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We use a functional-integral approach to study spin fluctuations in strongly paramagnetic systems. Our
basic approximation is to replace the exact free energy functional by a variationally chosen quadratic
form in the fluctuating (paramagnon) fields. This leads to a susceptibility x of the form
¢(1—Ugp ', where ¢ is an averaged electron-hole bubble in the presence of a space- and time-varying
random external potential. The random potential has Gaussian statistics, and its covariance matrix is deter-
mined self-consistently. In another language, ¢ is a polarization bubble dressed with paramagnons in all
orders of perturbation theory. When the fluctuations are small and effectively only one paramagnon dresses
the bubble at a time, we recover the results of Murata and Doniach and of Moriya and Kawabata. For
intermediate coupling and at temperatures well above the spin-fluctuation temperature, we find that ¢
is given approximately by an average of the corresponding random-phase-approximation (RPA) bubble
over a distribution of Fermi levels of width ~(UkT)' /2, producing approximate Curie-Weiss behavior
in x. These conclusions are supported by calculations of x for two model systems—one, for simplicity, witha
Gaussian density of states, and the other with the density of states of paramagnetic Ni.

I. INTRODUCTION

The phenomenological Stoner theory of itinerant-
electron magnetism has provided a useful and gen-
erally very successful basis for understanding the
electronic and magnetic properties of many metals
and alloys since it was first proposed. It seeks to
explain these properties in terms of a self-consis-
tent theoretical account of the interactions between
up- and down-spin electronic quasiparticles. In
the simplest interpretation, these quasiparticles
are the bare Bloch electrons, and hence one may
use Stoner theory to predict magnetic properties
on the basis of a knowledge of the one-electron
band structure.

Less naively, however, the Stoner quasiparticles
are complicated many-body excitations like those
of Landau-Fermi-liquid theory, having no direct
relation to single-particle Bloch states. A central
problem, then, is this connection between quasi-
particle and bare-particle states. This relation-
ship has been thoroughly investigated for normal
Fermi liquids at very low temperatures, but its
general structure, particularly in magnetic sys-
tems, remains only partly understood. The impor-
tance of this problem is underlined by several re-
cent photoemission experiments, in both ferromag-
netic and paramagnetic states of transition-metal
ferromagnets.! It has proved difficult to reconcile
the observed structure of the photoelectron spectra
with a Stoner-theoretical picture of band magne-
tism if the Stoner quasiparticles are identified di-
rectly with the Bloch states of the band structure.
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The most obvious shortcoming of Stoner theory
is its neglect of correlation, which renders it in-
capable of describing the incipient local-moment
formation which is so characteristic of actual tran-
sition-metal ferromagnets. Nickel is commonly
held to have the least-localized spins of the pure
transition-metal ferromagnetic series, yet we know
of no Stoner-theoretical account, based on an even
remotely realistic band structural model, of the
temperature dependence of its susceptibility. Even
the very weak itinerant ferromagnets Sc;In and
ZrZn, have Curie-Weiss susceptibilities which
cannot be explained in Stoner theory.?

These, then, are the sorts of problems we want
to study here—the collective spin fluctuations, the
structure of the single-particle excitations, and
the interactions between them. We will develop a
quite general approach to these problems, focusing
particularly on the spin fluctuations. As a starting
point we use the Hubbard Hamiltonian.® For a sin-
gle nondegenerate band the interaction takes the
simple local form

H’=UE N Ny (1)
i

in Wannier representation. Although interatomic
exchange is no doubt present in real transition met-
als, and d-band degeneracy, together with inter-
band interactions, may be essential to a quantita-
tive understanding of their magnetic properties,

we ignore these complications. The simple one-
band Hubbard model contains sufficient physics to
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10 FLUCTUATIONS IN ITINERANT-ELECTRON...

give a qualitative account of the properties we want
to understand.

A random -phase-approximation (RPA) theory of
the Hubbard Hamiltonian predicts a ferromagnetic
instability when UN(Ez) >1, but correlation effects
of the sort mentioned above make the ferromagnetic
state more difficult to realize. In this paper we
want to focus our attention on the intermediate-
coupling region where UN(Er) 21, but the system
is still paramagnetic.

At finite temperature, the RPA criterion for fer-
romagnetism is the same as that above, except that
N(Er) is replaced by an average of N(E) over an
energy region of approximate width 27 around Ef.
The principal qualitative result of the theory we
describe below is that incipient local-moment for-
mation leads to a fluctuating local Zeeman energy
whose rms value is, in the intermediate coupling
region, of the order of (URT)'/%. Consequently,
the effective density of states in the criterion for
ferromagnetism, or for determining the suscepti-
bility in general, is an average of N(E) over an en-
ergy range of this much larger width. The temper-
ature dependence of physical quantities will be qual-
itatively affected by this fact.

Some progress in the many-body theory of me-
tallic magnetism has been gained through functional
integral techniques, and we adopt this approach
here.*® We use the so-called two-variable linear-
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ization scheme, and since we believe that for sys-
tems of interest here, density fluctuations are un-
important, we approximate the functional integral
over the spin-independent field by its stationary
value.5® The remaining functional integral, over
the spin-dependent external field, may be written
in the form

Z:J H.‘Dg,-(r) exp (._ E % j's £(r)ar
i i 0

+25 Trin(l - V°G°)), (2)

where the matrix V°, with elements V,(r,7’)
=oct,lr) d;; 5(r —7'), represents the fictitious po-
tential in which electrons of spin-¢ propagate, and
G° is the Bloch propagator in the absence of this
potential. In momentum space

Gk, k5 iwpy iw,e) = GOk, iw,) Oy O, 0
= (an - €k)-1 ékkl 5""1 N (3)

the iw, are the fermion Matsubara frequencies
27 i(n+1)/B.

It is also possible to express the single-particle
Green’s function for the interacting system in
terms of a functional integral.® If we dispose of the
spin-independent field in the same way that we did
above, we have

Gt t')= -(T(e;(8) C;(l")»: - lZJEIDgi(T)eXP (‘E % Jﬂ Szi(’f) dT) TrT[c,-(t)c}(t')exp (‘EJBCU&'(T)
i 0

ic Jg

Xniu(f)dfﬂ = [ Mos) withe, b {eh /[ Ioewleh @

where

Gyt ¢, {EPD=TrT [C;(t) et exp ( 5>

0

is the Green’s function in the presence of the fluc-
tuating field oct,;(r), the distribution of whose val-
ues is described by a probability density function
w{e}, which is the integrand of Eq. (2). [Here and
henceforth the notation y{x} indicates that y is a
functional of a set of functions x;(r).] That is, the
full Green’s function is the averaged propagator
for an electron propagating in the random external
potential whose distribution is W{¢}.

A similar expression applies for other response
functions, including the spin susceptibility, but we
can also write x in terms of the mean square fluc-
tuations of the auxiliary field ¢ (Ref. 4):

X, w )= @/ | £gm [2) - %), (6)

’ co&,-(T)n,-,(T)d‘r)J/Tr T exp <—§ i cot (1) nylr) dT) (5)

0

T
where

1 d 4 ot
GemP=bf 1, (%50) 16t

xexp(— 2 | £t e 2+ETr1n(1—V°G°))

O
and ¢, are the Fourier components of ¢;(r). De-
tails of all the above algebra can be found in Refs.
4 and 5.

Equation (2) is our starting point in this paper.
For the Anderson model, where the interaction
acts at only one site (and hence there are no site
or momentum indices on any quantities), Wang et
al.* were able to show how the local moment (Curie
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susceptibility) emerged as a consequence of the
form of Eq. (2). By restricting themselves to tem-
peratures above any characteristic spin fluctuation
energy, they could ignore all but the time-averaged
(m =0) fluctuations of the ¢ field. They could then
obtain an explicit expression for the Trln term as

a function of ¢£,. Writing the exponent in Eq. (2) as
- (&), the function y develops two separated mini-
ma when U exceeds the value that produces the
RPA instability. It is this two-well structure which
gives rise to the Curie susceptibility. Numerical
evaluations are easy because the remaining inte-
gral is one dimensional.

In the full N-center Hubbard problem, 3 is a
function of N variables ¢;, i=1,2,...,N, evenin
the static approximation, and its structure is diffi-
cult to ascertain precisely. Its projection onto any
¢, axis is likely to have a form similar to that of
the y(&,) in the Anderson model, although the de-
tails of the structure may be washed out somewhat
by interaction between sites. In general, there are
of the order of 2N local minima of } in the N-di-
mensional space. But unless we decouple com-
pletely the spin-fluctuation fields on different sites
(which reduces the problem to an ensemble of iden-
tical one-site problems such as the one considered
by Wang ef al.), we cannot hope even to evaluate
¥(£y, ..., £y) explicitly, much less carry out the
N-dimensional integration. We have to resort to
finding approximations to y [or of the entire expo-
nent of Eq. (2), if nonzero frequency fluctuations
are retained], for which the N-fold integration is
not prohibitively difficult.

—%ZTr(V"GO)":—éc" 2
44 a1 142143
mj,mg,m3
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In order to proceed in this direction, it is useful
to look at the problem from a somewhat different
physical viewpoint. We review the interacting pa-
ramagnon field theoretical picture of this system,
which has been discussed in the context of the An-
derson model and localized spin fluctuations by
Schrieffer et al.”

We study the structure of the Trln term by ex-
panding it in a power series in V. In the paramag-
netic state, all odd order terms vanish because of
the spin sum, since V° includes a factor ¢. The
second-order term is

_L 27 Tr(veGY)?
2 o

==t I | o [ 20 G2y 10,) Gk 4, i)

q,m

=UL { Eam lzwz(q’ W) (8)

where ¢, is just the zero-order polarization bubble
[Fig. 1(a)], the generalized Lindhard function ap-
propriate to the band structure of the system. To
this order, the spin susceptibility is just

- ﬁoz(l_l, il/m) 9
X, i) 1 -Ugy(g, ivy) ©
[using Eqs. (6) and (7)], which is just the RPA re-
sult. Now consider the next nonvanishing term in
the expansion:

541"'1£‘72"‘2£‘13’"3£"41'¢2"13 p=my=ma=mg

XE Go(k’ iwn) Go(k+q1’ iwn+m1)co(k+ql +42, iwmmli»mz) Go(k+(]1 +qzt+qs3, iwn+m1-»m2+m3)

kn

1 4

a1 4223
mymamy

The vertex ¢, is pictured in Fig. 1(b). If we think
of the functional integration in Eq. (2) as a trace
operation for the scalar field £,(r), then the quad-
ratic terms in the exponent can be identified as a
kind of zero-order Hamiltonian describing the free
propagation of this field, and the quartic terms can
be interpreted as describing an interaction between
modes of different ¢q. Since ¢, depends in general
on all the ¢g; and v, , this interaction is nonlocal in
space and time. Because we can identify the non-
interacting limit of this theory with RPA spin-fluc-

2z gqlmlngngqgm3g-ql-q2-q3,-ml-mz-m:; (94(‘11’02: G35 TV g5 Vg BV m3) . (10)

r
tuation (paramagnon) theory, we have here the ba-
sis of a field theory of interacting paramagnons.

In this language, the nth-order term in the ex-
pansion of the Trln in Eq. (2),

D> Tr(V“GO)"=% Ber M Eqpum;

n o ajim; sl

XG(Z:') q,-) 5<E m,-) <P,.((];,iv,,,i) ,

1

(11)
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(a)
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FIG. 1. (a) second- and (b) fourth-order terms in the
expansion of Tr In (1-VG%. Solid lines represent elec-
tron propagators; wavy ones, the random field V.

where ¢, an electron loop with » vertices, de-
scribes an uyth-order anharmonic interaction be -
tween paramagnons. The functional -integration
representation has converted an interacting fermion
problem into an interacting boson one. The inter-
action of the bosons, involving anharmonic, nonlo-
cal vertices ¢, of all orders, is intrinsically more
complex than that of the fermions (1), which is lo-
cal and only quartic in the field operators, but as
compensation the zero-order bosons already in-
clude an infinite series of perturbation-theoretical
corrections to the zero-order fermion problem.
This interacting-paramagnon picture may often be
valid and useful even when the simple Hubbard
model from which we derived it here is not valid.
Of course we do need to know the correct underly-
ing electronic model in order properly to evaluate
the paramagnon-paramagnon vertices, but the gen-
eral structure of the theory should apply to any sys-
tem where spin fluctuations of some sort are im-
portant excitations.

A physically sensible simplification of the theory
consists in making a local approximation to all the
anharmonic vertices, that is, approximating the
functions ¢,(¢;, iv,,) by constants independent of
any of the ¢; and Vi, For illustrative purposes,
consider the first ¢, ¢,(q,iv,). For simplicity we
restrict ourselves to v,,=0 and examine the analy-
tic form of ¢,(g,0) at zero temperature. In a free-
electron model, ¢, falls off slowly with g until the
neighborhood of g = 2k, where it has an infinite
negative derivative. It then falls off more slowly
toward zero for ¢ > 2kr. Any system whose RPA
instability is ferromagnetic rather than antiferro-
magnetic must have this general sort of ¢ depen-
dence. Its maximum must occur at g=0, and it
must have the (g — 2kz)In| ¢ — 2k | singularity at
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2kp. It is then not a bad approximation to take
©5(g) = ,(0) for ¢ < 2kp, and ¢,(g) =0 otherwise.

The analytic form of the higher order ¢, is much
more difficult to calculate, but we do know that they
also vary with momenta on a scale = 2k, so we can
take ¢ (g1, +++,4,)=@,(0,...,0) for all g, <2k, and
¢,=0 when any ¢; >2kp. This form of ¢ dependence
can be put into the functional integral expression
for Z by writing it in the Fourier-analyzed form
and cutting all momentum space sums off at ¢ = 2kg.
Back in real space, this means that the parama-
gnon-paramagnon interactions have a finite effective
range 1/2kp. Similar arguments can be made in
frequency as well as wave vector; the reasonable
cutoff is of the order of Ex. Of course we do not
want to make this approximation for the quadratic
term ¢,; if we did so for every ¢, the effective
free-energy functional [the exponent of Eq. (2)]
would be completely local and there would be no
correlation of spins at different sites. Further-
more, in the intermediate coupling region, U¢,(0)
=1, so even though ¢, varies slowly with ¢, the
total quadratic coefficient 1 — Ug, has significant

g dependence because the ¢ =0 part is very small.
We therefore retain the true ¢ and v,, dependence

of ¢,, which allows the free paramagnons to propa-
gate from site to site. The resulting approximate
theory describes local (but nonpolynomial) self-in-
teractions of the paramagnon field.

The simplest sort of model effective free-energy
functional which contains the physics of this mode-
mode coupling picture is obtained by ignoring all
interaction vertices of higher order than quartic,
and making the local approximation as above for
the quartic vertex. If we also make the static ap-
proximation of neglecting all but the » =0 compo-
nents of the ¢ field, we have the most basic kind of
interacting classical field theory. Murata and
Doniach took this picture as the starting point of
their analysis of spin fluctuations in itinerant pa-
ramagnets.® This sort of free-energy functional is
also the starting point for the Wilson theory of crit-
ical fluctuations.®

In what follows we develop a generalized Hartree
picture of paramagnon-paramagnon coupling, in-
cluding vertices of all orders and nonlocal effects,
which reduces to the Murata-Doniach theory in the
quartic, local limit. Another way of describing it
is as a very general kind of paramagnetic-polaron
theory.

II. PARAMAGNETIC-POLARON THEORY

We follow Murata and Doniach and the earlier
work of Muhlschlegel and Zittartz!® on the Ising
model in taking a variational approach to the prob-
lem of approximating the exact free-energy func-
tional by one for which the functional integration
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can easily be performed. Let § be the exact func-
tional, that is

v{e}= % r ar 23 £(r) -2 Trin(1 -v°6%)  (12)
0 i o

in the present problem, and yo{£} be the approxi-
mate functional, whose parameters we want to de-

termine. To lowest order in ) -y, the true free
energy is

F=Fo+kT{ =)o , (13)
where

- BF=1nZ=1n§ Oo&,(r) et (14)

i
—BF(,:anHDg,.(r)e'%“‘, (15)
i

and (A), for some quantity A means
(A%=JH®&6MMW“VJHD&&M”W’- (16)
i i

The higher-order corrections are positive, so Eq.
(13) is an upper bound on the true free energy, and
the optimal choice of i, is obtained by varying its
parameters to minimize BFy+ (¢ — i ).

Like the above authors we use a quadratic ig;
because of translational invariance it is diagonal
ingq:

Yo=20 Agm | £am [° - a7

We can now evaluate

BFo+ (% = 0)0= - % E 1 -1n4,)

() (-2 5a1)

% d){xA-I/Z}’ (18)

where we have made the change of variable x,,
=AL2¢... The notation xA™'/2 means that for each
Fourier component, (xA™/?)  =x,,A;/2. Station-
arity with respect to variation of 4,, requires

= %’n (BFo+ <9 = o 0)

_ 11 I AXqm
24, 2432 )m\ VT

1/
xexp(—% {xqmiz) am %%‘171% (19)

Integrating by parts and reverting to the original
variables ¢ ., we find

am= l <_8_2ﬂ§}_> , (20)
ngm aE-q,-m

which might almost have been guessed in advance—
the optimal quadratic functional coefficients are

just (self-consistently) averaged second derivatives
of the true functional. This result should be con-
trasted with the RPA (steepest descents), in which
the second derivatives are evaluated at the origin:

ARPA - L _&pleh . (21)

2 agqm ag-q,-m ¢=0

Applying Eq. (20) to the free energy functional
of our model Eq. (12) is most easily accomplished
by working in the representation where the matrix
K°=V°G® is diagonal:

ETr1n(1 K°%=2,1n(1 -K9) . (22)

The index « labels the eigenvalues of K. Then

3£jzaga ( - ? Trin(l _Ka)>

dK? 0K
=2 (L-Kgy™ —& & (23)
LR * 8¢, 8,

In this section we use ¢ to stand for the four-yector
(g,%v,). Now define (a| k) as the matrix elements
of the transformation that diagonalizes K,

K3= Z (a|k)Kge (k' | @)

=0c 27 (| k) Epp GU (F' | @) . (24)
k'
Therefore,
%I‘E{—;=002(a‘k+q)62(kja) (25)
q k
and
e

20 GNE|a)1l-K) M a

o« okk’
XGU, (K +q | @)l =K (a|k+qg). (26)

In Eq. (26) we have rearranged the factors to make
it clear that

¢ (—-E Trln(l—-K“))

¢, 3¢, v

k')

—(‘2 E G; rE {E}Gk'+q,k+q{£} ) (27)

where G"{g}= G°(1 - V°G%" is the propagator of an
electron subject to the potential acg,-(-r). This ex-
pression is then just an electron-hole bubble in the
presence of this random Gaussian potential.

Alternatively, we can derive Eq. (27) diagram-
matically, as follows. The expansion of the Trln
in Eq. (12) generates a set of closed-loop diagrams
such as Fig. 2(a). The nth-order diagram contains
n random fields £,;» nfactors of ¢, an electron



10 FLUCTUATIONS IN ITINERANT-ELECTRON...

loop with » Green’s functions, a factor 1/n because
we are expanding a log, and a sum on ¢. (Only
even-order terms survive the spin sum, but we
leave all terms in for the moment.) Differentiating
with respect to ¢, gives a factor of ¢ and removes
any one of the ¢ (wiggly) lines of momentum 4.
We indicate this by replacing the wiggly line by a
dotted one, as shown in Fig. 2(b). Because of
cyclic invariance, there are n ways to do this in
the nth-order diagram, cancelling the factor of
1/n. Then differentiating again removes any of the
remaining wiggly lines of momentum -4 and gives
another factor of ¢ [Fig. 2(c)]. This time, how-
ever, there is no cyclic symmetry, and the » -1
different ways to do this have to be counted sepa-
rately. So we have the sum of all electron loops
having two dotted line vertices with four-momen-
tum transfers +4, and arbitrary numbers of wiggly
lines dressing the electron lines between these
vertices. But an electron line dressed in this man-
ner is just the propagator in the external field
oct;(7), so what we have is a diagrammatic repre-
sentation of Eq. (27).

Either way, when we add in the derivative of the
first term in y, we are led to an expression for
A, of the form

A¢m=1 —Ua(q,ivm) 3 (28)
where U@ is half the average (over the distribu-
tion e™*%) of Eq. (27),

— 1 roa

‘P(CI» iVm) == E E <Gq(k: k 3 LWy, LWy 5 {g})

1)

XG(k+q, k' +q,5 i0pms i am {ED)
(29)
that is, @ is the averaged electron-hole bubble (of
either spin) in the presence of the random fields.
(To lowest order in U, we ignore the random

(a) (b)

i
Ik -

(c)

———— 4 e

FIG. 2. (a) Diagrammatic form of the nth order term
in Tr 1n (1-VG%. (b) Result of one differentiation with
respect to V. (c) Series of diagrams resulting from a
second differentiation with respect to V.

1089

fields, ¢ reduces to the bare bubble ¢,, and we re-
cover the RPA result.)

Equation (29) allows us to exploit our knowledge
of the properties of response functions of disor-
dered systems. We can also use the Gaussian na-
ture of the distribution of the random fields to for-
mally carry out the averaging procedure in any of
the diagrams of Fig. 2(c). These contain products
of Fourier components of V°, whose average

Pn(lh: Q25 +++)

n=1

= (V@ V) Vi(-2a,)
= (30)

is simple to compute for a Gaussian distribution.
First, all P, for odd »n vanish. Then, for even 5,
because there are no cumulants of order higher
than two, we have simply

P,,(lh, G2y eee ) = Z}} (V°(q,1)V°(qja)> <Vu(q!3)vo((Ij4)>

Xooo (Va(q!"-l)vu(an» s (31)

where the sum is over all permutations (1,...,#%)
—~ (41, -+ +,j,)- Because of translational invariance,
the averaged pair products vanish unless in each
pair one four-momentum argument is the negative
of the other:

Pn(Qan,---)
=Z;/( ‘Vo(ql‘l) |2> 6(%1“112)(] Va(q:3) |2>

><6(q!3+qj4).a. q V°(an_1) |2)6(qj"_1+an) .
(32)

In diagrammatic terms, this means that we con-
nect all possible pairs of wiggly lines and conserve
the four momenta carried by these lines, as shown
in Fig. 3. The natural physical interpretation is
of an electron-hole pair dressed by the emission
and reabsorption of paramagnons in all pairs of
perturbation theory, hence the name paramagnetic-
polaron theory. We may take each of the wiggly
lines here to represent the dimensionless parama-
gnon propagator (| Eam 12), and give each electron-
paramagnon vertex a value ¢. All intermediate
momentum and energy indices are summed over,
without the factor 1/B8 which accompanies a Matsu-
bara sum in the usual many-body formalism.!!
Here the 1/8 comes from the vertex factors of ¢
=(u/p 2.

A similar analysis applies to the Green’s func-
tion of the interacting system, with the functional
integral representation (4). If we replace the exact
distribution of random fields W{¢}=e ! by the
optimal variational one ¢=%!} and cancel the de-
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FIG. 3. Diagrammatic expansion of ¢. Wavy lines
represent the paramagnon propagators.

nominator with all the unlinked graphs in the ex-
pansion of the numerator, we have the series for
G given in Fig. 4.

There are a few more important points to note
about this polaronic-model theory and its relation
to the exact theory. First, as far as the fermion
propagators are concerned, evaluating G is a one-
electron problem, and evaluating @ is a one-elec-
tron and one-hole problem. No diagrams involving
additional electron-hole pairs are generated in this
approximation. Therefore, some terms in the full
diagrammatic perturbation theory (derivable from
Eq. (2), for example, by a direct expansion of the
exponential) are omitted. Some examples are
shown in Fig. 5. Note that among the omitted dia-
grams are any with interactions between the emit-
ted paramagnons [such as Fig. 5(b)]. This is con-
sistent with the independence of different parama-
gnon modes implicit in the quadratic-model free-
energy functional (17). In these respects this the-
ory is analogous to conventional polaron theory,
where one studies the motion of a single electron
(or electron-hole pair, if collective or transport
properties are of interest) under the influence of a
boson field whose motion is entirely harmonic. It
differs from ordinary polaron theory in that the pa-
rameters describing the paramagnon field, the
A,m» depend on the electronic properties through
¢@. Note also that @ is not merely a bubble consist-
ing of dressed electron and dressed hole. This
would omit all vertex corrections, where the para-
magnon is emitted by the electron and absorbed by
the hole, or vice versa, as in the fourth diagram
of Fig. 3.

Finally, we can easily connect this picture with
a generalized Hartree approximation in the dia-
grammatic perturbation theory of the interacting
paramagnon-field theory. We define the parama-
gnon propagator

£y

TR S S

L N N A

FIG. 4. Diagrammatic expansion for the electron prop-
agator in the presence of the paramagnons.
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(a) (b)

FIG. 5. Some diagrams present in the exact @, but
not included in the approximation of this paper.

Dig,iwn)=2(|tem [*)=[1-UD(g, )] (33
and a self-energy

r[(q9 ivm) = U[a(q’ ium) - (Pz(fI; ZVm)] ’ (34)
so that
DYg iv,)=D5'(g, v,) — (g, iv,,) , (35)

where D is the free- (RPA) paramagnon propaga-
tor. We can then look at the diagrams of Fig. 3

as paramagnon self-energy diagrams. The con-
straints placed on the diagrams by the exclusion of
extra electron-hole pairs and interactions between
paramagnons naturally restricts the series to those
which can be described as self-consistent Hartree
terms.

[II. FURTHER APPROXIMATIONS WITHIN
PARAMAGNETIC-POLARON THEORY

From now on we will work within the static ap-
proximation, where all Fourier components ¢,
of the fluctuation field with nonzero v, are ignored.
Physically, this approximation makes sense when-
ever the temperature is high enough for thermal
fluctuations to wash out the details of the dynamics
of the spin fluctuations, that is, whenever £T is
much larger than the characteristic spin-fluctua-
tion relaxation rate 2Tg,. Inthe elemental transi-
tion metal ferromagnets, where most of the mag-
netic spectral weight is concentrated in the collec-
tive modes, a simple estimate for T, is just T,
the local energy required to destroy the magnetic
order, so the static approximation should be valid
for T> T,. Infact, as T is lowered toward 7.
and the spin fluctuations exhibit critical slowing
down, the validity of the static approximation
should be preserved for all T>7,. (Current the-
ories of critical fluctuations make this hypothesis
near T,.) In systems which are only weakly fer-
romagnetic or almost ferromagnetic, there is still
a characteristic Ty,= Tr(X/Xpayy). Most of the
spectral weight in x lies at energies = T, so what
follows should be meaningful for 7 > T, in these
systems.

We are now faced with a problem in the theory
of disordered systems —the evaluation of the aver-
age susceptibility (¢) in the presence of static ran-
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dom potentials. The statistics of these potentials
are described by the covariance matrix

(ViV;)=URT (&; pa0 8 0m0)
=LURT 20 (1 - UG (g, 0)) . (36)

If the dimensionless field £; has an rms size of or-
der unity (and we shall argue that this is reason-
able in the intermediate coupling region), we have
(V%)z URT, implying a strong incoherent mixing
of electron states whose energies lie within rough-
ly this range of each other.

Such a picture emerges naturally if we make the
local interaction approximation in the paramagnon-
field theory picture described in Sec. I, and sum
all the Hartree diagrams for the self-energy I(g).
The lowest-order diagrams (fourth order in ¢) are
the second, third, and fourth in Fig. 3, and each
of them has the value

C4B 904(0’ 0, 0’ 0)£§ms ) (37)
where
B ()= 5 D (£ [ - (38)

Similarly, in nth order, each of the (z -1)!!
=(n-1)(n -3)... 3x1 distinct diagrams is equal to

c"B@,(0, ... )EnE . (39)

The vertices ¢,=¢,(0,...) are loops of » elec-
tron Green’s functions, all of the same four mo-
mentum:

o= == D Gk i) . (40)
B km
We use the Poisson summation formula to convert
Eq. (40) into a contour integral

ZS dE f(E) (a1)

2 -’

where C encloses the fermion Matsubara frequen-
cies in a counterclockwise direction, and f (E) is
the Fermi function. C may be continuously de-
formed into a path which encircles the nth-order
pole at €,, clockwise. We then expand f(E)ina
power series around €,. Only the (x —1)st-order
term survives the contour integral, so we obtain

@,=- ( 1)' Z; f(n-l)(E )

- [ ae N0 7 e (42)
where NU(E) is the band density of states. ¢, can
also be expressed in a slightly different way by in-
tegrating Eq. (42) by parts, »n — 2 times:

f de Né”'”(e)( 1

(n 1) (n-2)(EF) .

(43)

T -1 1)'

That is, ¢, is proportional to the ( —2)nd deriva-
tive of the density of states near the Fermi ener-
gy, averaged over an energy range whose width is

of order kT through the factor (- 8f/8E). As T-0,
we have simply
1 N (44)
(n-1)!

We can now sum the entire series of Hartree
self-energy terms as follows. From Egs. (39) and
(43) we have

o . 1

j dEN(z"'Z)(€)<—f)(2n— 1)11g2n2 (45)

rms

Since the local field ¢; is a sum of independent
Gaussian random variables (N-'/2¢irig ), its dis-
tribution is also Gaussian, and hence (for even )

ED == (D= -1, . (46)

(From now on we leave out the subscript ¢ in (g’,-'),
since it does not depend on ;.) Then

1
(21 - 2)!

X_{ de Né“‘“(e)(%i’-f) (g2

=Bc? ae ()5 L
f (3

o€ n=1 (271)

H(q)=i Bc®n
n=2

(2n)(€) c2n <£2n>

(47)

Since the odd moments vanish, we may equally well
write this as

n=set [ ac(SE) 5 wiaen e, @

o€/ 1

which sums up to
M(g)=U J de <—f>[ (Nole +c£)) = Nole)]

=U{Np(Ep+ct)) - Up,(0) . (49)

The average is over the distribution of the local ¢
field. The zeroth-order term of the series in Eq.
(48), which is added in and subtracted in Eq. (49),
just cancels the RPA part of the inverse parama-
gnon propagator at ¢=0.

D(q)=[1 "U<NT(€F+C£)>+ U(‘Pz(o) "(Pz(q))] . (50)

That is, in this local interaction approximation,
the g-dependent part of D™ is given by RPA, and
the constant part is like the corresponding RPA
expression 1 — UNy(Ep), except that N (E) is av-
eraged over an energy region of width c¢.,,, in
agreement with the qualitative picture we suggested
earlier. The averaging in Eq. (49) is, explicitly,
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(2m¢
xexp(-£2/2¢8,) . (51)

and it must be solved simultaneously with the self-
consistency condition (38), which we write here as

2 1 1
Y R w7 A o s
The reason the ¢ dependence of the paramagnon
propagator is the same as in RPA is that the local
approximation imposes a momentum -independent
self-energy (within the Hartree approximation).
We can improve on this approximation somewhat
by allowing the external paramagnon lines (dotted
lines in Fig. 3) to have general values of ¢ and
evaluating the bubble as if only the internal (wiggly)
paramagnons had zero momentum. To see where
this leads, it is simplest to go back to the expres-
sion for the electron-hole bubble before averaging
over the distribution of the random fields [Fig.
2(c)]. Evaluating the bubble as if all the internal
momentum transfers were zero means evaluating
the propagators in a uniform field, or, in other
words, with a shifted Fermi surface. This expres-
sion is then averaged over the distribution of local
fields, as in Eq. (51):

(Nr)=(Nr(EF+C§»='( 7‘}% Ny(Ep +ct)

@(@=(p2(g; Ep +ct)) =j' (Erg—gi)‘_/z @2lg; Ep +ct)

xexp(— 52/2£3ms) (53)

or just (@,(g)) for short, and the propagator has
the simple form

D(g=[1-U(p(gh]" . (54)

The self-consistency condition is now

z _ 1 1

grms_ 2N Zq; 1 "U(Q’z(q» ’ (55)
so the entire Lindhard function is averaged over a
distribution of Fermi levels in the same way that
its constant part was in the strictly local approxi-
mation.

We can get a reasonable idea of the size of the
£2.¢ as follows. @(g)=(,(q)) should vary with ¢
on the scale of inverse interatomic distances, or
of the Fermi momentum. So let us make a Debye
cutoff g,=(672N)!/® in the sum in Eq. (55) and ap-
proximate (@,(q)) by

2(g)=3(0)1 -¢%/4% . (56)

Now if the enhancement of x is weak, i.e., U@(0)
<1, we have

(grms)min % ) (57)
while in the opposite limit 1 - U (0) «< 1, we find
(Eme)mar=$ - (58)
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Hence &, is always of order unity, so (V3)!/2

= (URT)' ¢, is of order (URT)!/? and is only weak -
ly dependent on the degree of enhancement. The
latter feature occurs because of the assumed ¢ de-
pendence of Eq. (56) and the fact that large ¢ fluc-
tuations make the most important contribution to
£rmse Our calculation thus supports the qualitative
picture we suggested earlier of an effective density
of states (or better, effective Lindhard function)
obtained by averaging the corresponding RPA quan-
tity over an energy range of width = (UET) /2.

Any finite order approximation to Il(g) effectively
approximates Np(E) by a finite power series ex-
pansion around E {as an examination of the struc-
ture of the vertices ¢, [Eq. (43)] makes clear}.

For example, the Murata-Doniach approximation,
which stops at fourth order in ¢, approximates
N(E) by its quadratic expansion around Ep. It
therefore must break down whenever ( V%) /2

= (UkT)1 2 gets much larger than the distance from
Er where this expansion becomes inaccurate. This
may explain the breakdown of the Murata-Doniach
theory in ScyIn above about 15 °K, and in ZrZn, in
the entire paramagnetic region (7',= 25 °K).
general, if the Fermi level lies in a peak of width

6 in the density of states, higher-order interactions
will be important whenever kT 2 8°/U. The Fermi
level is generally believed to lie near peaks in
NO(E) in most itinerant ferromagnets and nearly
ferromagnetic metals, as well as in the A15-struc-
ture transition-metal compounds, important be-
cause of the relatively large superconducting tran-
sition temperatures which many of them have.

This theory should be relevant to all these sys-
tems.

The susceptibility follows directly from Eq. (6)
with the definition of ¢ in Eq. (29). In the approxi-
mation (55), we have

x(@)=ea(g)/[1 - U@s(g)] . (59)

Again, the result is analogous to RPA, with ¢, re-
placed by its average over the local-field distribu-
tion.

The Fermi energy Er referred to in all the fore-
going is the temperature-dependent chemical po-
tential, not the zero-temperature Fermi level. It
is determined by fixing the total number of elec-
trons:

n= [ fle)Nle)de , (60)
where the many-body density of states

N(<)=%2 | Im G(k, €) =% |ImG,(E)| (61)
kR

depends on a knowledge of the Green’s function,

Eq. (4), or the diagrammatic series, Fig. 4.
There is a wealth of approximate techniques for

both evaluating fermion propagators in the presence
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of a boson field, and evaluating the average propa-
gator in the presence of a disordered potential.
Many of these may be of use here, but for qualita-
tive purposes we will only discuss a particularly
simple one. It is the analog in the evaluation of G
of the local interaction approximation in the evalua-
tion of the paramagnon propagator, and shares with
it the feature of counting all diagrams properly,
while making rather crude estimates of the value

of individual diagrams.

As in the arguments leading to Eqs. (53) and
(54), we evaluate all the electron propagators in
the diagrams as if the momentum transfer to the
paramagnon lines were zero, or, equivalently, as
if the ¢ field were uniform. The result is an aver-
age over the distribution of the local field ¢; of

G(k,iw,; Ep +ct) = (iw, — €, +c£)™ (62)

and, after summing on % and taking the imaginary
part, an averaging of the band structural N,(E)
over this Gaussian distribution, exactly as in Eq.
(51), to give the many-body density of states.
[This result can also be obtained by explicitly sum-
ming the series of diagrams of Fig. 4, letting
every internal G line have the same four-momen-
tum as the external ones. Then each term with »
paramagnon lines is just n factors of czgims and
2n+1 factors of G(k, iw,), and each of the (2n - 1)!!
distinct nth-order diagrams has an identical value.
The summation is then expressible as a power se-
ries expansion of the average of Eq. (62), in the
same way that the series for II(g) led to an average
of Np(E). Notice incidentally that this convenient
summation was possible because we made no sepa-
ration of reducible and irreducible diagrams for
G, nor attempted to proceed via calculating a self-
energy. |

Certainly more powerful and less crude approxi-
mations should be brought to bear on the calcula-
tions of both D and G, but we feel that the foregoing
discussion at least contains the elements of the
problem, and has the virtue of a transparent physi-
cal interpretation in the local fluctuating Zeeman
field of size cf .

IV. CALCULATIONS
A. Gaussian density of states

To illustrate the above ideas, we have calculated
the temperature dependence of the susceptibility
for a model density of states whose form allows
most of the calculations to be performed analytical-
ly. We take

Nol€) = (2mw?)-1/2 g2 /2% (63)

and assume that @(g) varies with ¢ as in Eq. (56).
We should obtain ¢ (0)=(Ny(c¢)) by first convoluting
N, with the derivative of the Fermi function to ob-
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tain Np, and then convoluting the result with the
Gaussian distribution of local fluctuating ¢ fields.
We will approximate the first stage of this process
by replacing the derivative of the Fermi function
by a Gaussian with the same second moment 3 72
x(RT)*. This will give a qualitatively correct de-
scription of the thermal smearing effects (which
are not very important until 27 2 U) and now both
convolutions are analytically trivial. We obtain

Ne(e)={2n[W? + 5(nkT)?]} 1 /2
x exp{- €%/2[W? + 5(nkT)?}, (64)
and, using Eq. (51),
20) ={2r[W?+ 5(meT + 2£2,6 V2 . (65)
Now taking the form (56) for @ (¢) and evaluating e

Epe= 31+ 0)( =22 tan™r1/?) | (66)
where
r=x=[UeO)]" -1 . (67)

Eliminating two of the three unknowns in Egs.
(65)-(67), ¢(0) and £2_,, leads to a single equation
for x:

(U?/2m) (1 +a) - w? - 5(nkT)
=3URT(L+2)(1 =2 tan™\"1/2) . (68)

We have solved Eq. (68) by numerical iteration,
and the resulting inverse susceptibilities are plotted
in Fig. 6, for three different values of U. For the
smallest of these, the system remains paramag-
netic down to T7=0. The second value is just at the
threshold for zero-temperature ferromagnetism,
and the third has a finite Curie temperature of
about 0.32 W. When a solution of Eq. (68) exists
at T=0, x is the same there as in RPA, since the
RPA result is obtained by ignoring the right-hand
side, which vanishes when T=0. As T increases,
however, the inverse susceptibility obtained here
rises with something much more like a linear tem-
perature dependence than does the RPA x™'. For
the threshold value of U, our x obeys nearly a per-
fect Curie law at all temperatures. Of course,
these results have only a qualitative significance
at very low temperatures < Tg,, the spin-fluctua-
tion temperature, since the time dependence of the
fluctuations must be taken into account there. For
U larger than the threshold value, x~! starts out
like (T - 7,)%, and then quickly straightens out to
approximate Curie-Weiss behavior. The quadratic
dependence near T, derives analytically from the
fact that the right-hand side of Eq. (68) is propor-
tional to 1 — (1/2)m!/? for small . Such a temper-
ature dependence is characteristic of averaged-
fluctuation approximation schemes like the present
one—it occurs in the Murata-Doniach theory and in
the Berlin-Kac spherical model'? as well. The 7,
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FIG. 6. Inverse susceptibility as a function of temp-
erature for the model of Sec. IVA. (a) The RPA result;
(b) obtained from Eq. (68). U is in units of Uy
=(27W9!/2, the largest U for which the system remains
paramagnetic at T=0.

obtained here is about a third of the RPA T,.
B. Application to nickel

We turn now to numerical calculations carried
out for a system with a complex band structure,
and for whose magnetic properties an intermediate-
coupling description is probably appropriate. As
is well known, the bare zero-temperature d-band
density of states NO(E) in nickel has a rather-high
rather-narrow peak just below the band edge, and
the Fermi level lies very near its maximum.!® The
thermally averaged N,(E) may be significantly
smeared out only when £T is greater than about the
width of the peak (about 0.5 eV). As remarked
above, the £ fluctuations produce an averaging over
an energy range (UET)'/%. Thus, for nickel (T,
=631 °K, U=4 eV) we expect the averaging over the
¢ distribution to be important and to dominate the
thermal smearing in determining the susceptibility
as a function of temperature above T,.

Our procedure is to seek gims from the conditions
on @ given in Sec. III [Egs. (53) and (55)], and at
the same time to adjust the Fermi energy so that

j‘:r dﬁj —g_(zﬂédﬁms)l 72

g2
x eXp(zgzﬁ

TmS

)NT(e +cg)=jE% Nol€)ae , (69)

where E?, is the zero-temperature Fermi energy
of the noninteracting system. We assume the form
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for @ (¢) given in Eq. (56) and write
1 1 e _
N (e =5 jo Fdg[1-UgQ)I" . (10)

In Sec. I we argued that the natural choice for ¢,
was 2kg, and in nickel a typical & for the 4 band
holes is perhaps a quarter or a third of the Debye
wave vector. The solutions of the set of self-con-
sistent equations are then used to calculate the sus-
ceptibility (6).

Figure 7 shows the results of numerical calcula-
tions of x™! carried out using the density of states
given in Ref. 13 for values of U between 4.0 and
6.4 eV, for two values of ¢,. For comparison, we
also display the inverse of the RPA susceptibility
(9). The larger ¢, is, the more we expect the cal-
culated curves to differ from the RPA ones.

First we remark that, as in the case of the
Gaussian Ny(E), we still have the RPA criterion
for the existence of zero-temperature ferromag-
netism [Ny(Ep) U= 1], but the T, obtained here for
a given U is lower than the RPA value—that is, the
averaging effect introduced by the fluctuating ¢ field
suppresses the tendency toward magnetic order at
finite T. The values of T, obtained here for given
values of U are obviously not to be taken quantita-
tively seriously, given the crudeness of the approx-
imations made in evaluating @ (g) and in neglecting
effects which arise from detailed consideration of
the multiple band structure. However, it seems
clear that this shift in 7, will occur in general for
a peaked density of states.

Secondly, for large enough ¢, x! curves down-
ward at high T from the straight line which one
would obtain by extrapolating the Curie-Weiss law
at lower temperatures. The strength of this effect
depends strongly on the size of the region of ¢
space in which fluctuations contribute to ¢ _;, so it
is difficult to make a quantitative estimate of x
here. However, the tendency to curve over at high
T is observed in experimental data,'* and this ef-
fect is not very pronounced in the RPA susceptibili-
ty [Fig. 7(c)].

The effective magnetic moments obtained from
these curves vary somewhat with U and ¢, but they
are all around one Bohr magneton. For the curves
shown for ¢,=0.77g, the effective moment varies
from 0.9 py (U=4eV)to 1.3 u, (U=6.4€eV). The
experimentally observed moment (between = T, and
1000 °K) is somewhat larger, 1.61 .

We have not attempted to calculate x very close
to T,, where our iteration procedure for solving
the self-consistent equations (53)—(55) does not
converge very quickly. If we were to do so, we
would find the quadratic dependence of x™ on
(T - 7,) discussed above for the case of the Gauss-
ian Ny(E). As in that case, however, this behavior
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FIG. 7. Inverse susceptibility using the density of
states of Ni, for two different values of the cutoff
ger (@) q.=0.77 qp, (b) ¢, =1/2 qp, (c) the RPA results
(with smaller values of U). V

is unphysical and results because our approxima-
tion is insufficient to describe critical fluctuations.

V. CONCLUSIONS

We have presented a framework for an interme-
diate coupling theory of fluctuations in metallic
paramagnets or ferromagnets above 7,. It gives
a physical picture of how the RPA paramagnon
propagator is renormalized by the fluctuations,
and, for temperatures above the spin fluctuation
temperature, a very simple interpretation in terms
of a dynamically smeared effective density of
states emerges if we make a local approximation
to the paramagnon-paramagnon interaction ver-
tices. This effective density of states allows us to
begin to answer the question of the relationship be-
tween the Bloch states and the quasiparticle states
of the phenomenological Stoner theory by giving us
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an explicit approximation to the latter as a func-
tional of the former.

In the past, it has been suggested'® that a rea-
sonable Stoner theory could be obtained from Har-
tree-Fock band theory by simply replacing the in-
teraction U by a smaller Uy, to account for elec-
tron correlation effects of the sort discussed by
Kanamori.!” The validity of such an approach,
however, depends on bare electrons being dressed
by interactions with relatively few electron-hole
pair excitations out of the Fermi sea, a condition
grossly violated when there are many spin fluctua-
tions excited either thermally (7 > Tg,) or virtually
(T<«< T). Under these conditions, the present ap-
proach, leading to a temperature-dependent effec-
tive N(E) instead of an effective U, makes more
sense.

Our calculations of this effective density of states
or of the effective Lindhard function @ (g) are only
qualitatively correct because we made the local ap-
proximation for the mode-mode coupling vertices.
It would be of interest to apply techniques used in
other sorts of polaron problems to improve on
these estimates.

Another aspect of this problem on which we have
not concentrated here is the effect of the time de-
pendence of the fluctuating fields on @(g) and the
paramagnon propagator. It is formally included
in the discussion of Sec. II, but we have not tried
to calculate ¢ except at sufficiently high tempera-
tures that only the time-averaged components mat-
ter. An extension of the theory of Sec. III to tem-
peratures below the spin fluctuation temperature is
potentially important. It might permit us to under-
stand why current paramagnon theory is only par-
tially successful in explaining the effective mass
enhancement in low-temperature nearly ferromag-
netic Fermi systems. [Murata and Doniach®!® at-
tempt to account for the dynamical part of the fluc-
tuations by integrating out the ¢, fields with char-
acteristic frequencies greater than 7, leaving re-
normalized coefficients of the remaining modes,
which can then be treated in a static approxima-
tion. Their theory therefore contains a tempera-
ture-dependent cutoff wave vector which will in
general be less than our ¢,. Moriya and Kawabata
have taken a different approach to the dynamical
effects, based on a sum rule relating the suscepti-
bility and the free energy.!® Their theory contains
no explicit cutoff, although an effective cutoff like
that in the Murata-Doniach theory can occur via
the Bose factor in frequency integrals. However,
in both of these theories, the density of states is
effectively approximated by its quadratic expansion
around Ep. We stress that whenever Ep lies in a
narrow peak in Ny(E), or, more generally when
N,(E) changes very rapidly near Eg, it is probably
essential to take higher-order terms into account,
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as we do here in Sec. III for the high-temperature
case. |

Another important generalization of this work is
to the ferromagnetic temperature region. We
leave this, as well as the extensions suggested
above, to future papers.
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