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Standard-basis-operator (SBO) Green’s function equations of motion are developed in the
random-phase approximation (RPA) for a general Hamiltonian characterizing interacting systems
having discrete energy levels. It is shown that the RPA equations have the same algebraic struc-
ture as the chain-diagram equations in the perturbation theory of SBO Green’s functions. The
earlier problems of redundancy and failure to satisfy the monotopic restrictions in the calculation
of autocorrelation functions are resolved. Ratios of RPA autocorrelation functions can always be
determined from commutator equations from which thermal average energy-level occupation pro-
babilities P4 associated with state |B) are obtained. Using the properties of the SBO, a very sim-
ple derivation of an explicit formula for Py is given for an important class of Hamiltonians, which
includes the Hubbard s-band model and the Heisenberg ferromagnet. This derivation completely
avoids the use of complicated methods such as the moment generator used to solve equations
coupling average moments of the spin operator §Z in ferromagnetic and antiferromagnetic sys-
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tems.

I. INTRODUCTION

The equation-of-motion method using double-time
temperature-dependent Green’s functions!? has re-
ceived widespread use in various approximations to
predict the thermodynamics of condensed-matter sys-
tems. A linearization scheme often used to decouple
the Green’s-function equations is the random-phase
approximation (RPA). The RPA is the simplest ap-
proximation yielding interaction dispersed excitation
energies, and it has been used with notable success in
describing over a large temperature range the
thermal-average properties of interacting systems.

In magnetic insulators with simple single-ion
energy-level structure, early RPA Green’s-function
calculations appeared to yield a unique set of equa-
tions which determine the autocorrelation functions,
in particular the thermal-average moments of the Z
component of the single-ion spin operator.>* Apply-
ing the RPA to more-complicated systems, for exam-
ple, the Heisenberg ferromagnet with uniaxial single-
ion anisotropy, which has received a great deal of
theoretical attention for spin 1,°7% it became apparent
that the RPA may lead to inconsistencies. The exact
nature of the inconsistencies is most clearly manifest-
ed in the operator formalism originally introduced in
the atomic representation by Hubbard to calculate the
excitation spectra of various approximations to his
tight-binding Hamiltonian.” These operators were
later reintroduced and developed by Haley and Erdos
as the standard-basis-operator (SBO) method in the
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Green’s-function equation-of-motion technque’ (re-
ferred to as I). In I it is shown that single-ion terms
can always be treated exactly in any decoupling
scheme when using Green’s functions of SBO, thus
solving one of the earlier problems of decoupling the
interaction terms in a manner consistent with the ap-
proximate treatment of single-ion terms. This preb-
lem was first solved for the spin-1 anisotropic fer-
romagnet by Murao and Matsubara® using com-
ponents of the quadrupole-moment operator; but in
contrast to the SBO method their approach is not
readily extended to complicated systems with many
levels. Applying the SBO formalism in the RPA to
the troublesome spin-1 anisotropic ferromagnet, Haley
and Erdos found that, as in the Murao-Matsubara ap-
proach, the SBO Green’s-function equations generate
an overcomplete, or redundant, set of equations for
the corresponding autocorrelation functions. It was
demonstrated in I that even when the anisotropy was

" set to zero the redundancy prevails, and leads to

nonunique values for (52). Furthermore, the RPA
autocorrelation function equations for the spin-1 prob-
lem appeared to violate certain multiplication values of
the SBO, referred to as "monotopic restrictions."
Diagrammatic techniques have been developed by
B. Westwanski'® and by Yang and Wang'' using
temperature-dependent Green’s functions of SBO.
The latter authors applied their method to the
spin-1 Heisenberg ferromagnet with single-ion an-
isotropy and showed that by carefully collecting all di-
agrams to first order in their perturbation parameter,
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the reciprocal interaction volume, that the monotopic
restrictions were not violated to that order.'> However,
they did not solve the redundancy problem, but select-
ed a certain coupled subset of equations to determine
the autocorrelation functions. [This point is discussed
in Sec. III following Eq. (3.20).]

Standard basis operators provide the most detailed
and fundamental matrix representation for Hamiltoni-
ans modelling systems with discrete energy levels.
Since all Hamiltonians expressed in terms of SBO
have identical algebraic structure, and since the SBO
form a closed set under one simple multiplication rule,
‘these operators are particularly useful in formulating
model-independent approximation schemes for in-
teracting systems. In fact the nature of the SBO is
such that it yields maximum information with
minimum effort.

In view of the recent use of SBO Green’s functions
in the RPA for describing the excitations and the ther-
modynamics of transition metals,*~!° and actinide
compounds,'®!7 analysis of the general RPA equations
using SBO formalism seems appropriate. In this pa-
per, a systematic procedure for determining solutions
of the RPA equations consistent with the monotoprc
restrictions is presented.

II. HAMILTONIAN AND SBO GREEN’S FUNCTIONS

The properties of standard basis operators have -
been given in detail in Hubbard IV® and in Haley and
Erdo (I). In this section I cite for convenience some
of these properties and develop a generalization of the
RPA equations appearing in I for the double-time
temperature-dependent Green’s functions formed
from SBO. The SBO are defined by

Lie=|la)a] , N ¢R))

where the complete set of functions {|/a}} for
I=1,...,Nand a=1,
the ion /in state . The set of states chosen is arbi-
trary, but as discussed in Ref. I and shown here, the
best choice is the set of orthonormal effective-field
states, which is assumed throughout the paper.

From (2.1) is follows that the multiplication rule for
SBO is

I:fxa'l’:éi'ﬁ = SQ’B'L\LB . ' (22)
Using (2.2) and the basic symmetry properties of the
single-ion wave functions it follows that

(Lo Ligle=8"(8uplly = 8uslpye) . (2.3)

The plus sign is used if both operators have fermion
character, and the minus sign if one or both operators
have boson character. The SBO lffm' has fermion
character if the difference between the number of
electrons in state |/a) and in state |/a’) is odd, and it
has boson character if this difference is even.” Thus

., D are the state vectors of .

the oplerator LAZM for a # o' can have either character,
but L,, is always of boson character. The diagonal
SBO satisfy the normalization condition

Sl =1 . (2.4)

i
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I consider a general Hamiltonian H consisting of
single-site and two-site interaction terms for systems
having a finite number of discrete energy levels. As
in I, H has the form

=30
fil

with JL =0 . (2.5)

+ L3 S
2 &l g'\m

The matrlx operators Af and B are elements of the
set {A/ f= N/,Bg,g =1, , N} necessary to
form the Hamrltoman. The superscrrpts denote the
site (ion) ,,m =1, ..., N. The scalars A} are the
effective-field strengths, and Jé;” are the interaction
constants.

In terms of SBO defined in the effective-field states
the Hamiltonian (2.5) takes the form

2 2 Wﬁ"n vy AiL'#AE:nV

uulvvm

AT
ol

+ (const) , 2.6)

where AL, =L, —8,.(L,,) is the fluctuation
operator introduced for convenience for all operators,
even though we define AL,,=L,, for u # M' The
single- system effective-field energies are 5;» = e# + Cn
with n/, the number of electrons in state |/u), and
the chemrcal potential. The combined intersystem-
interlevel coupling constants W,L uvy'> ATE given by

win = ZJ;gBi +Bs .7
88

wpoov = W::'Et-v
in which double subscripts have been replaced by the
notation p=(u, u) and u*=(u', u). Whenever the
subscripts are arbitrary, this compact notation will be
assumed throughout the paper. The constants B are
matrix elements of B in the effective-field states.

In the compact subscript notation, the two-operator
retarded SBO Green’s function is defined by’

G (1 =) = ((LL(D]L]. (1))

—i{(lLo (), L7 ()]s) fort > 1,
= ? 2.8)
0 fort <t ’

where the bracket (- - - ) denotes a thermal average.
The spectral representation of this SBO Green’s func-
tion has the equation of motion



EG:’;-; (E) = (1/217) <[’LZ,I’::+] t)
+ <<[L‘;,191_12,;’+>>,; , (2.9)

and it is related to the corresponding time-dependent
correlation functions through the relation!

(L (O Lo ()
- S LG & =i0) -G (£ +i0)]

X fE(E)e =1 (2.10)

3
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where

E/k
rEE) == Q.11
Introducing an operator-character parameter nl’,“
defined by the commutator equation

LiLh =oiLiL,

Mvplop

for | #n (2.12)

it follows from Hamiltonian (2.6) that the Green’s-
function equation of motion (2.9) is

(E - Ae’)G"’"+(E)——1—([LZ,1:Z'+]+)+ 2/(([V§’w(nl{‘ar#)ifm —na v LR VAL, | L)) g
+ 3 = DWW+ WD L) ((LaALU LG )Y g
2 3w (nznzt =1 (AL ALLLL L)) e } (2.13)
Kb
L
where §mm
_ n nm nl Y im
nl In 1 nl In In (E Aea)GuB AP 2 aB+ 2 V (+)G"ﬂ+
Vu,v(nv,p,)=7(Wp.,v +nv,p.Wv,p.)
(3.2)
and (2.14)
where
el=Aely=€l—¢€l . APZ =P, %= P,, with Po=(L..) . (3.3)

For Hamiltonians of the form (2.5) in which the in-
teraction does not mix operators of different character,
the last two terms in Eq. (2.13) are absent. In these
cases, which include the Hubbard Hamiltonian" and
spin Hamiltonians, the signs of all - 7;,,# appearing in
Eq. (2.13) will be identical, in agreement with Hub-
bard IV.°

III. RPA EQUATION AND SOLUTIONS

The simplest linearization of Eq. (2.13) is the ran-
dom phase approximation in which thermal fluctua-
tions of the SBO appearing on the left-hand side of
the three-operator Green’s functions are neglected,
ie.,

(Lo AL L)) e =8, (L0 ) Gl (B)

3.1

noting that (A[fi) =(0. The assumption that

(L) << (L,,) is reasonably justified only for SBO
defined in the effective-field states. Applying (3.1) to
"(2.13), and noting that only excitations of the same
character are coupled,’ yields the RPA equation

The upper or lower sign is chosen according to
whether I:Za‘ has Fermi or Bose character, respective-
ly. The most-general linearization possible for Eq.
(2.13) is easily constructed in terms of SBO by apply-

- ing the method of Roth,'® in which the arbitrary

linearization coefficients can be evaluated in principle
by conserving the second moment of the spectral in-
tensity function.!*?° Unfortunately, the resulting
Green’s-function equations of motion cannot be
solved analytically for systems with many levels. In
contrast, analytic solutions can often be constructed
for the RPA equations (3.2). The remainder of the
paper deals with solutions of the RPA equations.

For systems fixed on a translationally invariant lat-
tice, Eq. (3.2) is simplified by Fourier transforming to
the momentum representation. Using the transforma-
tions defined in I gives the RPA interlevel matrix
equation in k space

(E—8e) Gl = APE|S—bust 3 VA, |

)Gt
(3.4)
where explicitly
Vk

IX+. v

(F) = %2(1;,, F U BELBE (3.5)
88
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Generalization of Eq. (3.4) to the case of multiple
sublattices, such as in antiferromagnets, is straightfor-
ward, and is found in I. For the lower sign case, the
RPA equation (3.4) is algebraically analogous to the
equation for the SBO Green’s functions obtained in
the diagram technique of Yang and Wang by summing
over the chainlike diagrams.!! If the averages P, are
replaced by D, = (1:,,‘,)0, where D, is an ensemble
average taken with respect to the effective field Hamil-
tonian, Eq. (3.4) becomes identical with their chain
formula. '

In general, for systems having p levels, Eq. (3.4)
couples p(p — 1) Green’s functions together. An ana-
lytic solution of this RPA equation by inversion of the
interlevel matrix of dimension p(p —1) is only feasi-
ble for systems with p very small,”?! or when many of
the coupling constants V’;+ , are zero.'® A much
simpler approach is to make use of the explicit form
of the coupling constants in terms of the matrix ele-
ments B?.

Introducing an interlevel-averaged Green’s function
defined by

8. (g) =3 BSG i (3.6)

v

and operating on Eq. (3.4) with 3 _B% (E — Ae,) ™!
yields the coupling-constant matrix equation

: o 1 X
KZ[Sgg'~Xk(g ,g)]92+ (g =ﬁzﬂ+(g) . 37D

The inhomogeneous term is given by
Zﬂ+(g) =Bf; APﬁI (E - Afﬁ)il , (38)

and X*is a matrix with elements
X4g'g) =3 V5, () BEAPE (E —Ae) ™!
“ (3.9
with

Yt (g) = % S Ul FIHBL, (3.10)
f

The functions 92+ (g) are determined by inversion
of a matrix-of dimension N,. Substituting the result-

ing expressions for 9;+ into Eq. (3.4) gives the com- -

plete solution of the RPA equations for all G’;B+. The

advantage of this approach is that often

N, <<pp-1),o0r X*is a diagonal matrix. In either
case, Eq. (3.7) is easily solved. For example, in the
Heisenberg ferromagnet the coupling constants that
determine the RPA quasiparticle excitations are

Ve, =—gT*b28, a (.11
and the matrix X* is of dimension one. The parame-
ters in Eq. (3.11) are given in the Appendix, where
the Heisenberg ferromagnet with arbitrary spin S is

treated. In the Hubbard model quasihole excitations
are mainly determined by??

V’;ﬁy =2Té‘g'(a’lcg'fla)(vlcg’lv’) , (3.12)
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where ¢/ creates an electron in atomic orbital g,
characterized by some appropriate set of quantum
numbers. For example, g = (/,m, o) for a single-
electron orbital, where /is the angular momentum, m
is the orbital projection, and o are the electron-spin
quantum numbers. Similarly for quasielectron excita-
tions

V’;+.V == 3 Todwlcf[v) (&' |cg]@) . (3.13)
g8’

For the Hubbard s-band model, V’;+ . = =T and the

matrix X* is diagonal. In other cases, a reasonable ap-
proximation of the hopping matrix elements 7% can
sometimes be made, which greatly reduces the prob-
lem of inverting the matrix X*.!

As an illustration of the problems arising in the
solutions of the RPA equation (3.4), I consider the
class of Hamiltonians for which the matrix X* is diag-
onal, i.e., X*(g,g") =8,,X*(g), and for which each
given set of level indices (a, ') has at most one
nonzero matrix element B¢« associated with it.
This class includes the anisotropic Heisenberg fer-
romagnet and the Hubbard s-band Hamiltonians.

For the cases under consideration, the solution of
Eq. (3.7) is given by

1
k ok =
B+ 93+(g)_27r Zﬂ+(g)
X|1=3 Y, (g)BSAPS (E —Ae) 7| ,

(3.14)

where g =g (8, 8). Since there is only one g associat-
ed with each (B, 8') the g designation will be
suppressed in the sequel, but it should be remem-
bered that g (8, 8') restricts the sum over « in the
denominator of Eq. (3.14). .

Clearing fractions in Eq. (3.14) gives 9;+ as the ra-

tio of polynomials in E, the numerator being of one
degree less than the denominator. The roots w/ of
the denominator are quasiparticle excitation energies
between states in the bands formed from the interac-
tion dispersed effective-field levels €,. Assuming that
these roots are distinct, or at worst degenerate at a
few isolated points in k space, Eq. (3.14) may be ex-
panded in partial fractions.? This expansion gives

§h =Qm'BeAPF J R (k) (E—wp)™ . (3.19)

The excitation energies w/ are determined from the
characteristic equation



IT(E—-w))=TI(E —Ae)
=3 v, (g (BBLD AP
x I (E —Ae,) (3.16)

vEa

where J],.,(E —Ae,) is the product necessary to
clear fractions in Eq. (3.14), excluding the term
E — Ae,. The functions R (k,r) are defined by

Ri (kr) =TI (0f — A€,)
vER

-1
X 1'[~(mkf—wk")] . 3.17

r'Er
They satisfy the normalization

SRy (kr)=1 forany B . (3.18)

Substituting expression (3.15) for 9;+ into (3.4)
yields the interlevel Green’s function

AP[

G’;ﬁ+ = 5,,43(E - AEC,)_l + V’;+'BAP51-

e E_Iiﬁg.k_’r_)_[(E_w;)—l

r wl:_Aea
—(E—-Ae)7'1| . (3.19)

When V‘;+ﬁ =0, the only nonzero Green’s function
is G’;a+ which has an effective-field pole Ae,. The

reason is that the RPA equation of motion (3.4) con-
tains only terms to linear order in the matrix elements
B, of the interaction Hamiltonian, which does not
directly connect levels « and o' if Byo=0. To
_disperse such an excitation, a higher decoupling in-
volving powers of the interaction Hamiltonian would
have to be used. Effective-field excitations, also
present in diagrammatic methods,'>?* are due to ap-

proximations.
J

(L“;LL‘ o) =APE[8"8,5f*(Ae,) +APFNT',

Examination of Eq. (3.20) shows that it gives an over-
complete set of nonlinear algebraic equations for the
autocorrelation functions (L.Lp) which determine

the set (P4} of thermal-average occupation probabili-
ties. The source of this redundancy is that Pg= (I:BB)
can be} calculated from any autocorrelation function
(LpaLlog) for a=1, ..., P, except a=p. This
redundancy exists in any order of approximation, in-
cluding an exact calculation; however, in the latter

Vh e Ralkr)
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The surprising feature of Eq. (3.19) is that when
Va+’;¢ 0, the Green’s function G’C‘m+ may have

poles not only at the dispersed excitation energies wy

. but also simultaneously at the effective-field excitation

energy Ae, . It can be shown using the characteristic
equation (3.16) that this mixing of dispersed and non-
dispersed poles in G’;a+ occurs whenever there exists

degeneracy in the effective-field excitations appearing
in Eq. (3.16). Such degeneracy occurs in the isotropic
Heisenberg ferromagnet, and in the Hubbard s-band
model in the limit of vanishing electron-electron in-
teraction I for electrons on the same site. In the ab-
sence of effective field excitation degeneracy, for ex-
ample the Heisenberg ferromagnet with single-ion an-

"~ isotropy [see (A13)], the poles of G* . and G*, are

identical and dispersed. However, the numerators are
quite different; thus these two Green’s functions gen-
erate different correlation functions.

In inhomogeneous media one might expect poles of
the single-ion type to represent an approximation to a
localized excitation due to scattering of a wavelike ex-
citation. However in the homogeneous media con-
sidered here, these poles appear to be spurious. They
should be present only in the limit as the interaction
goes to zero. In this limit the dispersed excitations
reduce directly to the corresponding single-ion excita-
tions.

In contrast to the spurious pole situation in Gia+

when V*, 0, the averaged Green’s function 92+

given by (3.15), which is a linear combination of only
the interlevel Green’s functions for which Ba+ #0, con-

tains only dispersed poles w/. These averaged Green’s
functions play an important role in calculating correla-
tion functions in Sec. IV, but first I consider what
happens when Eq. (3.19) is used to determine such
functions. '

Thermal averages of single-ion operators are deter-
mined from the correlation functions associated with
G™. Substituting (3.19) into (2.10) and transforming
back to coordinate representation, the time-
independent correlation functions are determined in
RPA by the interlevel equations

[ (wf) — f=(Ae)le T (3.20)

r
k,r Wy _‘Aéa

1
case any complete set of (LgoLng), with the normali-
zation condition (2.4), gives a unique value for all Pg.
This is easily demonstrated by neglecting the interac-
tion part of Hamiltonian (2.6), in which case the first
term in (3.20) represents an exact solution for the
effective-field Hamiltonian.

In approximations of higher order than the
effective-field approximation, the equation-of-motion
method and the diagrammatic-expansion method can
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treat different interlevel excitations to different orders
of approximation. For example, in the Heisenberg
ferromagnet B+ s =0, but Bg,=0 for |B—a| > 1;
thus Eq. (3.20) has a completely different algebraic
form in determining };3 = (L poL o) for B—al>1
from its form in determining Pg= (Lgp1L1,6).
One obtains different results if PB is used instead of
Pg in calculating thermodynamic parameters. This
lack of uniqueness also prevails in the diagrammatic
technique of Yang and Wang.!! In their treatment of
the spin-1 Heisenberg ferromagnet'? in complete set
{Pl,PO,P 1} where 1,0,1 label the projection states of
SZ, was calculated, but P! = (L{_|L";,) was ignored
because the Green’s function which determines P’ is
not linked with the set of Green’s functions which
determine {P,,Py,P_;}. It remains to be shown in the
diagrammatic method that P; can be calculated equal
to Pg. Also in the RPA equation (3.20), the P;; are
not linked to the Pz when the Hamiltonian does not
contain matrix elements between nonadjacent states,
i.e., when Bg,=0 for [8—al > 1.

In addmon to the autocorrelation functions
(LB,,L )y which determine {Pg}, Eq. (3.20) contains
(LBsL s ) with a = B. In accordance with the multi-
plication rule (2.2), referred to as the "monotopic res-
triction" in I, all functions (I:Zfﬁlfi,,‘) =0 for a # 8.
However, applying the multiplication rule to Eq.
(3.20) shows that this equation is not satisfied for
a # B, unless AP =0. This is not only physically
unreasonable, but it is in contradiction with the
nonzero values of AP which also follow from Eq.
(3.20) when a=8.

This lack of internal consistency occurs in the chain-
like diagram formula given by Yang and Wang.'!- 12
These authors show in an explicit calculation on the
spin-1 Heisenberg ferromagnet that the chainlike di-
agrams for the autocorrelation functions do not in-
clude all terms to first order in their expansion-
parameter reciprocal interaction volume. They prove,
however, that when all diagrams to first order are
summed, the functions (L gzl ay ) =0 for a # 8.

Can the RPA equations be used in some way to
give a unique and reasonable value for the set {Pﬁ} of
occupation probabilities without violating basic opera-
tor rules? In the many previous papers utilizing
Green’s functions of angular momentum operators,
RPA decoupling results in equations for autocorrela-
tion functions which are linear combinations of the
SBO autocorrelation function equations. These equa-
tions involving thermal averages of products of
angular-momentum operators are solved by introduc-
ing exact relationships among the operators. This pro-
cedure using exact operator relations in conjunction
with the approximate RPA equations produces
different results depending on which linear combina-
tion of SBO Green’s functions is used. The reason is
that the errors inherent in the RPA are propagated
with different weighting factors in different linear

combinations. In Sec. IV it is shown that there is one
a particular linear combination of SBO Green’s func-
tions which does not lead to any inconsistancies.

IV. CORRELATION FUNCTIONS

The RPA equations do, in fact, have a solution
which yields unique values for the set {Pg} of thermal
average occupation probabilities, and which does not
violate the basic operator multiplication rules. The
particular linear combination of SBO Green’s func-
tions that accomplishes this is 9;} defined by Eq.

(3.6). Using 92+ given by Eq. (3.15), or operating

on Eq. (3.20) with 3, B,, leads to the correlation-
function equation

EBauL‘;;L‘;)—aaﬁAP;w(n—m)}=0 , 4.1

with

®F(n—m)=N"IREUr) f= () e® T | (4.2)
k,r

This linear combination of SBO correlation func-
tions is that formed frgm matrix elements of the
operator B" which appears in the interaction Hamil-
tonian. Equation (4.1) has the unique feature that it
is the only linear combination containing only
dispersed excitation energies as arguments of the dis-
tribution function f*.

Multiplying Eq. (4.1) by an arbitrary scalar 4 and
summing over 83 gives

(A"B"y = 3 AgBsAPF ©F(n —m) (4.3)
B

where 4" is an arbitrary operator, associated with site
m having matrix elements 4. Usually the only corre-
lation functions of physical interest are those for
which A”=(B™?. For example, in the Heisenberg
ferromagnet, Eq. (4.3) gives an expression for
(8”$"), and in the Hubbard s-band model it yields
((€™1e"y. In order to calculate the correlation func-
tions (A"B") , the occupation probabilities need to be
determined. This is accomplished from Eq. (4.1) by
setting m = n.

When m =nin Eq. (4.1), application of multiplica-
tion rule (2.2) and the assumption (Laﬁ) << P,
reduces Eq. (4.1) to an equation involving only occu-
pation probabilities. Reintroducing the expanded sub-
script notation, the result is

PolPu=r3 =®50)[1 = 5(0)]!
forall @ and B
such thatB,z#0 . (4.4)

For the class of Hamiltonians leading to Eq. (3.14),
the function @ is given by



17 THERMODYNAMICS OF INTERACTING MANY-LEVEL SYSTEMS... 343

5300 =N"'3Y JI (0i-Ae,)

nrov v Ea, B

-1
H(w(—w[)] [T (o)) . 4.5)

r'#r

For other Hamiltonians for which the matrix X*
defined by Eq. (3.9) is not diagonal, Eq. (4.1) and
hence Eq. (4.4) have the same form as presented here
in the diagonal case. The only modification is that
some coefficients @/ appear in .

Equation (4.4) defines the ratio r,3 of occupation
probabilities between levels « and 8 which are directly
connected by nonzero matrix elements ‘B¢ of the in-
teraction Hamiltonian. It is shown, as an example, in
the Appendix that the application of Eq. (4.4) to the
isotropic Heisenberg ferromagnet of arbitrary spin
leads very quickly to the same thermodynamics as
results from complicated procedures based on spin
angular-momentum operator Green’s functions in the
RPA .24 In addition, under the condition that thermal
averages of nondiagonal operators are neglected, Eq.
(4.4) is the solution of any autocorrelation function
commutator equation having the form

(AB)y = (IC Al.) , (4.6)

where A is an arbitrary operator, and Band C are
defined by :

B=3B,L, and =3B, 0L, . (4.7)

The usual procedure for solving an equation having
the form (4.6) IS to choose A to be members of some
complete set {4’} of operators 4” such that Eq. (4.6)
forms a closed set of equations. The solution of these
equanons can be used to determine any thermal aver-
age (A B) Although this procedure is possible, in
principle, for any system with discrete levels, the
selection of the set (4"} may be dlﬁicult and it is not
unique. There may be several sets {A } used in con-
Juncnon wnth exact relationships among the operators

, B, and C to close Eq. (4.6), which give the same
values of thermal averages (see the Appendix). As-
suming that the operators B and C are fixed, it is evi-
dent that the solution [Eq. (4.6)] cannot depend on
the arbitrary operator A4 if exact operations are used.
Solving Eq. (4.6) is simply a matter of making the
judicious choice for 4 to minimize algebra. Choosing
A =Lﬁ+ and applying the multiplication rule equation

(2.2), with the assumption (L,.g) << Pg for a #= B,
yields the solution of Eq. (4.6) in the form of
occupation-probability ratios r 3 given by Eq. (4.4).

Even when Eq. (4.4) gives enough ratios to deter-
mine the complete set (P}, it may not represent all
the ratios generated by the RPA equations. Equation
(3.20) also yields, consistent with the SBO multiplica-
tion rule, the ratios

PolPu=qup=s*(Besp) [ F 1% (Aegp)]”!
a8 for all Bug=0 . (4.8)

Equation (4.8) defines the ratio g, for all levels not
directly connected by matrix elements in the interac-
tion Hamiltonian, and as such these ratios are func-
tions of the effective-field excitations Ae,z= €5 — €.

Equations (4.4) and (4.8) together represent the
complete solution of the RPA autocorrelation-function
equation (3.20) consistent with the SBO multiplication
rule. For a system with p levels, Eq. (4.4) and (4.8)
constitute a redundant set of %p (p —1) equations for
the ratios Pg/P, with @, 8=1, ., p, corresponding
to all possible interlevel excitations. In addition to
these ratio equations, the constraint (2.4) requires the
normalization

SP.=1. 4.9

In the effective-field approximation all occupation
probability ratios are given by Eq. (4.8), and it is
readily shown using q.s=¢.,9, that of the
1 . . .
7P (p —1) ratio equations only p —1 are independent.
Combining these (p —1)-independent equations with
the normalization condition (4.9) yields a unique set
{Pg:8=1,...,p}. In the RPA the situation is com-
plicated by the presence of two types of excitations,
resulting in different functional forms ¢, and rg; for
the ratios pg/p.= Qs depending on the levels a and
B, and one is faced with the problem of selecting p —1
ratios from %p (p —1). Since the RPA values of Q,p
may not be equal to Q,.,Q,s, wWhere vy is some inter-
mediate state, selecting different ratio equations could
give different results for {Pg}.

In accordance with the normalization Eq. (4.9), the
set of occupation probabilities is given by

-1
1+2Qa;;] fora=1,...,p . (4.10)

B#a

Equations (4.10) are internally consistent only if all
the values used for the Q,z’s satisfy a product rule
Qop= 04,0, appropriate to transition probabilities.
The true Q,p’s, which are defined as probability ra-
tios, satisfy such a product rule and hence there are
only (p —1)-independent ratios. The RPA values for
the ratios do not satisfy this product rule and one
must select p —1 values for the ratios to obtain inter-
nal consistency in Eqgs. (4.10). Once an appropriate
set of RPA values for p —1 ratios Q,g is chosen, the
remaining ratios are given in terms of products of the
chosen values. These various products are readily
determined from an effective-field energy-level di-
agram, or more laboriously they can be found by in-
serting the p —1 chosen values for ratios in Eqgs.
(4.10), replacing the remaining Q,g’s by ps/p, and
solving self-consistently for pg/p..
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It is worth mentioning that the use of averaging
procedures to involve more than p —1 of the RPA ra-
tio equations in the determination of the set {pﬁ} leads
to inconsistencies.

The problem of selecting p —1 RPA values for pro-
bability ratios is often resolved by the following physi-
cal arguments. Assume |/@) and |/8) are localized
eigenstates of a single-ion system at site /. If neither
of these states is linked by an interaction to states of
other ions, |/a) and |/B) are eigenstates of the Ham-
iltonian, and the occupation probability ratio Pg/P, is
correctly given by g.s in Eq. (4.8). However, if ei-
ther one of the states |/a) or |/B) is connected in the
interaction Hamiltonian to states of ions on other sites
n # I, it is no longer an eigenstate of H and a direct
thermal transition of the type g,z is not appropriate.
In this latter case, transitions are more correctly
described by dispersed quasiparticle excitations, which
in the RPA are manifested by the mean-mode excita-
tion probabilities r;3 in Eq. (4.4). In general transi-
tions are characterized in the RPA by a combination

- of quasiparticle excitations occuring through various
paths dictated by some set of nonzero matrix elements
of B. For example, in thé Heisenberg ferromagnet of
spin S the only nonzero matrix elements of Bare
those connecting adjacent energy states, which in the
RPA leads to p —1=2S independent ratios
Qa o-1 ='a 1. Transitions between nonadjacent
states are described by a series of independent quasi-
particle excitations (see the Appendix). In the Hub-
bard s-band model the above reasoning can be used to
select a set of p —1 =3 values of Q,p="rqs, Which
gives very reasonable thermodynamics.

For cases in which the selection of Q,.z=ra.3 when
either |/a) or |/B) is not an eigenstate of Hor
Qs = 4.5 When both states are eigenstates of H does
not reduce the number of independent RPA values
for Q. to p —1, one must rely on other physical cri-
teria. Such is the case of electron excitations in the
two-band Hubbard model, where known limits of
weak and strong interactions can be used to eliminate
certain rgy’s.?

The thermodynamics of single-ion systems is com-
pletely determined by Eq. (4.10). Assuming that.
(1:‘,,3) << Pg, the thermal average of a single-ion
operator O with matrix elements O in the effective
field states is given by

(0)=3,0..P, . (4.11)

with P, defined in the RPA by Eq. (4.10). For nonlo-
calized electron excitations, the chemical potential ¢,
implicit in Ae,g, is determined by the additional con-
straint n, = za n.P,. The number of electrons in
each system /is n,, and n, is the number per state
[1e).

The same prescription which led from the RPA
equation (3.14) to the probability formula (4.10) may

also be applied to the general RPA equation (3.7).
One obtains a commutator equation of the form of
Eq. (4.6), whose solution gives equations for the ra-
tios roﬁ, associated with dispersed excitations. Using
these ratios together with those associated with un-
dispersed excitations, the occupation probabilities are
calculated from Eq. (4.10).

V. CONCLUSIONS

A prescription for determining the thermodynamics
of interacting many-level systems from random-
phase-approximated Green’s functions has been
presented using standard-basis operators. The general
RPA equations of motion for SBO Green’s functions
are analogous to the chain-diagram equations of SBO
perturbation theory. Solution of the set of coupled
equations for the SBO interlevel Green’s functions is
greatly facilitated for systems with many levels by con-

_structing a particular linear combination of the inter-

level Green’s functions using matrix elements of the
transition operators in the interaction Hamiltonian.
This linear combination is essential in determining the
solution of the corresponding autocorrelation function
equations consistent with the monotopic restrictions.
An explicit formula is given for calculating internally
consistent values of the set {Pg) of level occupation
probabilities from the over complete set of RPA
values for the ratios Pg/P,,.

It is worth emphasizing that calculation of auto-
correlation functions from any other linear combina-
tion of SBO Green'’s functions leads to violations of
the monotopic restrictions. There have been a
numbér of previous RPA calculations on magnetic
systems using spin angular-momentum operators in
which the equations chosen to calculate autocorrela-
tion functions were not equivalent to the particular
linear combination of SBO functions which satisfies
the monotopic restrictions. Such choices, which are in
direct contradiction with the basic multiplication rules
of the SBO are hardly justifiable.

In the Appendix it is shown that the method
presented here gives almost trivially the RPA thermo-
dynamics of the Heisenberg ferromagnet of general
spin S, which has been previously determined only
after lengthy calculation. Application of this method
to the Hubbard s-band Hamiltonian also yields quickly
the thermodynamics, which exhibits the correct
behavior in the fully itinerant and fully localized elec-
tron limits.?
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APPENDIX: HEISENBERG FERROMAGNET

The Heisenberg ferromagnnet is chosen to illustrate
the theory presented in this paper, because its thermo-
dynamics has been studied extensively, particularly us-
ing Green’s functions decoupled in the RPA.3~% The
Hamiltonian of the Heisenberg ferromagnet with
uniaxial single-ion anisotropy, represented in the
eigenstates of the Z component of the spin angular-
momentum operator in terms of SZ, S+, and S_
given by

A =—73[D(82)*+hS;]
) [

——EJ’"'[S}S“;’+ ($i87 +858'D1 . (A

Lm

The parameters are anisotropy strength D, external

field A, and exchange J'™. The operators S. are the

raising and lowering angular-momentum operators.
Using the transformations

(gz)" EO{ aa s
=2blea,a—l ’ (A2)

and
3 = Ebaia—l,a B

where
b,=1[(S +a)(§—a+1)]”
fora=—-S, -S+1,...,S ,

the Hamiltonian in SBO representation is

A=3ell,-L3sm
wl

wlv,m

x [uvAL,, ALY, +5b,b,

X(L lL:Ll,v +E:L‘1.I-LLA::V*1)] . (A3)

o

The effective-field energies €, are given by
e, =—u(Dp+h +Jo(§z>) , (A4)

with J° the kK =0 component of the Fourier
transform J¥ of J™.

Comparing (A3) with the general Hamlltoman (2.6)
and using (2.7) and (3.5) gives
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Vg o =—~J*B3o B
oo, vy 2 oo vy ’
with (AS5)

B:,B =B,B_a = baaﬁ.a—l »
where inversion symmetry was assumed, i.e., JX=J7%
To clarify the connection between the SBO
autocorrelation-correlation function equations in Sec.
IV and previous calculations using spin angular-
momentum operators, the isotropic case D =0 will be
considered first. Using expressions (A4) and (A5) in
equations (3.16) and (4.5) gives for the commutator
equation (4.6) the form

(AS)y = (S, Al )o . (A6)

The function ®=N""3, f~(«w,) is the average occu-
pation number of the dispersed excitation modes
we=h+(J*—=J9(S;). To solve (A6) the arbitrary
operator A can bq chosen successively from the set of-
spin operators {($7)"S.,n =0, ...,28 —1}2, or from
the set {($)"(S.)"'n=0,...,25 =1} The set of
2.5 equations is used in conjunction with the constraint
equation [, (S;—a) =0 (Refs. 2 and 4) to deter-
mine the thermal average moments ((82)"). An al-
ternate procedure is to set 4 =exp(aS;)S_ and to
solve the resultant differential equation in the variable
a2 All of these choices for A4 give the same formula
for (Sz) first derived for arbitrary S by Callen.?® It is

(S7) =[S = (S +1Dr +(S +1—5r) 5]
X(A=nT A =BT, (A7)

whére
r=o1+d)" . ‘ (A)

In contrast to the complicated derivations of (A7)
from (A6) using angular-momentum operators,? % 2
the derivatAion using SBO is simple. The matrix ele-
ments of S, are BJ; = b,85 .17 hence in accordance
with (4.4), which solves any commutator equation of
the type (4.6), Eq. (A6) gives the ratios : '

P 1/Py=r fora=—S+1,...,S , (A9)

with r defined in (A8). Equation (A9) is a recursion
relation for a system with 25 +1 equally spaced ener-
gy levels. Iterating (A9) gives the ratio
Pp/Py=rqs=r""* for g==8, ,S. Since there are
no matrix elements B,z connecting nanadjacent states,
the only excitation mode in the RPA is a series of
quasiparticle excitations each having mean-mode occu-
pancy ® and excitation probability r. Noting that
there are no isolated states, we set Qqg=r*"* in for-

 mula (4.10) giving

P,=r57*(1=r)Q —=r¥™H7" for a=-S5,...,S
(A10)
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The thermal average moments of S’Z,follow immedi-
ately from (A2) and (A10). They are

s _
()" =rSA=r)(1 =21 3 a'r™ . (All)
' a=—§

Noting that
d -
anr—(x=r—*1 al lr a
; dr™! g

gives the moment formula

n

<(§Z_)"> =rS1—-r)(1—r¥H-! lr“dr—d_1

x[(+S = r=+D))1 = p)71] . (A12)

For n =1, Eq. (A12) reduces to the Callen result
(A7).

. In the presence of single-ion anisotropy D # 0, the
single-ion energy levels are not evenly spaced, result-
ing in a set of 2§ different RPA quasiparticle excita-

tions o} defined from Eq. (3.16) by
S .Ik N :
MHE-w)=T1I (E —Ae.,)+—2—- S bi(Pe—Pu)
r v=—5 a=—§

x [1 (E —Ae)) , (A13)

vEa

where
Ae,=h +J°(S;) + Qv —1)D

The probability-ratio equations for D # 0 are given by
Poi/Po=ra , (A14)

with r,=rq o defined by Eq. (4.4). Due to the term
—a?D in the effective-field energy €., the ratio r,
depends on « in ®; ,_1(k,r) defined in Eq. (4.5).
Hence one cannot make an Ansatz of the form
Pg/P,=e “"PX as was possible in the isotropic case,
and the Callen-Shtrikman common probability argu-
ments?’ are not valid, except in the limit D/J° << 1.
Equation (A14) can be solved by iteration to find
Qup=Trap in the formula (4.10) for P,. The result is

Po=rqqu - rs(l+rs+rs_yrs

oo rsars) !

for a=-§,...,S . (A1l5)

At this point is is seen that the determination of the
set {P,} is reduced by the method presented here to
the resolution to the characteristic equation (A13) for
the roots o/, followed by self-consistent solution of
Eq. (A15). Such a calculation will be presented else-
where.
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