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We analyze the single-particle and collective excitations near the metal to charge-transfer insulator
transition, using the slave-boson technique. We show that the Mott transition can be interpreted as a
softening of an auxiliary Bose excitation. In the insulating phase the energy of the boson at zero
momentum is related to the jump in the chemical potential at zero doping. The dispersion of the collec-
tive modes gives rise to the structure of the incoherent Hubbard bands. A similar picture holds for the

single-band Hubbard model.

PACS numbers: 79.60.—i, 71.28.+d, 71.30.+h, 74.70.Vy

The one-particle Green’s function in Mott and charge-
transfer insulators has been a subject of renewed interest
following the discovery of the superconducting transi-
tion-metal oxides. In broad terms, the main features of
the insulating compound single-particle spectra are un-
derstood in terms of the Hubbard picture supported by
small-cluster and impurity model calculations. While it
is clear that doping modifies the spectral functions there
is no universally accepted scenario. In the rigid Mott-
Hubbard picture, the doping electron or hole occupies
preexistent states at the top or the bottom of the lower
and upper Hubbard bands, respectively [1]. In the
marginal-Fermi-liquid scenario new states are generated
upon doping inside the charge-transfer gap [2]. The ex-
perimental situation is still unclear [3].

In this Letter we reexamine this problem using the
slave-boson method and the large-N expansion. Our con-
tribution to this problem is as follows: (1) We first ob-
serve that at small doping, near the insulating regime at
half filling, the slave bosons have two well-defined disper-
sive modes, a mode analogous to the holon [4,5] in the
one-band system and an exciton mode which brings in the
finite-U (or charge-transfer energy) character of the
problem. In the insulating limit these collective modes
are not direct physical excitations of the system but ap-
pear as intermediate entities in several observables. They
are the hidden variables which provide a simple interpre-
tation for the incoherent features of the single-particle
and the optical spectra of the Mott insulator. (2) We
show that the Mott transition acquires a simple physical
picture as the softening of the exciton mode. This insight
is significant because there is no obvious order parameter
for the Mott transition, and therefore the standard
Landau-Ginzburg analysis is of no avail for identifying a
soft mode directly associated with this phase transition.
We show that, on the insulating side the energy of the
charge-transfer exciton mode is identical to the jump in
the chemical potential (Au) for adding or removing a
particle. A finite Au corresponds to a gap in the single-
particle excitation spectrum and is a criterion for insulat-
ing behavior. On phenomenological grounds, the copper

oxides are characterized by having a charge-transfer gap
to hybridization ratio which is smaller than that of all
known insulating transition-metal oxides. In this sense
they are close to the metal to charge-transfer insulator
transition and the existence of a soft mode is relevant as a
potential source of deviations from canonical Fermi-
liquid behavior. (3) In both Mott and charge-transfer
systems the doping introduces states at the top and the
bottom of the lower and upper Hubbard bands for elec-
tron and hole doping, respectively. However, these states
are new quasiparticle resonance states which are not sim-
ply related to preexisting states in the insulator. The
Mott-Hubbard picture holds as a result of the identity
between the jump in the chemical potential and the =0
limit of the exciton mode dispersion. The lower and
upper Hubbard bands and the optical absorption spectra
are simply related to the dispersion of the sound and the
exciton mode.

Most of our analysis is based on the solution of the
infinite-U extended Hubbard model, solved to next to
leading order in 1/N. We believe, however, that our con-
clusions are quite general and support this conjecture
with an analysis of the one-band finite-U Hubbard model
in the framework of the four-boson technique [6].

The starting point is the Lagrangian of the extended
three-band Hubbard model with SU(2) spin generalized
to SU(WV) flavors for the CuO, planes [7]:

L= _Zd,-t,(a/az +eDdig+ X piho(9/87 + €3 Piao

i,a,o

t
+X b18/87 b;— 2= 3 sgn(n) (phodioh +H.c.)

i,n,o
+i XA, [Zdit,dia+b,~*bf —N/z] : (1)

where a=x,y and n==*x,%*y, and A; is a Lagrange
multiplier enforcing the infinite-U; constraint on the
copper site. The b; is a slave boson whose expectation
value measures the hybridization between the copper
3d,2_ 2 orbitals (dJ) and the oxygen 2p, and 2p, orbit-
als (pxo,pys), and the hole representation is used. This is
a minimal charge-transfer model which at several points
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of the discussion will be supplemented by

Vi
Ho==2 Y didiphapins
N i,n,0,0

+ TV\;‘ i WZM, diLdio‘PiI,o’Piv,a , (2)
with V| and V', representing the direct and exchange part
of the nearest-neighbor Coulomb repulsion whose impor-
tance for the high-7, oxides has been emphasized by Var-
ma, Schmitt-Rink, and Abrahams [8]. The phase dia-
gram of the model defined by (L + H,) has been studied
recently [9].

The metal to insulator transition at half filling was first
discussed by Kotliar, Lee, and Read [7] form the point of
view of the fermionic quasiparticles. In the large-/V limit,
mean-field theory applies, Ao=i(};) and ro={(|6;])/~/N,
and the model describes three renormalized quasiparticle
bands @4,/ = (Cko.1,Cko.2:Cko,3) Of the hybridized copper-
oxygen orbitals Yo ; = (dko,iPko,xsiPke,y). When V=0,
the dispersions of the bonding and the antibonding bands
are  E (k) =(g,+es F R)/2  with RZ=(g,—&4)?
+16rétZyt and yf=sin?(k,/2)+sin’(k,/2), whereas
that of the nonbonding band E3=¢,. The renormalized
atomic level difference is A-=-sp—sd=sg—5,‘}—xo. The
parameters ro and Ao are determined by the mean-
field equations which minimize the free energy, Ao
=N"2x G/ RO f ik —fu) and r§g=73 —N,!
XY wdfix+vdfa), where Ny is the number of unit
cells, fix =f(E;(k)—u) are the Fermi distribution func-
tions, and u? (v@) =(1 £ A/Ry)/2. The mean-field equa-
tions can be solved analytically to conclude that a
second-order Brinkman-Rice transition takes place at a
critical value of the charge-transfer gap (&) —&3).
=4t,,4(ﬁ-)'/2 where )»6=AC=2I,,,;()72-)'/2 and yf=N,"!
XX YRf 1k =1/2+2/n* This transition is similar to the
Brinkman-Rice transition if we identify the bare charge-
transfer gap E =g —&J with the Hubbard U. Close
to the critical point ré vanishes according to ré
=[Gy yHI(E, —E)/tpa at half filling. Here v
=N, ' 2 yifix =5/8+4/x% It is important to em-
phasize that, on the insulating side (E > E.), the chemi-
cal potential jumps discontinuously as one goes from hole
to electron doping: Au=io(6=0%)—1o(6§=0") char-
acteristic of a Mott insulating state. This quantity is
given by

Au=(E2=161278) *=|ro—Al (3)

and vanishes at the metal to insulator transition as E ap-
proaches E. =4tpd()7z)'/2 from above according to Au
« (E—E.)'2. The compressibility vanishes as dn/du
F—F..

We mention in passing that in the presence of the
copper-oxygen repulsion term H, the minimum value of
1,4 to sustain a metallic state is increased by V| and de-
creased by V', which enhances the p-d hybridization by a
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factor x=1+XoV2/4154. For V| <V.=1.751,4+0.73V>,
the Brinkman-Rice transition remains second order and
Ap =|Ao—A/k| vanishes at the transition where xA§=A.,.
For V1 > V., the Brinkman-Rice point becomes the origin
of a first-order transition line ending at another second-
order transition point at finite doping, around which the
model exhibits phase separation [9].

We now discuss this transition from the point of view
of the Bose degrees of freedom. This picture, which is
dual to the fermionic picture, illuminates a different as-
pect of the Mott phenomenon. To this end, we focus on
the half-full limit §— 0*. The action for the Bose de-
grees of freedom is obtained by integrating out the p and
d fermion excitations from .£. It has a very simple form
in Cartesian gauge. Denote b,6M=b,b")/VN; then
Ly=N2q0,b"(Qi0) [ —iw,+ro—T,,(q,iw,)]1b(q,iw,),
where I1,4 is the usual interband polarization bubble,

l'l,,d(q,iw,,) =4tpzd yk+q/(iw,, +A),

Yerq=N,"! Zk‘. Ye+aS 1k -
We obtain the Bose field propagator

NG (qui)6 1 (qyie)) = —22

i, — g

Zq

iw, — 0g

+ , 4)

with Z§=—(0§+A)/ (0§ — 0f), a=p=s,e. The poles
in the propagator (4) define two collective modes @* and
¢ corresponding to the holon and to the charge-transfer
exciton, respectively. The general dispersion of the
modes is given by

wgt=1Mo—A)* F[(o—A)2+4r0a0 ()],
which simplifies in the large-charge-transfer-gap limit
into
AoA
Ao—A

AoA
Ap—A

.= a(q), w§=ro—A+ (@, )
and Q(q) =1— yf+o/vF =Q/n*) y3/y} < ¢? for small q.
Therefore, in the hole-doped case (§— 0%), w§ <0 and
wgq> 0, whereas this situation is reversed for electron
doping (6— 07) where wg>0 and wg<0. Note that
for §>0, Ao=egl—ed— t,,Zd/(s,(,) —¢J) is large and
A =g, — g4 is small. The opposite is true when 6 <0. We
will see in the following that the one-particle spectra are
reconstructed by convolving the Bose spectral function
with the spectral function of the fermions. The fermionic
spectral function changes discontinuously as we go from
positive to negative doping. The reversal of roles (and the
discontinuous change) of the two modes as we go from
6 =0 to =0 is necessary to insure the fact that the in-
coherent part of the spectral weight changes continuous-
ly, and in particular has the same limiting value form
6=0% and §=0". The modes disperse over a charac-
teristic energy scale 1 =17,/(ey — €J). Expressions (3) and
(5) establish that the energy of the charge-transfer exci-
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ton is identical to the jump in the chemical potential as
one goes from hole to electron doping: Ay =wg=¢. This
statement holds for V270 where Ay =wg=o =TAO—A/KI
and will be verified in the context of single-band Hubbard
model with finite U.

At moderate hole concentration, the system forms a
neutral Fermi liquid and the holon mode smoothly crosses
over to the usual zero sound mode in the long-wavelength
limit [5], which would show up in w§ had we kept the
next to leading order in r¢ contributions. In addition, in
the presence of a finite intra-atomic repulsion V), exci-
tonic effects emerge and the energy of the charge-trans-
fer mode is reduced upon doping @¢=o== [(Ao—A/x)?
—8réroV 12

At finite doping, the modes wg** appear as poles (which
turn into resonances by including the damping effects) in
the density-density and stress-stress correlation functions,
identifying themselves with the collective modes of the
strongly correlated metal. However, near half filling, for
E > E,, these collective modes have a vanishing (=rd)
spectral weight, as direct excitations in the response func-

tions.

At this point the modes appear as poles in the Bose
propagators which are auxiliary quantities. Physical
quantities are obtained as convolutions of these entities
with fermionic or other bosonic excitations. To relate
these modes to observables we compute the optical ab-
sorption in the insulating limit. The current operator is
given by (e=h =1),

Jia=ipa/2) b it apot Pi-ano) —cc].

The optical conductivity is determined by the imaginary
part of the current-current correlator

M,(q,7)=—(T.JJ(q,7)J:(q,0)),
Reo(q,0) = —ImlIl,(q,0)/w],

which can be evaluated using our Bose field propagators.
For 6— 07, the only nonvanishing contribution comes
from the 1/N corrections, which involve a convolution of
boson propagators with an interband fermion bubble. We
found

]
Mpa - 1
Reo(q,0) = 2U=yliq-p) | ———8l0—A2—0)) +(0— —w)|. (6)
2NN; “p 0—A—wp
Clearly, in the insulating limit for §— 0% the exciton |
mode gives rise to the continuum in the optical spectrum 1 ol
whereas the sound (holon) mode is completely screened Ai(w)= 2 8w —est0§)|Zgl. M

out at half filling. The opposite happens for §— 0~ and
the roles of the holon and the exciton modes are inter-
changed, but one reconstructs the same incoherent spec-
trum. The onset of absorption at this order (1/N) begins
at Au +A=2%0(6=0%) and this can be understood as an
optical transition between an atomic sharp level and a d
level which is broadened (i.e., our Feynman diagram de-
scribes a transition between the incoherent part of the d
Green function and the bare p level). In the next order
O(1/N?), we find the optical gap equals Au=|ro—A|
[10]. At finite positive (negative) doping, the screening
of the sound (exciton) is no longer complete, because all
modes (* wg, £ w§) start to be present in the boson
propagators. Moreover intraband processes have to be
taken into account. Eventually absorption develops inside
the insulating gap.

Even though wgq is not involved in the current-current
correlator in the zero-hole-doping limit (§=0%), it is
essential for the understanding of the single-particle spec-
tral function which appears in the photoemission and in-
verse photoemission spectrum. The spectral density on
the copper site is Az(w) = —2/aN sgnwImG,(w), where
Galiw,) =FT[—{d;(z )b (z)b;(0)dT(0))] is the Green
function for the physical d fermions. In the limit §— 0
the quasiparticle contribution of order 1/N° vanishes and
As(w) is given by the first 1/N correction considered by
Sa de Melo and Doniach [11] and Pattnaik and Newns
[12]). Following their analysis, we obtained

NN; ga

The momentum summation in (7) spreads out the § func-
tions giving rise to two broad continua synonymous with
the upper and lower Hubbard bands. Their positions are
determined by the arguments of the & functions which for
§— 0%, A= 41‘,24‘}72-/(83—62)<<7»0, are given by &; — wg
=g +A0(q) and & —wé=el+All—a(q)]. For &
— 07, A= 4t,,24 )72-/(3,(,) —e9) <A, we obtain g — g
=g, —2o0(q) and g —wi=e)—Aoll —Q(q)]l. 1t is
clear now that both modes are essential to construct the
spectral function. The spectral density is schematically
depicted in Fig. 1 which shows that in the p-d charge-
transfer system quasiparticle states are introduced at the
top of the lower (Cu**) and at the bottom of the upper
(O™ 7) ionic bands for electron and hole doping, respec-
tively, resembling the Mott-Hubbard picture from the en-
ergetic point of view. The quasiparticle states which are
induced by doping, however, are strong coupling limits of
the Kondo resonances [13] describing states which have
no analog in the insulating state. The spectral weight as-
sociated with the quasiparticle states increases with dop-
ing. Therefore the effect of doping is not a simple redis-
tribution of spectral weight among states which existed in
the insulator but causes a drastic modification of the na-
ture of low-energy excitations, contrary to the rigid
Mott-Hubbard picture. They form the narrow quasipar-
ticle band E,(k) of width ~8rét2/A around the renor-
malized level g; with a Luttinger Fermi surface and give
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FIG. 1. A schematic picture of the single-particle spectral
density in the charge-transfer model given by Eq. (7) in the in-
sulating limit (solid lines) and upon hole doping (dashed line).
The bare and renormalized energy scales are indicated and
Ap=w§=0=||Ao—A||. The width of the continuum is deter-
mined by the dispersion for the modes at the zone boundary

Q=(mn).

rise to the dispersive features observed in angle-resolved
photoemission. Thus the closing of the charge-transfer
gap is equivalent to the softening of the exciton mode at
zero q. The picture outlined in this paper is not restricted
to charge-transfer systems or to the large-/V expansion
which was used to derive the results.

To confirm this conjecture we analyze the one-band
Hubbard model with finite U following the functional in-
tegral approach introduced by Kotliar and Ruckenstein
[6] based on four auxiliary bosons representing the empty
site e, the double occupied site (doublon) d%, and the
single occupied site ps, c=1,!, and three Lagrange mul-
tipliers A; and Aj,.

The mean-field analysis [6,14] in the paramagnetic
case at half filling shows a metal to insulator transition at
U =U(E8le(8=0)| where ¢ is the unrenormalized kinetic
energy. On the insulating side (U > U,) the mean-field
values of the Bose fields are given by the self-consistency
equations in the small doping limit [6,14,15]. Similar to
the charge-transfer model, the jump in the chemical
potential from hole to electron doping is given by Au
=Ag(6=07)—=Ao(6=07)=U¢, where ¢(=[(U-U.)/
U] 1/2.

To study the Gaussian fluctuations and the collective
modes it is essential to notice the absence of a full radial
gauge, an observation due to Jolicoeur and Le Guillou
[15], i.e., it is not possible to transform all the phases of
the four Bose fields to the Lagrange multipliers. At least
one boson, taken to be e; in the following, maintains its
own phase. In the following we shall partially follow the
notation of Ref. [14] extended to correctly include both
the e and e’ fields. At the Gaussian level, the charge
fluctuations decouple from the spin fluctuations and are
described by a 6 x6 matrix D(q, ) of the propagators for
2012

the fields a;(q,0) =(Ry,Ay,dq,p3. g, AJ) With g =(q,0),
Ry=es+el,, A,=e;—ely, pi=17(ps1+py), and A]
=3 (Agt+Agq1). To determine the energy of the exciton
mode in the insulating limit (U > U,), we focus on the
limit q— O of the inverse of the Bose propagator D ~'.
The evaluation of the determinant of D ~!'(q=0,w) is

straightforward and gives
detD "' =2d¢{— w?+(ed —d§)/d§1*[(Uc/4) + 1013 .

The collective mode arises from the poles in the Bose field
propagators, which is determined by detD ~'(0,w,) =0,
so that by using the mean-field values eg, do, and Ao as
given in Ref. [14], one obtains w, =Au =[UWU —U,)] 12
in agreement with the analysis of the charge-transfer
model.

To conclude, we have shown that the slave-boson tech-
nique provides a simple picture of the finite-U and finite-
charge-transfer-energy aspects of the strong correlation
problem. The physics of the Mott and the metal to
charge-transfer insulator transition as well as the distri-
bution of the single-particle spectral density can be un-
derstood in terms of collective bosonic excitations which
evolve into the physical collective modes in a strongly
correlated metal upon doping.
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