator (d;540,f;, =0). Although we have
solved the equations for d; and f; under the coexistent
condition, we could not obtain a new energy gain due to
this coexistence. This is mainly because our Fermi sur-
face is perfectly round. We should also note that the SC
state, just on the 7-S and T-w lines in the triangle, is the
same as the metallic state.

In the adiabatic region, the boundary between the two
phases is given by S/T =1.47 (point C), while, as w in-
creases, the region of the SC phase expands in the phase
diagram, and becomes dominant in the region around the
 vertex except on the S-w line. In Figs. 5—8, we have
shown how the state changes according to the change of
/S (or w/T) when S/T is fixed at 5/3. As seen in Fig.
5, the bipolaronic insulator becomes more unstable than
the SC state at w/S ~0.3. This is mainly because the
moving displacement Agq (/) increases according to the in-
crease of w/S (or w/T) as seen from Fig. 6, and hence the
bipolaronic crystal is forced to melt. In fact, g also de-
creases as /T increases. It is also very interesting that
the reduction factor X, being unity in both limits, is re-
duced most distinctly in the intermediate region, where
the velocity of the electron is of the same order as that of
the phonon. In Fig. 7, we have shown half of the energy
gap (Dg/)w/S and (Fy )w/S(,kq denotes the Fermi level

on the 0Q line in Fig. 3). In the region of bipolaronic in-
sulator, (Dg ;)0 /S decreases as /S (or w/T) increases.
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Strictly speaking, this energy gap is somewhat larger than
the half of the true energy gap written in Fig. 7 by the
dashed line, which is obtained after calculating such a
density of states as shown in Fig. 1. However (Dg ;)0 /S
and the true energy gap have a same (»/S) dependence.

As for (Fy )o/S, it increases rapidly according to the
increase of w/S (or w/T). However, it takes its broad
maximum in the intermediate region S ~w (T ~w). This
maximum, although it depends on S /T, always appears in
the intermediate region, as far as the SC state is more
stable than the bipolaronic insulator.

In Fig. 8 we have shown the Ag, as a function p, where
we can see that the electron becomes a large polaron in the
adiabatic limit, since Ag, is finite only when |p | <<.
As /S (or w/T) increases, however, the components
with large | p | increase, and finally they become Ag, =1.
That is, the polaron shrinks its radius as o /T increases.

We have also clarified how the state changes along the
line (S+7)/w=1. As shown in Fig. 9, the transition
occurs at S/T ~2.1. According to the increase of S/T,
F ;‘o and Aq (0) increase, and X decreases as shown in Figs.

10 and 11. However, it is stopped by the phase transition.

VI. COLLECTIVE EXCITATION IN THE GAP

In this section we study the nature of the lowest collec-
tive excitation in the energy gap of the SC state, by mak-
ing use of the random-phase approximation (RPA). For
simplicity we consider this problem in the region around
the o vertex of the phase diagram, where 4 can be ap-
proximated as given by Eq. (5.1). Using the notation in-
troduced in Eq. (4.8), we can write A as

h= EkNZLZ,+Z{Z)+ ChoW+(h—ho),  (6.1)
k

_ -1 ot
(h—ho)=—s X N ‘a;+p/2,aatk +p/2 08—k +p/2,B9% +pr2atS 2 N7 filagaa vp+a_rpara—rir) ,
kK

kk'.p

S/T=5/3

(TOTAL ENERGY PER ELECTRON)/S

17 |
|
Z .6 g
as BIPOLARONIC
T INSULATOR __ | __
~ L SUPER-
‘ CONDUCTOR
1.7 ~ !
T S SR N B L1 1 L w/S
0.05 0.1 5 10

05 1
(PHONON ENERGY)/(e-p COUPLING ENERGY)

FIG. 5. The total energy per electron, ( H ) /NS as a function
of w/S calculated by Eq. (4.15). S/T =5/3, U=0.

K. NASU 35

T
BCS
SUPER-
c CONDUCTOR ' gipOLARONIC
SUPERFLUID
BIPOLARONIC
| INSULATOR
i T )

FIG. 4. The phase diagram on the “7-S-w triangle””. The ra-
tios between the three parameters are denoted by the lengths of
the perpendiculars from a given point to three vertices.

where the first and second terms are the Hamiltonian
within the mean-field theory and the last one is the fluc-
tuation therefrom. Since Ag, =1, F; becomes indepen-
dent of k, as seen from Egs. (3.6). From Egs. (3.25) and
(3.26), it is given by the following gap equation, (when
u =0),

1=(s/2) 3 N ' /(AE+FH)'/2 . 6.2)
k
The energy of the particle or the hole becomes
E(k)=(AEZ+F*)17?, (6.3)
while the fluctuation (h —hg) is given by
(6.4)
2
2 E m;ﬁtﬁ?g:li — SUPERCONDUCTOR
i 1
NE
£9 X
a5
i
2o
g3 %
5=
2 2 o — 1 Lo L w/s
g < 0.05 0.1 05 1 5 10

(PHONON ENERGY)/(e-p COUPLING ENERGY)

FIG. 6. The reduction factor X, the frozen and moving dis-
placements, g and Agq(0), as a function of w/S. S/T=5/3,
U =0.
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true half gap (dotted line) as a function of w/S. S/T=5/3.
U =0.

where f, =F/2&(k). What we will now calculate is the
lowest energy of the particle-hole pair creation above the
ground state given by the mean-field theory. Hence we
introduce the pair creation operator ( =py, ) as

t _51 t
Po=ZikipnZ _kips >

where k and p correspond to the momenta of the relative
|
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FIG. 8. The Fourier component Ag, as a function of p and
w/S. U=0. S/T=5/3. p=(px,px)-

I
motion and the center-of-mass motion of this pair, respec-
tively. According to the spirit of RPA, we rewrite (A-hg)
in Egs. (6.1) and (6.4) in terms of Z; and Z; and take up
to the second order with respect to py,’s. This calculation
is somewhat lengthy, but it is straightforward. We also
rewrite the first term of Eq. (6.1) by using py, and finally
get an effective Hamiltonian (=hgp, ) within the RPA as

hrpa= kEK(k,p)pippkp—s k% N~'[A_(k,p)A_(k',p)+ A (k,p)A(k',p)
54 y

P

+T, (k,p)T 4 (k',p) =T _(k,p)T_(k',p) pkppicp /2

—s 3 N~YIT ((k,p)+T _(k,p)][T 4 (k',p)+T _(Kk',p)]

k,k'.p
—[A_(kp)— A, (k) I[A_(K"p)+ A 4 (K'sp) 1} Phopkr, —p +Pk, —pPp) /4 (6.5)
K(k,p)=E&k +p/2)+&k —p/2), 6.6)
A+(k,p)=cos(d +p/2i¢k—p/2)yF¢(k,p)=Sin(¢k +p/2i¢k —p/2) , 6.7)
1 -—
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FIG. 9. The total energy per electron {(H ) /Nw as a function
of S /T, calculated by Eq. 4.15). (T +S)/w=1, U=0.
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FIG. 10. Half of the energy gap, F;:O and Dy, as a function
of S/T. (T +8S)/w=1, U=0.
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FIG. 11. The reduction factor X, the frozen and moving dis-
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U =0.

where the first term of Eq. (6.5) comes from the first term
of Eq. (6.1), while the second and the third terms of Eq.
(6.5) come from (h-hy). The second term gives the attrac-
tion between the particle and the hole, resulting in a
bound state within the gap. The third term denotes the
spontaneous creation and annihilation of pairs due to the
fluctuation. Since our true ground state is such that many
pairs are spontaneously created above the mean-field-
theory ground state through this fluctuation, the corre-
sponding true excitation operator (ET;) is also the linear
combination of py, and py _,, and it can be written as

= % [+ (kop)pky — ¥ ptt —sp)pie _p 1/(1 =y )12 .

(6.8)

Here p (k,p) and p _(k,p) are the normalized wave func-
tions that denote the internal motions of pairs and y,, is
the factor that denotes the strength of the spontaneous ex-
citation. This is nothing but the generalized form of the

'FREE PARTICLE-HOLE

—— o CONTINUUM’
LG -1.66
[+ i«
w w
Z22
w W
2a,
O &5
=< =
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= %
Q [
ﬁ ]

(4]

o /2 g
WAVE VECTOR, Px

FIG. 12. The relative energy of the collective excitation in
the gap of the SC state, Q,/2F. p =(p4,px), U=0.
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FIG. 13. The energy of the collective excitation Q, /T
and the gap energy 2Fw /T as a function of S/T. U =0.

Bogoliubov transformation. The energy of this excitation

(=Q,) is determined by the following equation of motion

+
QpT;:[hRPA’Tp] N (69)
combined with the boson approximation for py,:

[pkp,pZ’p']ZSkk'Spp' . (6.10)

The details of the calculation are shown in the Appendix
A, and the numerical results are shown in Figs. 12 and 13.
In the case of small T, T/S >>1, the problem becomes
simple since we can use the second-order perturbation
theory with respect to T, and can get an analytical solu-
tion based on the pseudomagnon approximation.?®!¢ The
details of this approximation are shown in Appendix B,
and its result is as follows:

Q,=[J*0)—J(p?]'?, (6.11)

J(p)=16t%5 ~1{ g2cos(p, )cos(p, )

+[cos(py)+cos(p,)]/2} , (6.12)

where p, and p, are the components of p.

As seen from Fig. 12, Q,=0 at p=0, and it has a
sound-wave-like dispersion in the region of small |p |.
In the case of weak coupling S/T >>1, as is well known,
the sound velocity is almost equal to the Fermi velocity.”®
As S/T increases, however, the velocity gradually de-
creases, and in the strong coupling case; S/7 >>1, (}, be-
comes an order of magnitude smaller than 2F. Moreover
it has a rotonlike dispersion at around p, ~, peculiar to
the superfluid type state. According to the criterion due
to Landau for the critical velocity of the persistent
current, the energy gap relevant to the superfluidity or the
superconductivity is Q. or Q0 and not 2F. As
shown in Fig. 13, the two excitation energies, {Q(, ,) and
2F, are almost same if S/T <3. However, they become
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come quite different with each other, since 2F increases
while Q,, ) decreases as S /T increases. In the very limit
of strong coupling, all electrons make singlet pairs (bipo-
larons), resulting in a Bose condensation. 2F, in this case,
corresponds to the pair breaking excitation, while Q(,
corresponds to the excitation that breaks only the coher-
ence between pairs without changing its internal state.
The results of our calculation show that this change from
the weak limit to the strong one is continuous. The possi-
ble region of pairing, being limited only around the Fermi
level in the case of weak coupling, gradually expands all
over the energy band as the coupling increases. That is,
the BCS-type state gradually changes to the superfluid-
type state. This is consistent with the results by Pincus
et al.,'’® Leggett,”! and Nozicres et al.2 However, they
did not explicitly show how the collective mode changes
its nature as S /7T increases.

It should be noted that the region of the aforemen-
tioned superfluid-type state is very small as marked in the
phase diagram, since it appears in the SC region with
S/T >3. Thus, we have clarified the interrelation be-
tween the BCS type state and the superfluid type state, as
well as their competition with the bipolaronic insulator.
That is, the strong coupling in the inverse-adiabatic limit
results in the superfluid type state, while the strong cou-
pling in the adiabatic limit results in the bipolaronic insu-
lator, as summarized in the phase diagram.

VII. CONCLUSION AND DISCUSSION

We have thus clarified the competition between the
SC-type order and the crystalline order of polarons in a
two-dimensional system composed of N sites and N elec-
trons, and the resultant phase diagram is given in the tri-
angular coordinate space spanned by 7, S, and w. This
triangle is shown to be divided into two regions; the SC
region and the bipolaronic insulator region. In the adia-
batic region near the TS line of the triangle, each electron
becomes a large polaron with a thin phonon cloud, and as
S /T increases its SC state changes discontinuously to the
bipolaronic insulator with a frozen phonon. As the sys-
tem approaches the w vertex of the triangle, however, the
polaron decreases its radius and the region of SC state ex-
pands in the phase diagram. It is also found, for the first
time, that the mean-field-theory energy gap of the SC
state for given S and T becomes maximum at the inter-
mediate region, o ~T.

The collective excitation within the energy gap of the
SC state is also studied by RPA, and it is shown that the
lowest excitation changes its nature continuously from the
BCS-type pair breaking excitation to the superfluid type
one as S /T increases.

Because of the mathematical complexities, we did not

|

take the effects of intrasite Coulombic repulsion into ac-
count; however, this effect will be clarified in the near fu-
ture. The reason why we have chosen the two-
dimensional lattice is only to shorten the computation
time, and hence an extension to the three-dimensional sys-
tem is trivial.

Since Chakraverty!” has conjectured about the possible
ordered states of a many-polaron system, various theories
have been published concerning the very strong e-ph cou-
pling in metallic systems.'®?* However, most of these
theories do not take into account three main characteris-
tics of the e-ph coupling; the possibility of the frozen dis-
placement, the possible change of the polaron radius, and
the residual interaction between the polaron and the new
phonon. According to our theoretical results, all three of
these parts are indispensable in order to cover the whole
region of the 7T-S-w triangle.

In the present calculation, we have fixed g in Eq. (2.19)
at 0.35, in order to make the Fermi surface completely
round. In the case of g =0, the Fermi surface becomes a
square as denoted by the dashed lines in Fig. 3, and the bi-
polaronic insulator will be always more stable than the SC
phase because of the perfect nesting of the Fermi surface.
This situation will be almost same as that of the one-
dimensional case which has already been clarified.?*
Hence, we can easily infer that the adiabatic phase boun-
dary, denoted by C in Fig. 4, will move toward the T ver-
tex as g decreases.

Since our theory is concerned only with the absolute
zero of the temperature, the thermodynamic nature of the
system is left unclarified. However, we can infer that the
transition temperature 7, of the SC state is of the same
order as that of Q. We are planning to extend our
theory to the finite temperature region, by including the
softening of the phonon as well as it possible anharmonici-
ty.!> Effects of the long-range Coulomb interaction on
the excitation spectrum of the collective mode should also
be studied in detail, but we leave this problem to a future
study.
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APPENDIX A

In this appendix, we solve Eq. (6.9), using Eqgs. (6.8) and
(6.10). Substituting Egs. (6.8) and (6.5) into Eq. (6.9), we
get the equation for p 4 (k,p) as

pk,p)=(K (k,p)zQ,) " 'sN =2 A_(k,p){[A_(P)]s —vF ' [A_(DP)]=)

+r+(k’p)[[r+(P)]i-+'}/pil[F+(P)]¢} )/2 »

where [ - - - 14 is defined as

(A1)
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(A2)

In this derivation we have neglected I" _(k,p) and A+(k,p) in Eq (6.5), assuming that p,(k,p) is an even function of k

with no node. Equation (A1), multiplied by p4(

S nilkpi=1),

k,p)(K (k

,P)¥Q,) and integrated over k, gives (note that

[[K (011 T =s([A_(P]{[A_(P)]: =77 TA_(P5} +[TL (P AT+ (@) +7, [T (P11 /2, (A3)
where [[ - - - 1]+ is defined as
[[K(p)]le= 3 N~ 'pi(kpK (kp) . (A4)
k
From Eq. (A3) we obtain
Y=+ (P +I_(p)—40%p)}'*—1,(p)—I1_(p))/20(p) , (A5)
Q,=({[I,(p)+1_(p)P—40*p)}'*+1,(p)—1_(p))/2, (A6)
I
where where { - - - ) denotes the expectation value of ... . In

L. =[[K@+—s{[A_@BA+ITL(P]}/2, (A7)
OP)=s{[A_P1[A_P]_—[T (P]L[Ti(p)]_}/2
(A8)

These equations for p+(k,p), v,, and Q, can be solved nu-
merically, by making use of an iteration procedure. In the
case of p =0, we can easily prove that yo=—1, Q,=0,
and p+(k,0) « K ~!(k,0), by using the gap equation for F;
Eq. (6.2).

APPENDIX B

In this appendix, we calculate analytically the excita-
tion energy £, in the limit of S/T >> 1, by making use of
the pseudomagnon approximation.!®?° In this limit all
electrons make stable singlet pairs (bipolarons), and hence
the excitation is concerned with the center-of-mass
motion of the bipolaron with no change of its internal
state. In this case the freedom of the system is only the
presence or the absence of a bipolaron at each lattice site.
It can be described by a pseudospin assigned to each site,
where the up-spin state corresponds to the presence, and
the down-spin one to the absence. Thus, we can rewrite h
given by Eq. (5.1) as

h=—sN— 32t —1I")s ~'{ [(0.5+SF)(0.5—SF)
Ll

+(0.5—S/)(0.5+S7)]

+2[SISP+SISt1y, (BD

where S7, S, and S/ are the Pauli spin matrices. The
first term of Eq. (B1) denotes the energy of the localized
bipolarons. The first bracket [ - - - ] in the second term
denotes the virtual transfer of a bipolaron through the
second-order perturbation of z(/ —!'), while the second
bracket [ - - - ] denotes the real transfer. Since our system
is composed of N sites and N electrons, there is no total
pseudospin

3 (sfy=0, (B2)
1

the SC state, the averaged pseudo-spin-density (S7) is
uniform and zero with no spatial order of spin, and hence
we tilt the z axis of spin 90° in the zx plane, and
transform S7, Sf, and Sf into S, S7, and S,y as

ST=—S8 Si=SFr, Si=St. (B3)
By this transformation 4 is given as
h=—sN—N 3 tXDs~
1
+ 3 4t
L

x[—S3i853+(S]S1+857857)/21, (B4

SI__ [+ISI, S1 __S[—lSy (BS)

Within the linear pseudomagnon approximation after the
Holstein-Primakoff transformation for S ,i’z, we can re-

place pseudospin operators as
Si—c, §7—cf, §isw.5—clc), (B6)

+ . .
where C; and C; are boson operators with the following
commutation relation

[CLCl1=bu - (B7)
Thus A can be rewritten as
H=—sN—2N 3 t*()s~
1
+ 3 421 —1")s !
Ll
x[cic+(ccr+clchyry . (B8)
After the following Fourier transformation
= ZN—I/ZCIe —ip-l ,
! (BY)

=3 4rX(Ds~le P,
!
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we can diagonalize 4 by using the Bogoliubov transforma-
tion and we finally obtain

h=—sN—NJOO)+ 3 Q,(rhr,+ 1), (B10)

k

where

Q,=(JA0)—J*p))'"?,

T =(C)—7,C_,)/(1—y, )2,

vp = {sgn[J (p) /T (0)][JHO)—J*p)]" 2 —J(0)} /T (p) .
(B12)

(B11)

From Eq. (B9), J(p) is given as shown in Eq. (6.12).
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