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In metals in the vicinity of a polar transition, interactions between electrons and soft phonon modes remain
to be determined. Here we explore the consequences of spin-orbit assisted electron-phonon coupling on the
collective modes of such nearly polar metals in the presence of magnetic field. We find that the soft polar
phonon hybridizes with spin-flip electronic excitations of the Zeeman-split bands leading to an anticrossing. The
associated energy splitting allows for an unambiguous determination of the strength of the spin-orbit mediated
coupling to soft modes in polar metals by spectroscopic experiments. The approach to the polar transition is
reflected by the softening of the effective g factor of the hybridized spin-flip mode. Analyzing the static limit, we
find that the polar order parameter can be oriented by magnetic field. This provides possibilities for alternative
switching protocols in polar metallic materials. We demonstrate that the effects we predict can be observed with
current experimental techniques and discuss promising material candidates.

DOLI: 10.1103/PhysRevB.105.125142

I. INTRODUCTION

Though polar metals that undergo inversion-breaking tran-
sitions to phases characterized by polar space groups were
predicted several decades ago [1], it is only relatively recently
that they have been realized experimentally [2—7] with many
more predicted [8—11]. Moreover, many anomalous properties
of polar metals, particularly in the superconducting state, have
been predicted [12—-19] by invoking a spin-orbit interaction
mediated coupling between polar fluctuations (arising from
soft polar phonons) and electrons. However, to date there
is no consensus about the magnitude of this coupling. A
recent ab initio study provided an estimate for this type of
coupling in doped strontium titanate [19]; previously its in-
fluence on superconducting state was found to be weak [20].
This nearly polar metal has several unconventional properties
[21], possibly related to quantum polar fluctuations [22-24].
Here we propose a mechanism to probe the strength of this
spin-orbit mediated coupling in nearly polar metals, metals in
the vicinity of their polar transitions on the disordered side.
We demonstrate the presence of a spin-phonon resonance in
magnetic field; the hybridization of the soft transverse optical
phonon and the electronic spin-flip mode lead to an energy
splitting that is a function of coupling strength. Based on our
results, we propose spectroscopic measurements to extract
the coupling strength and we also discuss possibilities for
switching in the structurally polar phase.

In nearly polar metals, the interaction of electronic excita-
tions and the soft phonons is an area of current exploration
[12,16,23,25]. Here we study the consequences of spin-orbit
assisted electron-phonon coupling in the vicinity of a polar
critical point. The appropriate interaction Hamiltonian is

A =2 el [k x 64) - Ple gy, (1)
k.q s,5
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where X is the electron-phonon coupling constant, cl:x (ck.5) 1
the electron creation (annihilation) operator with momentum
k, spin s =1, |, ¢ is the Pauli matrix for spin (or Kramers
“pseudospin” quantum number), and Py describes the local
polarization of the crystal at finite momentum ¢, which is
related to the optical phonon displacement field according
to the formula Py = no(Ze)ugq with ng and Ze as ionic den-
sity and Born effective charge, respectively. We note that
Eq. (1) can be straightforwardly generalized to the case of
an inversion-breaking, but nonpolar, phonon. In that case one
should replace Pq — uq, which also results in a symmetry-
allowed coupling. For the remainder of the paper we will
consider mostly materials near polar instability and hence
use the notation in Eq. (1). Here we note that the fluctu-
ating phonon couples to the electronic spin current; since
this coupling remains finite in the limit of ¢ — 0, it allows
direct coupling to the critical mode, leading to a range of
interesting phenomena emerging close to quantum criticality
[12,13,16,17,19]. Alternatively, interaction (1) can be seen as
a dynamical Rashba spin-orbit interaction, where both the
polar axis direction and the coupling magnitude are dynam-
ical fluctuating variables. In Fig. 1(a) we show a schematic
of the dynamical Rashba effect where the conduction bands
have a dynamical shift due to interaction with the fluctuating
soft phonon. As we show below, in the presence of a Zee-
man splitting, this coupling allows for a resonant interaction
between phonons and spin-interband transitions [Fig. 1(b)].
Moreover, with the application of magnetic field, one expects
the spin-rotation symmetry for the conduction electrons, and
consequently for the phonon polarization due to interaction
(1), to be broken, which is otherwise preserved. Indeed, the
interaction Hamiltonian (1) is invariant under simultaneous
rotation of electron spin, momenta, and phonon polarization.
The magnetic field breaks this symmetry, resulting in multiple
coupled phonon and electronic modes.
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(b)

FIG. 1. Schematics of (a) the virtual spin-orbit assisted electron-
phonon interaction, where the green (squiggly) line is the soft
transverse optical phonon, (b) the virtual spin-orbit mediated
electron-transverse optical phonon interaction in the presence of a
magnetic field near the chemical potential 19, (c) the avoided cross-
ing of the soft polar and the electronic collective modes where €2 is
frequency, B is magnetic field, and A is a function of the Rashba-
type electron-phonon coupling strength A that can be extracted
experimentally, and (d) orientation of the polar order parameter by
magnetic field.

The resulting coupling between spin and polar degrees
of freedom raises intriguing parallels with insulating mul-
tiferroics. Here, magnetic-field-induced polarization [26],
polarization switching [27], and ferroelectricity [28] have
been observed, offering promise for the development of
magnetically recorded ferroelectric memories [29]. Analo-
gously in these Rashba-type polar metals, the coexistence of
magnetic and polar orders could lead to novel spintronics
functionalities. To assess such prospects of using spin-orbit
coupled polar metals, the strength of A in Eq. (1) is of crucial
importance. However to date there have been no proposals
to directly measure the magnitude of this spin-orbit assisted
electron-phonon coupling constant.

In this paper, we study the collective modes of a nearly po-
lar metal in the presence of a magnetic field. We demonstrate
that the spin-orbit mediated interaction (1) leads to directly
measurable spectroscopic signatures: avoided crossing (an-
ticrossing) of the spin-flip modes of conduction electrons
and the coupled phonon-plasmon modes [see Fig. 1(c)]. The
magnitude of the coupling can be extracted from the splitting
emerging at the anticrossing point. Furthermore, the collective
electronic spin-flip mode softens as the polar critical point is
approached. In the ordered phase, we show that the spin-orbit
assisted electron-phonon coupling in Eq. (1) makes it possible
to orient the polar order with magnetic field, aligning it in
the plane perpendicular to the field [see Fig. 1(d)]. Finally
we discuss specific experiments that can extract the spin-orbit
assisted coupling between the polar mode and the electrons,
and possible spintronics functionalities.

The rest of the paper is organized as follows. In Sec. II we
describe our model and our general strategy for studying col-
lective modes in magnetic field in nearly polar metals, which

includes the discussion of effects of long-range Coulomb
repulsion on electrons and polar phonons. The hybridization
of phonons, plasmons, and electronic spin-flip modes at finite
energies is discussed in Secs. I A and III B. In Sec. IV we
explore the effects of magnetic field on the order parameter
and the critical low-energy properties near the polar transition.
In Sec. V we discuss the effects of temperature, disorder and
orbital quantization on our results (Sec. V A), results for two-
dimensional (2D) systems (Sec. V B), and the experimental
proposals for extracting the strength of spin-orbit assisted
electron-phonon coupling and orienting the polar order with
magnetic field (Sec. VC). Our results are summarized in
Sec. VL.

II. MODEL AND GENERAL RELATIONS

In this section we describe the model we use to study the
collective modes of a spin-orbit coupled nearly polar metal
in the presence of magnetic field. In Sec. Il A we discuss the
effects of Coulomb interactions, in particular the distinction
between longitudinal optical (LO) and transverse optical (TO)
modes that it introduces, and in Sec. II B we present general
relations used to evaluate the collective modes in the presence
of coupling (1).

To facilitate the analytical progress, we consider a sin-
gle parabolic band model for conduction electrons. For most
derivations, we will take T = 0 and ignore the orbital effect
of the magnetic field, focusing only on the Zeeman effect for
conduction electrons (see Sec. V A for the effects of finite
temperatures and orbital quantization which do not change
the qualitative results). We further assume (without the loss of
generality due to spherical symmetry of the model) the mag-
netic field to be applied along the z direction. The electronic
Hamiltonian is written as

H = Hy + Hip, (2)

where Hiy, is given by Eq. (1) and the single-particle Hamilto-
nian Hj is given by

A + 1 R .
Ho =) excy s + 8B > "Byl ok (3)
ks K,s,s’

where g = k?/2m;, is the free particle dispersion, B = B? is
the magnetic field, g is the Lande g factor, wp is the Bohr
magneton, and m; is the band mass. Additionally, we take
the effects of Coulomb interaction into account, which is
discussed in detail in Sec. IT A.

We now discuss the bare phonon part of the system. The or-
der parameter field Pq can be represented in terms of phonon
creation and annihilation operators [30]:

P — L[wq(S(q) — £c0)
1 4

where wq is the phonon dispersion, £(q) and &4, correspond
to static and high-frequency dielectric constants in the absence
of free carriers, eq is the unit polarization vector, and V is the
volume of the crystal.

To study the effects of interaction, we require the form of
the phonon propagator. The bare phonon Green’s function can
be obtained by calculating the correlation of order parameter

1/2
] [bge™ " + bl ™' leq, (4)
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fields Pq [Eq. (4)] in the Matsubara formalism:

lwq(S(Q) — &) _qu
v 4 Q2 +o

Dop(Q, Q) = Sea(q)ep(q). (5)

q

Using  (£(q) — £0) = €00 /@y [31],  where
\/ 41 (Ze) ng/(esoM) is the ionic plasma frequency with
ng as the density of ion pairs, Ze as the ionic charge, and M

as the reduced ionic mass, Eq. (5) can be written as
1 SZ(Z)
V2n Q2+ a)(z1

a)p,- =

Dop(q, Q) = ea(@es(q),  (6)

with Q) = /exwp. For brevity, we will write DY 5(Q, )
as Dg p in what follows. We note that the phonon dispersion
(wq) appearing in the Green’s function (6) does not distinguish
between LO and TO modes. For the same reason, the unit
polarization vector eq obeys e,(q)eg(q) = d45. The distinc-
tion between LO and TO modes amounts to splitting the total
polarization into that for longitudinal and transverse ones,
with the dispersion wq also being distinguished as that for LO
and TO modes, correspondingly. Later in this section we will
discuss the LO-TO distinction originating from the long-range
Coulomb interaction.

A. Effects of Coulomb interactions near the polar critical point

‘We now discuss properties of the Coulomb interaction near
a polar critical point (PCP). The Coulomb repulsion experi-
enced between two electrons in a doped polar semiconductor
is screened by both the polar phonons and electrons and is
given by

477 ¢?

Vg Q,) = ——
(@ ) e(q, Q)q?

(N
where
2 2
Eoo Wy dme
+ P(q, Qun
Rt g &)
(®)

is the dielectric permittivity given by the sum of its lattice
and free electron parts [31]. Here, as mentioned above, w,; is
the ionic plasma frequency, cu%o(q, T)= a)?] ~ a)%o(O, T)+
c}q” is the TO phonon dispersion near the I' point of the
Brillouin zone, with wro(0, T') being the temperature (7)-
dependent TO mode frequency and cr being the speed of the
TO mode, and

e(q, 2, T) =¢6x +

P(q, ) = vF(l _ S arctanﬁ> )
qu Qm
is the polarizability of charge carriers for ¢ < kr in the
degenerate regime considered within the random phase ap-
proximation (RPA, justified below), with vr as the electronic
density of states.

In the absence of conduction electrons, the energy of the
zone-center TO mode a)%o(O, T) «x 1/&9(T), where &o(T) is
the static dielectric permittivity which diverges at the PCP.
This suggests wto(0, T — T.) — 0 near the PCP. T, can be
manipulated by a number of means such as stress [32,33], iso-
tope exchange [34], or isovalent doping [35-37] and reached

at the quantum limit (7, — 0) to be called as the polar (quan-
tum) critical point.

1. Weakness of electron-electron interaction
near the polar transition

Near the PCP, the Coulomb repulsion between electrons
is weak due to diverging contribution of the dielectric per-
mittivity to the soft phonons [24]. In particular, the usual
parameter describing the importance of Coulomb correlations
is r¥ ~ 1/(krageo(q)) in the presence of phonon screening,
where g is of the order of the inverse average interelec-
tron distance, i.e., kr. For metals with large kr, the lower
bound for gy (kr) is (@MM)? /(wa)?, where W~ is the max-
imal energy of the TO phonon in the Brillouin zone and
(wﬁlg‘)z = (a)%“)2 + ‘0,2;;‘- For sufficiently large Born charge
of the polar mode, w,; > wro, and the dispersion of the LO
mode (as well as the effects of anisotropy at finite momenta)
can be neglected. This results in gy(kp) ~ a)lzji / (w%"f > 1,
which implies ;' < 1. For lower electron concentrations, the
situation is even more straightforward. Sufficiently close to
the PCP, &(kr) ~ w?,/c7 ki, suggesting r to be vanishingly
small as kr — 0. Consequently, the effects of the Coulomb
repulsion on the electrons (e.g., self-energy) can be neglected
for a nearly polar metal with a sufficiently large phonon Born
effective charge at any carrier concentration.

2. Distinction between TO and LO mode frequencies in the
presence of free charge carriers

In insulating ferroelectrics, long-range dipolar interactions
lead to a splitting between LO and TO modes. To assess this
effect in a polar metal, we consider the Coulomb interaction
(7) and substitute Eq. (8) for the dielectric permittivity into
Eq. (7) to obtain the screened Coulomb interaction between
two conduction electrons as

Viq. Q) = 47 e? an + a)%o(q)
&) = e T AT EP(q, ) 22, + 2o (q, )
(10)
where
2.2

q a)pi
7+ 2EP(Q, Q)

01o(@, ) = o) + (11)

with wro(q) as the TO phonon dispersion near the I" point
of the Brillouin zone. The LO mode frequency, i (q),
is the pole of Eq. (10) which can be found by solving
a)ﬁo(q, —iQ) — Q% = 0 (after analytic continuation) for €,
where o ,(q, —i2) is given by Eq. (11). The solution is dis-
cussed in detail in Sec. III B 1; here we discuss the qualitative
aspects of the distinction between LO and TO phonons.

One can split the phonon propagator into contributions of
TO and LO modes using the identity e, (q)e,(q) = §,,,. For
transverse and longitudinal polarizations, this identity can be
split into

qudv qudv
e (@e,(q) = [6,” - & ] + ["—2] (12)
q q
where the first term corresponds to the polarization for TO
modes while the second term is for LO modes. Accordingly,
the phonon dispersion in Eq. (6) is replaced by that of TO and
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LO modes, respectively. Upon considering this distinction, the
phonon Green’s function is written as

_ % [D0,]7" =[9% + 0o (@)]bus
2V aff m TO
qdaqp

o ay

+ [080(@, ) — @?6(@)]

We now show that the LO-TO distinction [second term on the
right-hand side of Eq. (13)] depends sensitively on the concen-
tration of conduction electrons. In the absence of screening by
conduction electrons one recovers the usual expression for LO
phonon frequency, different from that of the TO one:

01 o(Q) = win(q) + o7 (14)

Let us now consider the effect of conduction electrons.
For Q > vpq, where Q is the retarded frequency, we can
write Eq. (9) as P(q, ) ~ (vr/3)(vrq/Qm)*, which sub-
sequently gives Eq. (11) to be

2

’”‘ (15)

ofo (@ Q) X 7o(q) + Trw_ /2
poo! Nem

where

4mrne?

(16)

Opoo =
Ecchlp

is the bare plasma frequency with n as the carrier concentra-
tion and m;, as the electron effective mass. We note that it is
the high-frequency limit of the dielectric function, i.e., €.,
that enters into plasma frequency here, not g, the static one.

Equation (15) suggests that the LO-TO splitting would be
negligible when w,; is small. The relevant scale for com-
parison here is @, which can be tuned by carrier density.
Qualitatively, if we assume that the carrier density is high such
that Q ~ wro K @Wpeo, then Eq. (15) can be written as

>,
wfo(q) ~ w%o<q>(1 + wT”) (17)

poo

Furthermore, if wpo > @p;, then we can ignore the second
term of Eq. (17) which means w; o(q) ~ wto(q), i.€., no dis-
tinction between LO and TO modes. So the poles of Green’s
function (13) suggest a triple-degenerate phonon mode and a
large energy plasmon, wps.

Finally, if we assume that Q2 <« vrpq (or effectively the
static limit, to be considered in Sec. IV), then P(q, 2,, =
0) &~ v, which simply implies static screening by conduction
electrons. This gives the difference between phonon frequen-
cies (11) to be

2.2

a)pi
prans S

01o(q, Q K vEqg) — wio(q) &

where we recall that k = /4w e?vr /e is the inverse screen-
ing length. Equation (18) suggests that the LO-TO splitting in
this regime cannot be ignored at finite g.

B. Electron-phonon interaction and collective modes

Having justified that the electron-electron interaction is
weak near the PCP in Sec. IT A 1, we consider electron-phonon
interaction of Rashba spin-orbit coupling (SOC) type (1)
where the polar order fluctuation field Pq couples to electron
density at linear order [12,14—18,38].

To study the eigenmodes emerging in the interacting nearly
polar metal, we study phonon self-energy due to the electron-
phonon coupling (1). Assuming weak coupling, we limit
ourselves to the lowest-order (in A) self-energy. As we ap-
proach the polar transition from the disordered side, we
assume the characteristic TO mode frequency wro(0, T') to
be finite and large enough, such that the effects of critical
fluctuations can be neglected (see Appendix B). The analog
of the Dyson equation for the full phonon propagator is

D(q, Q) = [[D°(q, )17 — TI(q, 2,17, (19)

where I1(q, 2,,) is the phonon self-energy and ’[)O(q, Q,,) is
the bare phonon propagator given in Eq. (13). The collective
modes are obtained by solving Det[@“(q, Q)] =0 for L,
where analytic continuation to real frequencies i2,, — Q +
i0" is assumed.

The lowest-order self-energy correction to the bare phonon
propagator with the interaction vertex as (k x o); from Eq. (1)
can be explicitly written as

Map(q, Q) =T Y Tr[(k X 6)a

o,k

x G - Sy - g)(k X 6)5

2
xé<wn+%,k+g)], (20)

where o, B € (1,...,3)and

N 1
Glen k) = > ) _[60 + 5621

i€, — &’ @h

N

is a single-particle Green’s function for electrons with & =
ek +5Az/2 — u(Az) and s = £1. Here, Az = gugB is the
Zeeman energy and w(Az) is a chemical potential which
itself is a function of magnetic field; the technical details of
obtaining ©(Ayz) is deferred to Appendix A. The appearance
of &, in the Green’s function is due to magnetic fields applied
along the z direction. Note that the magnetic field affects
directly only the electronic dispersion splitting it into spin-up
and spin-down subbands. Consequently, the magnetic field
effects on the polar order in our model are directly related to
the coupling (1).

The form of self-energy, after the trace is taken and the
frequency summation, can be written as

A2 .
Mo (g, ) = 7 3, D K Sap(0.9)
55k

ne(&8_qn) — nr (58 q)2)
k—q/2 k-+q/2 - 22)

iQm — 8k+% + Ek—% — (S — 5)7‘
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where np(&]) is the Fermi function, Y, — V [ d’k/(27)? in
the continuum limit, and
350, ¢) = (1 + s5) sin? 0 sin ¢ + (1 — 55) cos> 0,
(O, $) = (1 +55) sin® 0 cos? ¢ + (1 — s5) cos> 6,
56, ¢) = (1 —s5)sin 0,

) in2
£50,¢) = —(1 + 5) sinzey +i(s — 5) cos? 6,

F30,6) = f36, 9)li > —il,
sin 26

1509 = -0 =92 cosg —is -9 sing,
[20,9) = f20, p)li - —il,

S5 — sin 26 . . _ sin 20
1.0, ¢) = —(1 —s5) > sing + i(s —3) 3 cos ¢,
I3, )= f20, p)li > —il, (23)

where 6 and ¢ are polar and azimuthal angles of K, respec-
tively. While writing Eq. (22), we assumed the system to be
partially polarized when both the magnetically split spin-up
and spin-down subbands are (partially) occupied. For future
purposes, we refer to this scenario as the “two-band” case.
The fully polarized system, when only the lowest subband
(spin-down) is occupied, is referred to as the “one-band” case.
Unless specifically mentioned, all our discussion is for the
two-band case.

III. SPIN-PHONON-PLASMON RESONANCES AT g =0

In this section we present the results on the spectrum of
collective modes at low momenta and finite frequencies (in
the limit > vrq) as a function of magnetic field. Without
interaction (1), the system hosts a doubly degenerate critical
TO mode, two coupled plasmon-LO modes, and a precession-
like spin-flip resonance of conduction electrons with energy
Az = gugB. The interaction leads to hybridization between
these modes, resulting in the anticrossing at fields where their
frequencies coincide. The latter can be used to extract the
value of the coupling constant A from spectroscopic experi-
ments.

Finally, we demonstrate that on approach to the transition,
the effective g factor of the spin-flip mode softens. We further
examine the properties of the polar transition for the interact-
ing system in Sec. I'V.

A. Phonon self-energy at g = 0

As a first step towards calculating the collective modes,
we calculate the leading-order self-energy correction at g = 0.
The components of the self-energy can be obtained by substi-
tuting ¢ = 0 in Eq. (22) and performing the k integral. The
explicit calculation at 7 = 0 gives

2.5/2
ATy,

1572

V Lu(Az), Az] = 24)
Q2 +Ay

ﬁ(Qin) = -

where

~ AZ _Qm 0

= |9, Az 0 (25)

0 0 2A5

and

_ 5/2 5/2
Llu(Az), Azl =[Qu(Az) + Az)"" — Qu(Az) — Az)"7]

=1 (26)

The form of L[u(Az), Az] given here is for the two-band
case; for the one-band case, the second term of Eq. (26) has
to be omitted. From now on, for brevity, we will refer to
Llu(Az), Az]as Lz.

We now discuss the ¢ = 0 results [Eq. (24)] using the
symmetries of the expression for the phonon self-energy
[Eq. (20)]. The phonon self-energy (20) can be identified as
a linear combination of correlators between different com-
ponents of spin current along different directions, which are
related to the response functions as per the Kubo formula. In-
deed, the spin-current operator is defined as jf" = k;6,, which
is understood as the ith component of spin current along the
a direction. Upon explicitly writing one of the components of
the self-energy, one can easily identify it to be a combination
of several spin current-spin current correlation functions. For
instance, I1,, consists of ji*-jy°, jo'-jo’, joi-jo', and jg'-jy°
correlations.

In the absence of magnetic field, the phonon self-energy
(20), interpreted as a combination of spin current-spin current
correlators, vanishes at g = 0. Indeed, in the absence of mag-
netic field, the spin current is a conserved quantity at g = 0.
So any combination of the spin current—spin current response
functions must vanish in this limit, explaining why the phonon
self-energy is zero in this case.

Once the magnetic field is applied along the z direction,
only the spin current along z, i.e., j;*, commutes with terms
having spin current along the z direction in the interaction
Hamiltonian (1). In the self-energy, these kinds of terms either
trace out identically or give intraband contributions, (1 + s5),
which has zero spectral weight at ¢ = 0 in agreement with j*
conservation. The terms with spin current along the x and y
directions in Eq. (1), however, do not commute with jf “ and
give finite contribution to the self-energy. This leaves only
the jo’-j2 correlation contributing to I, corresponding to
the second term of f5(6, ¢) in Eq. (23). Due to rotational
symmetry in the xy plane, I1,, is identical to I1,,. However,
physically it is the jJ*-j7* correlation that contributes to IT,,.

Finally, I consists of j"-j¢", jo*-jo, j¢'-jo*, and jo*-j¢"
correlations. Out of these four, only direct correlations, jf‘"— jf‘"
and j*-j7*, are nonzero: cross correlations, jo- Jy* and
Jyi- jv’, identically cancel each other according to the Pauli
spin anticommutation principle. Parenthetically, we note that
the cross correlations in IT,, do not vanish due to rotational
symmetry in the xy plane as the coherence factor f3¥(6, ¢)
in Eq. (23) does not include any parity-breaking term (or
odd-in-¢ terms). Therefore, IT,, has contributions from two
nonzero direct correlations, while Iy, and IT,, have only one.
This indicates that the weight of IT,; is twice that of IT,, or
I,,, in agreement with explicit results in Eqs. (24) and (25).
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Along the same lines, one can argue about off-diagonal
components of the self-energy as well. The IT,, component is
a combination of jy*-j&, jo'-jo, ji*-jo, and jg'-j¢* correla-
tions. Out of these only the j;' - JZ* correlation yields a nonzero
contribution. The other off-diagonal components, IT,, and
I, vanish completely due to trace and the rotational sym-
metry in the xy plane, as evident from the forms of f£}(6, ¢)
and f2(6, ¢) in Eq. (23).

B. Mode hybridization and approach to the transition

The next step is to calculate eigenmodes of the system. We
will first discuss the Az = 0 case. In this case we reproduce
the known results for coupled phonon and electronic plasmon
modes. Next, we will consider finite Az which brings spin-
flip transition modes into consideration. The most important
aspect of the coupling of spin transitions to phonons and
plasmons is the appearance of anticrossing as a function of
magnetic field, which allows to extract the electron-phonon
coupling strength (1) from spectroscopic experiments. More
detailed discussion of possible experimental proposals to ex-
tract the coupling strength is given in Sec. V C.

1. Phonon-plasmon coupling at A; =0
In the absence of magnetic field, the effects of electron-
phonon coupling disappear [I1;;(€2,) =0 from Eqgs. (24)-
(26)] and the only resonances present are phonon and plasmon
ones. The eigenmodes of the system are then found from

N 2wV 3
De(D' '] = — (T3 ) (2 + o)
0

0)2~
2 2 p —
X |:a)TO + Qm<1 + m)] = 07
m poo

27)

2

where wro = wro(0, T') at ¢ = 0. Upon performing analytic
continuation (i€2,, — £ + i0™) and solving Eq. (27) for Q >
0, we get a double-degenerate solution at 2 = wto, and two
nondegenerate solutions 2 = ., where [20,31]

1
0= 02+l —deR 0k + (R +ofo) ]

V2
(28)

with wLo = wLo(0) = Wi, + @?; as per Eq. (14). The eigen-
vectors of [D°]~! suggest that the coupled phonon-plasmon
modes (28), as shown in Fig. 2, correspond to longitudinal
polarization. Therefore, the coupling also occurs between
plasmons and the longitudinal component of phonons. This
makes sense because plasmons are longitudinal excitations in
metals which are expected to couple only with LO modes.
Eigenmodes (28) can be understood in the asymptotic lim-
its of high and low carrier densities (n). At high n, wpe >
wro, and we get Q4 A w), and Q_ ~ wrg. We can see
that the phononlike mode has a frequency wro, not wro (see
Fig. 2). This is because the frequency difference between LO
and TO modes is caused by long-range Coulomb interac-
tions. At high n, or for w,, > w10, the electron gas screens
these long-range interactions and therefore the splitting (w,;)
between the LO and TO modes disappears. This is also

WLo w

p

FIG. 2. The frequencies of the hybridized phonon-plasmon
modes €2, and €2_ as a function of bare plasmon frequency (wpoo),
which grows with electron density. At high carrier densities (wps >
w10), the electron gas screens the Coulomb interaction which in
turn makes the LO-TO splitting disappear. The phononlike mode,
therefore, is 2_ & wro (red curve), while the electronic plasmon is
Q, ~ w,s (blue curve). At low carrier densities (wpoc <K wr0), the
phononlike mode is €4 ~ wio, while the plasmon is Q_ ~ wy =
@poor/€c0/€0. In this regime the longitudinal oscillations are fast
enough to screen plasma oscillations, thereby modifying the plasmon
mode from wpu 0 wpp.

consistent with our discussion in Sec. I A 2 that at high carrier
densities the distinction between the energies of LO and TO
modes disappears.

At low n, wpe < wro and the two roots are now Q4 ~
wro and Q_ X wpcwro/wro. Using the Lyddane-Sachs-
Teller (LST) relation [39], one can write Q2_ & w,, where
wpo is the low-energy plasma frequency

4 ne?
wpo =4 , (29)
Eomy,

which has static dielectric constant &, as the screening factor.
So the plasmonlike mode is w9, NOt W, as discussed in
Sec. II A2 and shown in Fig. 2. Physically this means that the
longitudinal oscillations are fast enough to screen the plasma
oscillations and modify w,« to wpy. The coupling between
optical modes and plasmons was verified a long time ago in
GaAs using Raman scattering and the result shows excellent
agreement with the resonance frequencies obtained in Eq. (28)
[40].

In passing we note that as we go closer to the critical point,
the low-energy plasma frequency (wp0) is expected to vanish
at the critical point, i.e., at wpo = 0. Its contribution to the
Coulomb interaction is, however, negligible as the value of
the residue of the corresponding plasmon pole turns simulta-
neously to zero.

2. Coupling between phonons, plasmons, and spin-flip modes,
and their criticality

We now study the effect of magnetic field which splits elec-
tron bands into spin-up and spin-down subbands. According
to our model, it can affect phonons and underlying plasmons
only through the electron-phonon interaction, Eq. (1). The
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FIG. 3. Evolution of ¢ = 0 eigenmodes in the high carrier density regime (wpo > w,;) as the coupling constant a [Eq. (31)] grows.
The eigenmodes are plotted with Az, where all the energy scales are assumed to be much smaller than 2. At low fields, there exist three
phononlike (2 &~ wro) and two spin-flip-like (€2 o Az) modes. The electronic plasmon mode is at high energy and is not shown. (a) At small
and finite «, the coupling between phonons and spin-flip mode starts to take place, resulting in the hybridization of modes. (b) The lowest
energy mode Q25 (brown) is stable as long as o < «, and starts to become unstable as the critical point « = « is approached. (c) For o > «y,

the lowest energy mode 25 is unstable at low fields, indicating a phase transition into the polar phase (shaded region).

phonon self-energy [Eqs. (24)—(26)] is now finite and there-
fore must be included to get the full phonon propagator (19).

The eigenmodes of the full system can be obtained by
solving Det[[D°]~! — [1] = 0 (after analytical continuation
iQ2,, — Q + id), which can be explicitly written as

2 02
wpigzm Qaqﬁ

Det| (22 + w?0)Lap +
|:( m wTO) af an"i_w;oo q2

OlLZ ~
- | =0, 30
15(22 + A2) "] G0
where 1,4 is a component of a 3 x 3 identity matrix,
szz/ZQ%
=—2_— 31
o 703 3D

characterizesAthe strength of electron-phonon coupling (1),
and Ly and IT are given in Egs. (26) and (25), respectively.
Equation (30) leads to a polynomial equation of sixth or-
der in Q2 with six positive-definite nontrivial roots for
(i2;, = 2). These correspond to hybridized electronic and
phonon modes. The case of zero magnetic field leads to IT = 0
[see Eq. (24)] and has been discussed in Sec. III B 1. There
exist only four modes: two unhybridized TO modes and two
hybridized modes arising due to the coupling of the LO mode
with plasmon. The two additional modes that appear in finite
magnetic field correspond to spin-flip transitions and will be
discussed below in the regimes of high and low carrier densi-
ties, as outlined in Sec. IT A 2.

a. High carrier density metals: Q, w, < wps. Here we
consider the case of high-density metals characterized by a
large bare plasma frequency, 2, w, < wps. Then, as dis-
cussed in Sec. IIA2, the LO-TO splitting can be ignored
[middle term in brackets in Eq. (30)]. In Fig. 3 we plot the
resulting solutions of Eq. (30) as a function of the Zeeman
splitting A and the coupling « in Eq. (31) [Figs. 3(a)-3(c)].

One observes that there exist five solutions, correspond-
ing to three phonon modes hybridizing with two spin-flip
modes. Since for high carrier density metals w, is large, the
corresponding plasmonlike mode exists at large energies and
therefore is excluded from this discussion. It, however, shows
up in the low carrier density metals which we will discuss in
Sec. IIIB2b.

Weak-field regime. We first focus on low fields Az < wro
and sufficiently low o [Fig. 3(a)], where all eigenvalues are
real. The eigenfrequencies are given by

a(2410)*?
Ql ~ wTO + AZ%
6wio
4 A2 a(2uo)*? 1 auo)*?
z 6a)%0 4“’%0
+0O(A)),
a(2p)*?
Q0 ~ w10 + A§6—§ +O(A)),
Vo)
0[(2 )3/2
Q3 ~ w10 — AZM—;)
6wio
L A29Cu) (1 a@uo)
z 6a)%0 4“’%0
+O(A)),
a(2p10)*?
Qu~ Al — —(3“2) +0(A)).
Wro
200(2100)3?
Qs~ Ay [1— % +OAY), (32)
Wto

where (1 is the chemical potential in the absence of magnetic
field. We identify two modes [€245 in Egs. (32)] with fre-
quency vanishing linearly with Az, and three modes [£2} 3 in
Egs. (32)] saturating at a finite energy wro as Az approaches
zero, as shown in Fig. 3(a). The latter three modes, €2, 3,
can then be identified as phonon modes which are degenerate
in the absence of magnetic fields. €245, on the other hand,
correspond to the electronic spin-flip transitions, with renor-
malized g factor due to electron-phonon coupling, between the
spin-split subbands of the conduction band. One can clearly
see that at « — 0, the effective g factor for 24 5 approaches its
bare value. For the particular case of « = 0, however, Eq. (30)
does give rise to only four roots, with €24 5 being absent. This
describes the decoupling of the spin-flip resonances from the
phonon response in the absence of coupling (1).
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Already at small fields, the degeneracy of modes stem-
ming from phonons (£2;, €2, and 23) and electrons (€24 and
Qs) breaks, which deserves explanation. If we assume that
there is no electron-phonon interaction, i.e., the correspond-
ing coupling constant, parametrized by «, is zero, then the
precessionlike spin-flip resonances that occur in any doped
semiconductor with fields applied along, say, the z direction
are double degenerate [24 = Q25 = Az at o = 0 in Eq. (32)]
as a result of rotational symmetry in the xy plane. Likewise,
there is no distinction between two transverse components of
the phonon modes due to underlying rotational symmetry in
the xy plane. The absence of LO-TO splitting for high car-
rier density metals further results in triple-degenerate phonon
modes [ = Q, = Q23 ate = 01in Eq. (32)].

In the presence of interaction, i.e., « # 0, and at weak
magnetic fields, the modes are expected to couple and break
degeneracy too. The interaction Hamiltonian (1) is invariant
under simultaneous rotation of electron spin, momenta, and
phonon polarization. The magnetic field, however, breaks the
spin-rotation symmetry for the conduction electrons and, con-
sequently, for the phonon polarization due to interaction (1).
This explains qualitatively the lifting of degeneracies at finite
fields in Eq. (32) and Fig. 3(a).

Softening of spin-flip mode. On increasing «, the slope of
the spin-flip modes at low A, decreases, as shown in Fig. 3(b).
Moreover, for « larger than a critical value, the frequency of
the lowest-lying eigenmode (£2s5) becomes imaginary at low
magnetic field, as shown in Fig. 3(c), indicating the instability
of the system. Beyond that point, a phase transition into the
polar phase occurs and the calculations performed here need
to be modified (see also Appendix B). As the instability takes
place first at Ay = 0, it is instructive to consider eigenfre-
quencies at small fields given in Eq. (32) at o < «g, where

B 30)%0
C2(2um0)¥?

At small fields the spin-flip modes (€24 and 2s) disperse
linearly with Az, with effective g factor as a function of
coupling constant («), TO mode frequency (wro), and carrier
density n (through po). One observes that the frequency of one
of the spin-flip modes, 25, becomes imaginary for o > «y.
From an experimental point of view, the parameter « is fixed
and the transition is really driven by the softening of wro.
Equation (33) can then be viewed as a condition for wrg.
Using Eq. (31), the instability condition, o > o, translates
to

g (33)

wto < )\-Q(] % (34)
g

Additionally, €25 can be rewritten as

w2
szszg,LB<1——) B, (35)
o

where o is defined in Eq. (33), which shows a linear dis-
persion with magnetic field B, with the effective g factor,
g* = g(1 — a/ay)'/?, which softens at @ = «g. For o > a, g*
becomes imaginary, making €25 also imaginary, indicating the
onset of instability of the system. The form of €4 in Eq. (32)
suggests that the g factor for 24 also vanishes at o = 2.

However, unlike €5 it never becomes imaginary, suggesting
that only the softening of €25 indicates the instability.

The dependence of oy on wro [Eq. (33)] and the instability
condition (34) demonstrates the direct impact of spin-orbit
mediated interaction (1) between conduction electrons and TO
modes, in agreement with previous works [14,15,17,18]. This
is in contrast to the gradientlike electron-phonon coupling
which vanishes in the case of transverse phonon mode. As a
result, the soft TO mode frequency effectively decouples from
the electronic states for an isotropic system [17,23,24].

Thus we have demonstrated that the signature of the insta-
bility of the system in the ¢ = O regime is the softening of
the spin-flip electronic mode 25 at weak fields. Note that this
does not imply the instability to be of the electronic character
as we have implicitly considered finite frequencies here due
to the condition 2 > vpq. In Sec. IV, we will show that the
phononic character of the instability is recovered in the 2 = 0
and ¢ — 0 limit, which indicates the actual polar instability of
the system.

Moderate and large fields. We now propose a way to obtain
the coupling constant A. At < &y, when the system is stable,
the degeneracy of phonons and spin-flip modes breaks, as
shown in Fig. 3(a). As the magnetic field is increased, the
interaction between phonons and spin-flip resonances occurs,
resulting in the avoided crossing (anticrossing) of modes at
Az ~ wro. The energy splitting near the anticrossing point
can be obtained analytically. From Fig. 3(a), one observes
that the maximum splitting near the anticrossing point occurs
between 25, and 2 or ;. As the splitting between €2 or 2,
as evident from Fig. 3, is very small, we focus on the splitting
between €2, and 2s. The exact analytical forms of €2, and Q5
are given by

1 5 5 2 8a 172

Qos) = NG [C"To + A7+ \/(“’%o - A} + EAZLZ] ,
(36)
with €, corresponding to the one with the “+” sign, while Qs
corresponds to the one with the “—” sign. Here @ and L; =

L[u(Az), Az] are defined in Egs. (31) and (26), respectively.
The splitting between square of energies is given by

AP =2 - Q2= \/(a)%o — A2+ ?—(;AZLZ. (37)
We observe that the splitting depends strongly on the car-
rier density through Lz: up to leading order in Az, Ly =
5A7z(2u0)>"* o n, where n is the free carrier density. This
implies that the splitting between the square of energies in-
creases with the carrier density as AQ? oc n'/?, assuming «
remains independent from n. The form of o can be obtained

from Eq. (37) as
3 2
o WMQZ)Z — (07— A7) G®

Near the anticrossing point (Az & wrg), the second term
of Eq. (38) can be ignored. Then using Eq. (31), we find the
coupling constant A to be

AQZZ
P L (39)
4nmbAZQO
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FIG. 4. Phase diagram of «(Az)/c(0) vs Az /20, where o (0) =
ay. It can be seen clearly that with the increase in Az, the system goes
from the two-band case (both spin-up and spin-down subbands are
partially occupied) to the one-band case (only the spin-down subband
is partially occupied). The crossover happens at Ay = 2uq/2'/3.

where n is the carrier density, my, is the effective mass of
electrons, and Qg = \/éccwpi. o can be obtained experi-
mentally for doped polar metals from measurements on the
parent insulator, but may not be straightforward to extract for
intrinsic polar metals. On the other hand, the definition of the
phonon Green’s function, Egs. (30) and (31), suggests that
the expansion parameter for the electron-phonon interaction
is really A€2y. As follows from Eq. (39), from the measured
AS? at a given carrier density and the strength of the applied
magnetic field, one can extract A2.

Approaching the polar critical point from the paraelectric
phase, wro = w10(0, T) softens to a value that is small in the
weak-coupling case [see Eq. (33) and the related discussion].
It follows then that the required magnetic field to extract A,
B ~ wro/gup, also would be small enough and practically
attainable; see also a detailed discussion in Sec. V C.

Finally, at magnetic fields large compared to wro but still
smaller than 2u, such that wro K Az K 29, the spin-flip
modes (24 and 25) evolve into phonon modes, while 3
remains phononic. It can be shown analytically that in this
limit their frequencies are shifted downwards by a field-
independent amount from wro due to coupling to electrons.
Lastly, 2; and €2, which started off as phonon modes evolve
into spin-flip modes at large fields and their frequencies vary
linearly with Az. The evolution of eigenmodes of mixed char-
acter at all fields but small « is shown in Fig. 3(a).

Polar instability at Az # 0 and phase diagram. The critical
coupling constant oy [Eq. (33)] was obtained at small fields
based on our observation in Fig. 3(c) that the instability starts
to take place at Az = 0. Now we will determine how the insta-
bility condition in Fig. 3(c) is modified by the magnetic field
and obtain a phase diagram for the critical coupling constant
ao(Az) as a function of magnetic field. We do not limit the
range of magnetic field and allow the corresponding energy
scale Az to exceed the Fermi energy (2 to be precise) to
reach the one-band limit when the system is fully polarized.
The corresponding phase diagram, obtained numerically, is
plotted in Fig. 4.

We observe in Fig. 4 that the critical coupling constant
starts off with the value oy at Az = 0 and increases with the
magnetic field. In the two-band regime, it increases slowly
with field, whereas in the one-band regime the critical cou-
pling constant increases faster following a linear dependence.
The increase of «y(Az) conversely implies that the critical
value of wypp becomes smaller with increasing field. The
crossover from the two-band to the one-band regime happens
at Ay =2713Q2uy) [see Eq. (A6) and Fig. 6 of Appendix A 1
for the variation of chemical potential with magnetic
fields].

To understand the main features of Fig. 4 analytically, we
use the stability condition of mode 25 for the two-band case
(36), written as

8a
\/(w%o — A2 4+ T AZL(, Ay) < who + AL, (40)

15
and consider higher-order magnetic field corrections to Lz
[Eq. (26)]. We remind the readers that Ly is actually a func-
tional of chemical potential which is a function of magnetic
field [Eq. (A3)]; while taking higher-order field corrections
for Lz, this must be kept in mind. Equation (40) leads to the
condition on the coupling constant «:

1502

- DPorodz
2Ly

This condition is of course for the two-band case as is evi-

dent from the form of Lz [Eq. (26)]. Collecting higher-order

magnetic field corrections of Lz in Eq. (41), the stability con-

straint for 25 can be extended for finite fields as @ < ag(Ay),
where

o= [ iGn) ralan) vol) ]
—[1+-(2) +=(22) +0o(2) |
ao(0) 4\ 2uo 80\ 2o 20

(42)

o (41)

with op(0) = « obtained in Eq. (33).

For fixed carrier density, as the magnetic field is increased
further, the system becomes fully polarized, i.e., only the spin-
down subband remains (partially) occupied. In this case, the
one-band analog of Eq. (36) for Q25 takes the form

12
1 8
R (T
43)

where LB = 2u(Az) + Az)"* is the one-band analog of
Ly, with u(Az) as the field-dependent chemical potential ob-
tained in Eq. (A5) for the one-band case. Unlike the two-band
case, the exact solution for the chemical potential as a function
of field is possible in the one-band limit (AS5), substituting
which in Eq. (43) gives the stability condition for Qs as
o < apg(Az), where

W) 5 (o)
ao(0) 253\ 2o/
The above allows to understand the phase diagram shown

in Fig. 4, in the limit of small and large Ay (with respect to
H0)-

(44)
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FIG. 5. Hybridization of modes at ¢ = 0 in the low carrier density regime (wp, < @,;) where the LO-TO splitting effects are significant.
In the plot, all energy scales are in units of 2u¢ such that w;/2uy = 0.5, wro/2pe = 0.2, and @, /2o = 0.1. The chosen value of wro
corresponds to oy = 0.06, in units of /2. The polarization angle 6, has been arbitrarily chosen to be 7 /3. (a) Hybridization of modes in
the presence of magnetic fields for @ < «. The lowest energy mode 25 is stable. (b) For & > «g, Q25 becomes imaginary which indicates the

onset of phase transition.

b. Low-density metals: wpoo <K wpi. We now turn to the
case of low densities where w,o, < @p;, appropriate for doped
ferroelectric or paraelectrics, such as BaTiO; [41,42], or
SrTiO;3 [36,37,43]. The LO-TO splitting effects become large
in this regime and we must take the middle term of Eq. (30)
into account. In addition to that, the electronic plasma fre-
quency is of the order of phonon frequency in this regime.
Consequently, the electronic plasmon and its interaction with
the spin-flip and phonon modes will play an important role.
The eigenmodes are shown in Fig. 5(a). As expected, there
are six positive-definite roots in this regime corresponding to
phonon-plasmon modes coupled with spin-flip modes. The
coupling between modes is characterized by anticrossing in
several magnetic field regimes. In Fig. 5, the parameters
are chosen such that @, < wro K wp;. This also implies
wto K w10, according to Eq. (14). Like in the high carrier
density regime, discussed in Sec. III B 2 a, in this regime also
one of the spin-flip modes (£25) becomes unstable (imaginary)
above a certain value of «, as shown in Fig. 5(b). More-
over, the instability occurs at Ay = 0, the same way as in
Sec. III B 2a. We study the weak-field regime to obtain the
critical value of « for this instability followed by moderate
and large-field regimes to study mode anticrossing.

Weak magnetic fields. At small fields, the eigenfrequencies
are obtained as

a(210)*/2] cos 6|
60)%0
o(210)*'2 cos 6|
6a)%0

Q) & wro + Az +O(A%),

Q ~ wro — Az +0(A3),

o] 2 2 \/ 2,2 2 > 2]
Q3= E[a)poo—i_wLO - _4wpoowTO + (wpoo + C‘)LO) :|

+0(A2),
a2u)*?

Q4 ~ Az|1 —

+0(a2),

2a(2p0)*?

Qs ~ Az |1
5 Z 3(1)%0

+0(42),

1 2
0~ —= [0+ + 4070k + (@3 +0]o)']

V2
+0(87).

172

(45)

where 0, is the polar angle of q with respect to the z axis.
The effect of the direction of q results from the combination
of LO-TO splitting and Zeeman field. For q along the z axis
(64 = 0), 21, can be observed to coincide with 2,3 in the
high-density limit [see Eq. (32)]. These modes correspond to
phonons polarized in the xy plane, and thus LO-TO splitting
does not affect them for q along z. The splitting ~A 7 between
them is caused by the off-diagonal terms in the phonon self-
energy (25), that affects only phonons, polarized in the xy
plane. As 64 increases, one of the transverse modes’ polar-
izations has to rotate towards z, such that for 6 = 7 /2 it is
fully along z. In that case, the self-energy (25) does not lead to
direct hybridization of the two transverse modes (since there
are no off-diagonal elements coupling z-polarized eigenstates
to the other ones), explaining the absence of a ~ Ay splitting
between ), at 6, = 7 /2. Thus the results of the previous
section can only be recovered in the w,; << Az limit, where
the LO-TO splitting can be ignored.

At small fields, the coupling between different modes
stemming from phonons, plasmons, and spin flips is weak.
The eigenmodes shown in Fig. 5(a) can be understood in the
following manner. In the wps, K wro K w); Tégime, 4 and
Qs are spin-flip modes and disperse linearly with Az. Mode
Q3 corresponds to the plasmon with gy as a screening factor.
And finally €, and 2, correspond to TO modes, while 3
corresponds to the LO mode. This allows to understand the
instability of one of the spin-flip modes 25 in the same way
as it is discussed in Sec. III B 2 a. Indeed, the form of Q5 in
Eq. (45) tells us that the mode becomes unstable for o > «,
where « is defined in Eq. (33) which depends on TO mode
frequency. This is the same condition as that obtained for Q25
in the high carrier density (@, > wp;) regime.

At Az =0, one can find a clear distinction between the
double-degenerate TO mode [€2; and €2, in Eq. (45) and
Fig. 5(a)] and the longitudinal modes [€23 and ¢ in Eq. (45)
and Fig. 5(a)], arising from the hybridization between the
electronic plasmon and the LO phonon. Moreover, as long
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as the wp < w,; condition holds, the hybridization between
plasmon and LO phonon is weak and therefore 23 and €24
can be identified as plasmon and LO phonon, respectively. As
discussed in Sec. III B 1, the plasmon frequency is w,g in this
case, due to screening by fast longitudinal oscillations.

Overall, we have demonstrated that in the presence of
LO-TO splitting and low-energy electronic plasmon, the polar
instability of the system in the ¢ = 0 regime manifests itself
in the softening of the spin-current electronic mode £2s.

Moderate and large magnetic fields. As the magnetic field
is increased, a coupling of spin-flip modes with plasma and
TO and LO modes occurs, which is characterized by anti-
crossings at Az ~ wyy, Az ~ wro, and Az ~ wi o, respec-
tively. We reiterate that in the low carrier density regime, the
frequency of the plasmon mode is w0, N0t @pe. Therefore,
the strong hybridization of spin-flip modes with plasmons oc-
curs first at Az ~ w0, and then with TO modes at Az ~ wro.
As the magnetic field increases further, the LO mode and one
of the spin-flip modes hybridize at Az ~ wio. Due to this
nontrivial hybridization at moderate and large fields, €24 and
25, which started off as spin-flip modes, evolve into one of the
TO modes and low-energy plasma mode, respectively. Mode
Q23 which started off as wpp evolves into another TO mode,
while €, transforms from one of the TO modes into the LO
mode. Finally, ©; and Q¢ transform from corresponding TO
and LO modes to spin-flip modes at large fields.

IV. PROPERTIES OF THE POLAR TRANSITION

In the previous section, we discussed the excitations of
the spin-orbit coupled nearly polar metal for the Q > vpgq
regime. One of our findings was the instability of the
low-energy spin-flip mode above a critical value of the
coupling constant [or for TO phonon frequency below a
critical value, Eq. (34)]. In particular, its frequency depends
linearly on the applied field Az, but the slope of this
dependence (effective g factor) vanishes at @« = . However,
to assess the thermodynamic behavior of the system on the
approach to the (quantum or classical) transition, we need
to explore the Q < ¢?/2m;, < vpq regime, where the static
limit € = 0 can be studied.

The goals of this section are to elucidate the nature of
the soft mode: to understand whether it occurs at ¢ — O or
finite ¢ and what is its polarization (assuming it has phononic
character). To study this we calculate phonon self-energy,
I,p, in the static limit up to terms of order ¢*> assuming
q*/2my, < vpq < Az, and evaluate the phonon eigenenergies
and eigenvectors in this limit.

A. Self-energy at @ = 0 and finite ¢

We calculate self-energy at Q = 0 in the limit ¢?/2m, <
vrq < Az. We put Q = 0 in the general expression for self-
energy [Eq. (22)] to get

A2 -
Mup(q) = 5 Z/kszofij(& @)

ng (gli—q/Z) —nF (§ﬁ+q/2)
Ay’

46
Ty —e ) —G—n%

where the factors foi% are given in Eq. (23). Note that in con-
trast to the 2 > vrq case, the intraband contributions to IT,;,,
Iy, and II,, are not required to vanish by the conservation
law for the spin-current component ;. On the other hand, IT,,
is not affected by this, as it consists only of j;r“' correlators,
leading to interband transitions.

Replacing the Fermi functions in Eq. (46) by ® func-
tions and upon writing k - q = kg, with § = g, sin 6 cos ¢y +
qy sin 6 sin ¢y + g, cos G, we obtain the conditions on the
limits of the k integral. Upon using these conditions for k
integration, we obtain the self-energy at ¢ — 0 and up to A%
order:

dadqp
P 3k

32 2
Mop(q) ~ — 22 @107 [<§ q >5

o 4+ |3

1Az Az \*[ qaqp
—(ZZ£) s +5, 2z
3<2M0>( P ¥ 3)+<2M0> 1262

4 17¢* — 6q§ 294% — 12q§
P\ 480k2 “T480k2

qaq
+ (801883 + 803881 + 842083 + 8430p2) § .
80k2

(47)

Terms of order O((¢?/2my)?/2u0Az) and higher are ignored.
One observes that in contrast to the Q> vpg case [see
Eqgs. (24) and (25)], the diagonal components of I,z are all
equal at Az = 0, g — 0. This reflects the additional contribu-
tion of intraband terms to IT,, ,, in the static limit discussed
above.

B. Phonon soft mode

Our goal now is to identify the critical mode of the transi-
tion in the static = 0 limit. To do that, we study when the
phonon eigenfrequencies, renormalized by static self-energy
corrections (47), turn to zero. As discussed in Sec. ITA 2,
for the static case the LO-TO splitting is always significant
[Eqg. (18)] and must be taken into account. We use the same
form of the phonon propagator as in Eq. (19), but with I,
obtained in Eq. (47). After substituting Eq. (18) into Eq. (19),
we get

_ 27V qadp =

1_ 2,2 2

D, =g | (@ oho@)iun + w05 + @]
(48)

where ﬁaﬂ(q)z Haﬁ(q)/(ZnV/Q%). The roots of

Det[D~'] = 0 are collective modes of the system.
We start with discussing the case ¢ — 0 (below we will
justify that the soft mode is at ¢ = 0). We find three eigenen-

ergies:
A2
(g — 0) = 2 [1—1{1— z ” (49a)
1 B S R TOISE
o A2
LG 0) = [1——{1— z ” (49b)
2 O T | 8Quo2
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Q2(g — 0) = [1 _ 3{1 _ 4 ” (49¢)

’ L @l 4Quy
For Az =0 it is evident that all the eigenfrequencies turn
to zero simultaneously at @ = ¢, corresponding to the usual
O(3) universality class of the transition. At finite Az, not all
of the frequencies in Eq. (49) go to zero simultaneously on
increasing «. In particular, €2, and €2, go unstable first. Ana-
lyzing the q-dependent eigenvectors of Eq. (48), we conclude
that ©; and €2, in Eq. (49) are always the modes that are
polarized perpendicular to the magnetic field. Consequently,
we find that in a spin-orbit coupled polar metal, the presence
of the magnetic field introduces an easy-plane anisotropy, pin-
ning the polarization of the critical polar mode perpendicular
to magnetic fields.

These results can be understood within the framework of
Landau theory for the polar order parameter in the presence of
a weak magnetic field H. The free energy takes the following
form (consistent with spherical symmetry above transition):

F[P,H] ~ [a(T) + nH?IP* + ¢ (P - H)> + bP*.  (50)

From the above Eq. (50), it follows that in a polar metal with
spin-orbit coupling, the conduction electrons result in n > 0
and ¢ > 0. Close to the transition, this implies the possibility
to orient the polar order orthogonal to the applied magnetic
field.

We now turn to the case of finite ¢. In the ¢%/2my; <
vrq < Ay regime, the g corrections to the eigenfrequencies
in Eq. (49) are

Qi(g) = Qi(g > 0)

_ 5 -
2 o Wt 17 Az 2 2
10 -
YT { 160 2oy | |+ )
_ 5 -
2 o Wt 11 Az 2
— 1o}y . (51
Tt e { 160 2ue )& O
Q3(g) = Q3(qg — 0)
_ 5 e
2, @ Wy 57 Az 2 2
10y - =
Tt G ae { 320 (2102 | | (4: + ;)
- 5 -
2 a wig 11 A5 5
2ol o . (51b
+ _CT + o Sk% { 160 27202 _CIZ (51b)
Q3(g) = (g — 0)
r 2 2
2, @ P10 3 A 2., 2
ol SRl ) @
r 2 2
2 a wig 17 Aj )
—ZTo)y Lz . (51
Tt me { 160 Qo | |5 ©19

where Qiz(q — 0) is given in Eq. (49), cr,) is the TO (LO)
phonon velocity with ¢; = ¢7 + @7,/(¢* + k), and @ and &g
are defined in Eqgs. (31) and (33), respectively.

One observes that the rotational symmetry in the xy plane
(the plane perpendicular to the direction of the magnetic field)
results in the degeneracy of 2; and 2, at ¢ — 0 [Eq. (49)],
which is broken by finite ¢ in the plane [Eq. (51)]. Moreover,
for Az <« o the momentum dispersion of each mode in
Eq. (51) (terms of order ~¢?), remains positive. This result

also holds in the opposite regime when A; < ¢*/2m;, < vrq
(see Appendix C for technical details). Consequently, the
zero-energy solution first appears at ¢ = 0, proving that the
critical mode of the polar transition remains at ¢ = 0 when
coupled to conduction electrons.

V. DISCUSSION

In this section, we extend the results of Secs. III and IV
and discuss their application to experiments. We first address
the effects of temperature, orbital magnetic field effects, and
finite lifetimes on our results. Next we present an extension
of the results of Sec. III to the 2D case, given the recent
discovery of several 2D polar metals [5,6]. We conclude this
section considering the experimental feasibility of extracting
the coupling constant A in both three and two dimensions, and
also discuss the field orientation of the polar order.

A. Applicability of approximations

For most of our derivations in Sec. I and results in Secs. III
and IV, we assumed 7' = 0, clean system, and ignored orbital
quantization in the magnetic field. In this section we will
discuss the effects of relaxing these approximations and assess
their applicability.

1. Finite temperature effects

Finite temperature effects can be analyzed using the gen-
eral expression for the phonon self-energy, Eq. (22). One
observes that T enters the expression only via the Fermi
functions. The k integral for all the components of the phonon
self-energy [Eq. (22)] has the same general form, which can
be written after variable substitution as

nwmm~§j$mm/ d&( + ) PlnpE — Az/2)
53 H
—np(€ + Az/2)], (52)

where & = e — p and g55(Q) ~ (D — (s — HAZ/2) .
Assuming temperatures 7 < u, the lower limit of £ integra-
tion in Eq. (52) can be extended to —oo. Now we consider two
regimes: Ay < T and Az > T. Inthe Ay <« T regime, one
can expand the difference of two Fermi functions in Eq. (52),
yielding a prefactor proportional to Az/T. However, after
performing the integral to the leading order in 7'/u all the T
dependence drops out: the £ integral gives T u’/*(Az/T) ~
w32 A, Likewise, in the opposite regime, i.e., Az > T, one
finds that the integral is o< Az. Indeed, the explicit calculation
suggests that the T'-dependent correction appears as (T /i) in
both limits. The final form of IT;; in both regimes, therefore,
reads

15j(R) ox Az{1+0(£)2}+3§32 {1 + (’)(Z)z} +...
(53)

So the conclusion is that in both the regimes, the T -dependent
correction is small, i.e., O(T/ w32, regardless of the A value.
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2. Resonance broadening due to scattering

We next discuss the broadening of ¢ = 0 eigenmodes due
to scattering of electrons by nonmagnetic disorder or interac-
tions. To make our point, for simplicity, we consider the high
carrier density regime when there is no distinction between
LO and TO mode frequencies. We assume the broadening
effect to be characterized by the scattering rate I which affects
only the electron Green’s function; phonons are assumed to be
sharp in our treatment.

In the phonon self-energy, the presence of disorder simply
amounts to replacing i€2,, everywhere in Eq. (24) by Q 4 i’
and obtaining real and imaginary parts (see Appendix D
for details). The imaginary part shows spin-flip resonances
peaked at Q = Az with ' as the width of the resonance due
to disorder.

We now analyze the effect of this broadening on the hy-
bridized collective modes arising from interaction (1). We
illustrate the effect for the energies near the anticrossing point
(Az =~ wrp) and at high carrier densities, relevant for the
discussion in Sec. V C. We then need to consider the modes
2, and s, given in Eq. (36) and shown in Figs. 3(a) and 3(b),
which give maximum splitting near the anticrossing point.
Assuming I" to be small compared to the real part of the mode
frequencies, one obtains

2 2 |
158zL7 + (i — A7)

2 2
wro — A7

2:|, 54
%AzLZ + (“)%0 — A7)

- ir
QS :QS—E 1+

where €2, s is given in Eq. (36). Equations (54) can be read
as resonance peaks at Q5 and Qf with widths given by the
imaginary part. As we can see that near the anticrossing
(wro & Ayz), the second term of the imaginary part vanishes.
Therefore, the effect of disorder leads to the width of the
resonance for both modes to be I' /2.

Finally, in between 2, and Q25 in Figs. 3(a) and 3(b), there
exists another mode 23 which also gets broadened due to
disorder. If we assume that the maximum width of Q3 is T,
then to resolve all three modes the energy splitting must be
larger than 3I"/2.

3. Orbital effects

In our discussion earlier, throughout we only considered
Zeeman effects of the magnetic field and ignored its orbital
effects. The orbital effect of the magnetic field implies Landau
quantization of the electronic levels [44]. In this section we
will argue that finite 7' and scattering effects smear out orbital
effects allowing to neglect them with respect to the Zeeman
splitting.

Physically, the Landau quantization leads to oscillations of
various physical quantities, such as density of states or resis-
tivity in the presence of magnetic fields. Finite temperatures
reduce the oscillation amplitude by the factor Rr R, [45] given
by

272 pkpT [ he, Az

= s R(7 = (
r sinh(Qm2pkpT /hiw,) cos\thy

). 9

c

where kg is the Boltzmann constant, w, = eB/m.c is the cy-
clotron frequency with m,. as the cyclotron effective mass,
and p is the number of the oscillation harmonic. Here R,
comes from the energy difference /iw, between spin-up and
spin-down electrons in the magnetic field. The ratio Az/hw,
can be written as gm,/2m,, where m, is the free electron mass
and m, is defined as m. = (0A./0¢)/2m with A, as the ex-
tremal cross-section area. In a free-electron system, g ~ 2 and
A, = nk,%- = 2w m, g, which means m. = m,. The Zeeman
term thus becomes (—1)”.

If the magnetic field, cyclotron effective mass, and temper-
atures are such that kg7 > hw,., we have

Rr (56)

47'[2pkBT ( 2n2pkBT)
= eXp — .
how, how,

For practical conditions of T and B, and m, not very different
from m,, the above Eq. (56) is a good approximation. As-
suming that the electron mass is not very different from the
cyclotron effective mass and also the g factor is of order 1, one
has fiw. ~ Az. In this case, for T > Ay, the oscillation am-
plitude is suppressed exponentially, resulting in the smearing
of Landau levels, while the spin-phonon resonances, Figs. 3
and 5, are still expected to be observed. As has been shown
above, for T > Ay, the leading finite T correction to the self-
energy is of order (T'/ o), which is small in our assumption.
The spin-phonon resonances, therefore, are not significantly
affected. Thus, at elevated temperatures, the orbital effects can
be ignored.

In the opposite regime, i.e., kT < hw. ~ Az, the coupled
spin-phonon modes and Landau levels both are sharp and
on this ground the orbital effect (Ry = 1) seems to play a
significant role too. This is where scattering effects play an
important role and we will argue that the orbital effects are
suppressed again.

Finite electronic scattering rate (due to disorder or in-
teractions) suppresses both orbital and spin effects of the
magnetic field. If the electrons have a finite relaxation time
(t), parametrized by the damping factor I' (r ~ '), the
otherwise sharp Landau levels broaden, leading to reduction
of the oscillation amplitude [46]. This implies an additional
reduction factor, known as the Dingle reduction factor (Rp)
[45.46],

27tp1")’ 57)

Rp = exp( oo,
that is appended with the oscillation amplitude. We see that
the additional factor Rp (the overall oscillation amplitude
becomes RrR,Rp in the presence of disorder) suppresses
the oscillation amplitude exponentially. The spin-phonon res-
onances are also smeared due to disorder, as discussed in
Sec. V A2; however, the exponential suppression of the or-
bital effects can be much stronger at low to moderate fields.
This suggests that for real not too clean systems, the orbital
quantization effects may be negligible also at low tempera-
tures. We note, however, that in the absence of disorder, a
mixing between the orbital cyclotron resonance and optical
phonons has been theoretically predicted [47] for 2D electrons
in quantum wells.
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B. Summary of 2D systems

Systems such as few layers of WTe, [5] and trilayer super-
lattices [6] have been reported to be 2D polar metals. With the
advent of these materials, it is therefore imperative to study
the interaction of electronic excitations and phonons in two
dimensions as well. For the purpose of this section we assume
Q > vpq where it is legitimate to consider ¢ = 0 as discussed
in Sec. III. Unlike the case in three dimensions, at ¢ = 0 the
LO-TO distinction vanishes for two dimensions, and there is
no need to go to the high carrier density regime [48,49].

In particular, we consider the applied magnetic field to be
in the xy plane. We assume an isotropic 2D electron dispersion
and choose the field to be along the x axis. Upon explicit
calculation at T = 0, the self-energy matrix reads

)»zm%A,uo Az

f(e,) = — o, 58
(82,) - P+ A2 2D (58)
where
. A, 00
[pp=| 0 Az -—-Q,], (59)
0 QL Ay

and A is area of the crystal. Note that the chemical poten-
tial in two dimensions is unaffected by magnetic fields (see
Appendix A 2).

Physically, the self-energy matrix (58) and (59) can be un-
derstood directly from its three-dimensional (3D) counterpart
as discussed in Sec. IIT A. Since the field is applied along the
x direction and for two dimensions k, = 0, one can immedi-
ately say that for I, only the jy*-j* correlation contributes.
Similarly for Iy, the only contribution is from the ji*-ji°
correlation. IT,, consists of four terms, jf""— jf‘", j;’"— jf‘", jfc"“- j;’-',
and j*-j{ correlations, of which only jo'-j contributes. So,
unlike for three dimensions, in two dimensions one anticipates
1, = I,, = I1; already by symmetry. Using similar argu-
ments for the off-diagonal contributions one finds that since
the field is applied along the x direction, only I1,, and IT,
remain nonzero [Eq. (59)].

Finally, we calculate the coupling of modes the same way
as that for three dimensions in Sec. III B 2. We note that in
general, the phonon polarized along z should not have the
same energy as the ones polarized in the xy plane, as they
belong to different irreducible representations. Here we ne-
glect this splitting to illustrate the qualitative effects; it can
be included into consideration straightforwardly by modifying
the phonon propagator with an additional term ~§, 30p 3. The
2D analog of Eq. (30), but without LO-TO splitting, can be
written as

Az
Q2 + A2

13

Det[(Q,zn + wip)l — @ ZD} =0, (60)

where ﬁzD is given in Eq. (59) and the coupling constant A is

parametrized by

kszQéA,uo
2rv

having the unit of Energyz. Note that axp [Eq. (61)] consists

of the ratio A/V, which in experimental terms is equivalent
to 1/ag, where ay is the lattice constant. Solving Eq. (60) for

(61)

0p =

2, we get five positive-definite roots, regarded as spin-phonon
resonances, which disperse with Az. In this case also only the
lowest lying mode [2D analog of 25 in Eq. (32) and in Fig. 3]
becomes unstable at weak fields for aop > w3,

Eigenfrequencies that give maximum splitting near the an-
ticrossing point read

172

1 2
Qos5) = 7 |:w%o +A7+ \/(w%o — A7)+ 40@1)@} )

(62)
where €2 is the one with the “4” sign, while Qs is the one
with the “—”" sign. Following the same procedure as discussed

for the 3D case in Sec. III B 2 a, we obtain the coupling con-

stant:
AQ2)2
A= %' (63)
2nmp A5 2

Similar to the 3D case, from the measured AQ? at a particular
carrier density and magnetic field, one can determine A for
known my, ag, and 2y of the material.

C. Experimental proposal

In this section, we will discuss the prospect to measure the
electron-phonon coupling constant A [Eq. (1)] and to orient
the polar order by magnetic field. We begin with the former,
assuming the case of high-density metals when LO-TO dis-
tinction can be ignored. In Fig. 3, it has been shown that the
excitations of the nearly polar metal exhibit an anticrossing
at Az = wto. The magnitude of this anticrossing allows to
extract the value of A directly [Eq. (39)]. Note that it follows
from the definition of the Green’s function, Egs. (30) and (31),
that the true expansion parameter for the electron-phonon
interaction is A£2y. Consequently, while the ionic frequency
Qo = /exowy; may not be straightforward to extract from
measurements (especially in the strongly metallic case), it is
sufficient to deduce for the 3D case

Do = Qg = | TR (64)
phys = A2%0 = dnmp A%’

where AQ? is the difference between frequencies squared [see
Eq. (37)]. All quantities on the right-hand side of Eq. (64)
are experimentally measurable. To estimate the value of A€,
which could be relevant in determining possible experimental
probes, we cast A2y in Eq. (64) in terms of the parame-
ters used in Refs. [19,20] for the interaction Hamiltonian.
Recalling that Qg = /eccwpi, We can write AQq = 6t/.,/p,
where 8t = ng(Ze)A is the electron-phonon coupling constant
parametrized in Ref. [20] and p = Mny is the ionic mass
density with M and ny as reduced ionic mass and ionic
density, respectively. Replacing Az by wto (valid near the
anticrossing point), we get for AQ (assuming weak splitting
AQ? ~ 2010 AQ) as

5t?
AQ A | TR0 (65)
TP
The value of the splitting of the collective mode fre-
quencies, AQ [Eq. (65)], can be measured in spectroscopic
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experiments that can detect ¢ = 0 phonons. The most promis-
ing way to study the phonon excitations is undoubtedly
inelastic neutron scattering; in particular, powder experiments
are sufficient, since the splitting can be observed at g = 0.
For low-density metals or doped semiconductors (such that
the light can penetrate sufficiently deep in the sample), IR
spectroscopy can be alternatively used. Both techniques are
primarily sensitive to the phonon excitations, meaning that
the spin-flip mode itself would be harder to observe. We note
that techniques that couple to spin susceptibility (e.g., electron
spin resonance) will not observe the modes described here; as
has been mentioned above, the spin-flip modes we consider
here arise from the spin-current response function, and not
spin susceptibility.

The important limiting factor in real experiments would
be the magnetic field range needed for the experiments.
Assuming the g factor of conduction electrons to have the
free-electron value, the required field is of the order of 10 T
per 1 meV of the transverse phonon energy wro. We note
that for a second-order transition, wto would go to zero at
the critical temperature (or value of external parameter for a
quantum transition), and thus the required field can be min-
imized by going close to the transition. To give an example,
for SrTiO; the relevant phonon energy is around 2 meV at low
temperature [50], suggesting a field of around 20 T (see also
below), accessible in modern laboratories. Using Ca substitu-
tion [36,37,43], however, SrTiO5 can be driven ferroelectric,
allowing for measurements at lower fields due to softening of
the TO phonon.

While the temperature, as discussed above, does not affect
the observation of the anticrossing, the electronic scattering
rate does. In usual metals, the scattering times are of the order
10~ s [51,52] at room temperature, implying I' ~ 60 meV
and fields in excess of 600 T to observe the splitting. On
the other hand, as the typical residual resistivity ratios can
be often of order 100, this implies that disorder scattering in
clean samples at low temperatures restricts the field to being
above 6 T or less only. This order-of-magnitude estimate
suggests that for polar metals with classical transitions well
below room temperature the spin-phonon resonance can be
potentially observed at fields below 10 T.

We now turn to the possibility of orienting the polar or-
der with magnetic field, discussed in Sec. IV. In particular,
we found that the polar order is “pinned” to the plane or-
thogonal to the field direction (see Fig. 1). The argument
above can be readily generalized to systems of lower sym-
metry. For example, if we consider the tetragonal symmetry,
as considered in SrTiOz [53], the polar order will be along
the pseudocubic [110] or [110] axis without magnetic field.
For doped SrTiOs;, we then predict that orienting the mag-
netic field along one of these axes would pin the polar
order along the other axis, allowing on-demand switching of
polar order by magnetic fields. This presents an attractive
alternative [5,54,55] to electric-field switching that is hard
to apply in bulk materials due to screening by conduction
electrons. The resulting switching can be probed by transport
anisotropy. Indeed, the polar order breaks rotational sym-
metry, as happens also in nematic phases, where resistivity
anisotropy is the conventional probe to detect this state [56].
Field orientation of the polar order would then result in a

change in transport anisotropy, and could have applications in
spintronics.

We next discuss the candidate materials where the effects
discussed here could be observed. Recently, LiOsO3 [3.,4,7]
and few-layer WTe, [5] have been observed to be intrinsic 3D
and 2D polar metals, respectively. On the other hand, there
has been also evidence of artificial 2D metals [6], and 3D
doped systems such as SrTiOs; [36,37,43], BaTiO; [41,42],
and KTaOj3 [57] undergoing polar phase transition. On general
grounds one seeks materials with strong spin-orbit coupling
and not too low density: the actual strength of electron-phonon
coupling effects, Eq. (1), grows with both A and electron
density (due to k ~ kp).

As far as the perovskites are concerned, in SrTiO3 (STO),
A has been proposed to be the origin of the superconducting
pairing [17,18,20] and there is recent theoretical suggestion
that it can be indeed sizable [19]. However, STO consists of
Ti atoms which are quite light and results in a relatively weak
(20-30 meV) SOC effect in the band structure [58]. BaTiO3
can be then expected to have a comparable A. Perovskites
consisting of heavier elements, such as LiOsO3; or KTaOj3
(KTO), are expected to have stronger SOC, and hence stronger
A. Indeed, for KTO the SOC-related splitting in the band
structure is around 400 meV [59,60], an order of magnitude
larger than in STO. For LiOsOjs it has been reported that,
unlike other 5d transition-metal oxides, the effect of SOC on
the band structure is small [61]. Nonetheless, the presence of
heavy elements in this polar metal may lead to a large value
of A which should be checked experimentally.

Let us now discuss in more detail the most well-studied
candidates, STO and KTO. In the insulating phase, the values
of wro for STO are known from various experimental means
such as inelastic neutron scattering [50], Raman spectroscopy
[62,63], and hyper-Raman spectroscopy [64—66], while that
for KTO is known from inelastic neutron scattering [67],
infrared [68], and Raman spectroscopy [63,69]. These num-
bers are roughly 1.9 meV [50] and 3.1 meV [67] for STO
and KTO, respectively. Without any modifications moving
the material closer to the polar quantum critical point, we
estimate the required magnetic field near the anticrossing
point, B & wro/gus, for g factors 1.978 [70] for STO and
2.31 [71] for KTO, to be around 17 and 23 T, respectively.
The energy scale €2 also is an experimentally accessible
parameter and for STO and KTO in their insulating phases is
known from inelastic neutron measurements to be 194.4 meV
[50] and 168 meV [67], respectively. Using these values, the
required carrier density to ignore LO-TO splitting (such that
Wpoo 3> ;) comes out to be around 10"°-10%° cm 3.

Now we provide an estimate for the mode splitting, A2
[Eq. (65)], in strongly doped STO near the anticrossing point.
The density functional theory (DFT) calculated value of &t
that appears in Eq. (65) for the case of STO suggests &t =
t.,do ~ 421 meV [19], where ap = 3.9 A is the lattice con-
stant for STO. However, the pairing interaction energy for
this value of &¢ is too weak for superconducting 7. to be
consistent with experiments. To get the values of 7, in the rel-
evant range, the BCS coupling constant Agcs = Vg Vesr, where
Vr 1is the electronic density of states and Vg is the effective
attractive interaction which implicitly depends on §t, needs to
be cranked up. This can be achieved by going near the polar
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quantum critical point (QCP), as shown in Ref. [19]. Using
the values obtained in Ref. [19], we find the cranked up Vi to
be around 2 eV, which gives new 8¢ to be roughly five times
the DFT value. For this new 4¢, and using the experimentally
known parameters of STO, i.e., m, = 7Tm, [72] with m, as
bare electronic mass, and p ~ 5 g/cm3 [20], we obtain the
mode splitting A2 [Eq. (65)] to be around 0.4 meV at carrier
densities of order 10*° cm™>. This is the required value of
82 at the given carrier density if superconductivity in STO
is indeed driven by Rashba-type electron-phonon coupling
[Eq. (1)]. For even higher carrier density, e.g., 10! cm™3,
AQ ~ 1.3 meV (assuming the same effective mass is appli-
cable). We note that in doped STO, the TO phonon frequency
also increases with density: using the relation in Ref. [73] with
a value of 1.9 meV [50] for the undoped case, we get wro ~
4.6 and 13.5 meV for n = 10* cm™ and n = 10?! cm3,
respectively. This corresponds to magnetic fields of around 50
and 140 T. These numbers, however, can be reduced by tuning
the system closer to the polar QCP: isovalent substitution or
strain can be used for that matter [32,33,43]. In particular, for
systems sufficiently close to QCP, wro can be made arbitrarily
small, reducing the required fields to be in the practically
attainable range.

Doped KTO may also be a promising candidate for the
observation of the effects discussed here: with the spin-orbit
coupling effects being roughly 20 times larger than that in
STO [59,60], one can expect the splitting A2 to be (using
8t ~ 2068tsto, With dtsto =~ 421 meV [19], m, = 0.8m, [74])
around 0.6 meV for n = 10%° cm™3 (which is achievable with
chemical doping [75]).

From the above discussion, it is clear, however, that an
ideal system for the observation of effects discussed here
would be an intrinsic polar metal with large density of itin-
erant electrons [due to the density dependence of Eq. (65)];
LiOsO3; may provide such an example.

VI. CONCLUSIONS

In this paper, we have analyzed interactions between the
collective modes and the order parameter fluctuations of
metallic systems close to polar transitions in the presence
of magnetic fields. More specifically we have considered the
effects of spin-orbit coupling mediated interactions between
electrons and phonons, both transverse and longitudinal, as
allowed by symmetry. We have found that phonons, plasmons,
and magnetic-field-induced spin-flip transitions all can hy-
bridize, leading to anticrossings in the spectra (Figs. 3 and
5). We have demonstrated that the splitting energies at the
anticrossings can be used to determine the strength of the
spin-orbit coupling mediated interactions between electrons
and phonons in spectroscopic experiments, such as inelastic
neutron scattering or IR spectroscopy (Sec. V C). The polar
transition manifests itself in the softening of the effective g
factor of a hybridized spin-flip excitation at the transition. Ad-
ditionally we have shown (Sec. IV) that the order parameter
of the polar phase can be oriented by magnetic field in a polar
metal; in particular, the electron-phonon interaction pins it
to the plane orthogonal to the field direction. The proposed
measurements will put important constraints on theoretical
descriptions of polar metals, particularly in their supercon-

ducting states where there are many mysteries. More generally
our results facilitate the search for new types of superconduct-
ing and non-Fermi liquid states near polar critical points and
suggest ways to control polar order in metallic systems that
hold promise for future applications.
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APPENDIX A: EFFECT OF MAGNETIC FIELD ON THE
CHEMICAL POTENTIAL

For the purpose of our problem, we do not constrain the
largeness of applied field and in general it can be such that
the system is either partially polarized, when both the spin-
split conduction bands are partially occupied (two-band case),
or fully polarized, when only the lower conduction band is
partially occupied (one-band case). The former corresponds
to the case when chemical potential is the largest energy scale
in the system while the latter corresponds to when Zeeman
energy is the largest scale. In this section, we briefly review
the effect of magnetic field on the chemical potential in both
three and two dimensions.

1. Three dimensions

The exact form of the chemical potential, obtained numer-
ically, as a function of magnetic field is plotted in Fig. 6. One
observes that the crossover from the two-band regime to the
one-band regime occurs at Ay = 2410/2'/3. To understand this
result analytically, we provide the derivation for two-band and
one-band cases separately.

a. Two-band case. The spin-up and spin-down densities are
ny = [mp2u(Az) — A2)1? /6% and ny = [mp2u(Az) +

1.
s 0.5f O
3
-~ H
™ N . . . .
S 0.5 1/21/31. 1.5 2. 25 3.
3'_0.5 AZ/Zﬂo
One-band
1.}
-1.5+

FIG. 6. Variation of chemical potential with magnetic field.
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A2)1*/? /6%, The total number density is the sum of the two:

3/2
n= %[(ZM(AZ) — AzP? + Qu(Az) + Az, (AD)

3/2 (A 3/2
1) + <—Mi 2) +1) .
A

(A2)

which can also be written as
5 2110 302 _ (2n(Az)
Az Az

Here 1o = (372n)*/3 /2my is the chemical potential in the ab-
sence of magnetic field. The above Eq. (A2) needs to be solved
for w(Az). The solution exists only when 2y > 2'3A;.
The exact analytical form is too complicated to provide here;
however, it can certainly be written in the asymptotic limit
when 2o > Az (by definition it is 2, instead of ). The
perturbative solution of Eq. (A2) is

AZ Az
4Q2uo)  16Quo)

As one can see the leading-order correction is quadratic in
Zeeman energy.

b. One-band case. This limit corresponds to 29 < Az. In
this case, only the lower conduction band, i.e., the spin-down
subband, is partially occupied and the spin-up density is zero.
So we have the condition

21(Az) = 2o (A3)

1
n=n, = —mQudz) + A)F?, (A4
672
which can be solved straightforwardly for ;(Ayz) to give
A
w(az) =2 py — =7 (A3)

While obtaining Eq. (A5), we assumed that 2u(Az) < Az.
Applying this condition in Eq. (AYS), it is trivial to see that
20 < 2'3A. So the actual crossover from the two-band to
the one-band regime occurs at 2u1/ Ay, = 2173,

Combining Egs. (A3) and (AS5), we get

w2 [ LAY LAY SO Ay
o 4\ 20 16 \ 2110 213 2p

+ 22/3_£ ® Az 1 )
210 2up 253

Note that the expression of the two-band case is obtained
perturbatively, whereas the one-band result is exact.

(A6)

2. Two dimensions

The spin-up and spin-down densities are ny =
[my2u(Az) — Az)l/4m and ny = [mp(Qu(Az) + Az)]/4m.
The total density is the sum of n4 and n,, which simply
gives n=ny +n, = mpu(Az)/m. This relation suggests
that w(Az) = o, which means that the chemical potential
in two dimensions remains the same as that in the absence
of the magnetic field. For the one-band case, similar to three
dimensions, we have (Az) = 2ug — Az /2.

APPENDIX B: APPLICABILITY OF THE
PERTURBATION THEORY

The calculations we have presented in Secs. III and IV
have been performed in the disordered phase with o < g
(apart from a phenomenological discussion of Landau theory
in Sec. IV). We have assumed that « is sufficiently small that
we need to consider only leading-order diagrams, noting that
for @ > o this may not be the case. In this Appendix we
justify our weak-coupling assumption used by estimating the
effect of critical fluctuations on the electronic self-energy;
this we do by calculating its dimensionless coupling con-
stant (C). Qualitatively, we find that C ~ Cjlog(mc?/w%,),
where C; is some other dimensionless parameter [obtained
later in this section from explicit calculation; see Eq. (BS)]
composed of coupling constant A and material parameters.
Here, o}, = wro(l — a/a)"/? and ¢} are the renormalized
TO phonon mass and velocity, respectively. From the earlier
estimate in Ref. [20], C; <« 1. Therefore, as long as we are
away from the renormalized critical point, the perturbation
theory is valid and our assumption is controllable. At the
critical point, however, i.e., “’/To — 0, the log(- - -) diverges,
and the perturbation theory breaks down. At any rate, we are
always away from the critical point.

Now we discuss the calculation in detail. The fermionic
self-energy for the interaction between electrons and a single
TO phonon can be written as

—2w,
Z(k, Gm) = — )\,2T Z/Z Fﬂv(k, q)ﬁzz
n n q

a5
x Gk +q, €, + o), (B1)

where fq is a shorthand for [d?q/(27)%, G(k, €,) is the
Matsubara analog of the electron’s Green’s function, and

Tk, q) =Tr|:<k + g x a)ueﬂ(q)e‘,(q)<k + g x a>:|

% wq[go(Q) — 0] (B2)
4

is the electron-phonon interaction vertex. Upon careful cal-

culation of the interaction vertex [Eq. (B2)], the self-energy

[Eq. (B1)] at T = 0 can be written as

Azszg/dw/ 1 1
T 21 Jq i(em + ©) = &iq 0 + @

X [k2(1 + cos® 0) + 2kq cos® 0
2 : 22
+ %{ sin40<l - sz ¢) +cos49H. (B3)

We assume that the external frequency € is small compared
to all the other energy scales in the system. This allows us to
expand the electron Green’s function in Eq. (B3) up to linear
order in i¢,,. Upon frequency integral, the above Eq. (B3),
after analytic continuation and then derivative with respect to

Xk, €,) =
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€, can be written as
dX(k,e)
de

:_)»29(2)/L( O(k1q) 4
T Jq 2w, \ (0q + Exiq)?

X |:k2(1 + cos? 9) + 2kg cos® 0

2 : 22
+%{Sin49<l—smz ¢>+cos49”. (B4)

At k = kp, and assuming g < kg, the first term of [---]
in Eq. (B4) gives the dominant contribution. The integral
over cosf in Eq. (B4) has to be done carefully: knowing
that ¢ < kp, in the first term the ® function constrains the
lower limit of cos @ integral by (—q/2kr), while in the sec-
ond term it constrains the upper limit by (—q/2kr). Up
to a prefactor k%/(vrq)?, the cos® integral can be written
as

®(_'§k+q) )

(g — Ekiq)?

1 1+)C2 —q/2kr 1+)C2
dx— T dx—
S O

Vrq Vrq

(BS)

where x = cos 8. For g > w}/c7, the TO phonon dispersion
can be considered as linear in ¢g. This also bounds the lower
limit of the ¢ integral at w/,/cf. Overall, in the limit ¢ /2kr <
cr/vp < 1, the x integral [Eq. (BS5)] simply gives 2vp/c7.
Finally, Eq. (B4) can be written as

dX(k, €) L 1
~ _ 0™F / dqq2_3

de cPupdn’ s q
)\,ZQZkZ 2
~ —Q—()Falog<&>. (B6)
crvpdm Wio

The dimensionless coupling constant is, therefore,

)\292 1 2 72
C = vp 0 log<m,ﬁ> = cllog(me), (B7)
w: w:

2 A
cr Am TO TO

where
8t2k% 1

Cl=vp——rb—
()

(B8)

with vp = mpkp /? as the total electronic density of states,
p as the ionic mass density, and 6¢ as some energy which
parametrizes electron-phonon coupling defined in Sec. V C of
the main text.

We can compare the dimensionless coupling constant C
with o /ag. From Egs. (31) and (33),

5/2
o 22Qm) % (2p0)?

2,2

otckp 1
2 v 2
o 33wy,

2 b
pwig 3T

(B9)

where we recall that wtg is the bare TO phonon frequency
which is finite in our model. The forms of C [Eq. (B7)] and
a/ap [Eq. (B9)] are equivalent (up to a logarithm) except that
in the latter, by definition, it is the TO phonon mass that ap-
pears. This makes sense in the regime when phonon dispersion
is such that '}y < crg < wro; the former condition is used

for fermion self-energy while the latter is used for phonon
self-energy. The condition wi, = wro(1 — a/ay) < wro is
legitimate because electron-phonon coupling shifts the polar
critical point to a lower value.

Most importantly, one observes that for any finite fixed
value of wro, the self-energy effect can be made small for
o K o (i.e., A being small), justifying the perturbative treat-
ment in the main part of the paper.

APPENDIX C: INVESTIGATION OF MODE INSTABILITY
AT FINITE ¢q: A; < ¢*/2m < vpq

We discussed in Sec. IV of the main text that in
the ¢°/2m;, <« vpg < Az regime, the dispersion of phonon
modes never becomes negative [Eqgs. (51)]. To show that this
is also the case when ¢?/2my, vrq shoots through Az, we
explore the opposite regime when Ay < ¢%/2my, < vgq.

We first calculate phonon self-energy at €2 =0 in this
regime which up to order A2 and ¢? reads

27V auo)>?| (8 2 ”
Myp(q) ~ — = 1 wp = gy

Q2 4 303k 3k2

L( Az 2(3 +803)
3 2//60 o o3
Az \’ ¢ dadp
-z Sy
+(2M0> { /’30k§+ 152

e+
60K2

+ 5(1/3(80(1 + 80{2)

qaqp
818 8a2081)—= ¢ |- Cl1
+ (801882 + 251)60k%}:| (ChH

Here, terms of order O(A%/(q*/2mp)?) and higher are ig-
nored.

The eigenmodes of the system are the roots of Det[f)_l] =
0, where D given in Eq. (48) accounts for phonon self-energy
in Eq. (C1). The resulting modes are

A2
weonfi2l -2
Qg 8(2p0)
_'_2_’_0‘“’%01 3 A% (2+2)
2y Lol 2
T o 8K2 20 Qo) | |\ T D
2 2
2 o Wrg 1 Az 2
%ol _ 2 ,
+[CT+Ol0 8k%{ 5(2M0)2”qz
A2 2
ey 2fr-siile- 9]
o 8(210) q

o w? 1 A2
+[c%+—i0{1 ———Z”(qﬁJrq_%)

(C2a)

o 8k2 10 (2p20)?
+|e2 + o w%o 1 1 A% 2 (C2b)
c - - 7 9
(TN RGeS i
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o A2 q2
Q2 = o? [1——{1— Z <1+—Z>H
Ol 8(240)? 7>
2 1 AZ
90, 1 22 2, 2
* |: * o 4k { 5 (2mo)? (4 + qy)

2 O Wro 3 A% 2
Raliud (o) § R .
+[CL+010 4k%{ 20 2uo2 J |

We emphasize again that the above result is obtained up to A2
and ¢ order. Therefore, from Eqs. (C2) it appears that one
can still go to the g — 0 limit. This would be wrong because
in the nondispersive term of 2j,3 (or massive terms), the
higher-order correction is of order O(A%/(¢*/2mp)?). One
cannot simply take the ¢ — O limit here given our initial
assumption. Hence in the small-A; regime, one must focus
only on dispersive terms (terms of order ~g?).

It is evident from Egs. (C2) that for Az < 2u the disper-
sion of €2, 3 never becomes negative, which indicates that
the instability does not occur at finite g. One needs to go back
to the small-g regime to understand the instability at ¢ — O,
which is discussed in Sec. IV of the main text.

(C2c)

APPENDIX D: SCATTERING EFFECTS ON THE MODE
HYBRIDIZATION AT ¢ = 0

In this section we will give technical details of the effect
of scattering rate, characterized by I', on phonon self-energy
atg = 0and T = 0. The physical consequences of this on the
mode hybridization are discussed in Sec. V A2 of the main
text. The electron Green’s function in the spectral representa-
tion [31,76] is written as

1 ®dQ A2, 1)
— = & , O
iw, — & — r5f oo 2T iwy, — 2
where
2r
A(Q2,r) = (D2)

(Q—& —rAz/2)> + 17

is the spectral function. In this representation the phonon self-
energy [Eq. (20)] is written as

1202 1 T de
() = 87120 Z/ld(cose)/o 7 50, 8)
55 -

[ [ 8
0 2w — 00 2w

© d _
X —A(L21, 5)A(2,, 5)
oo 2T

oo

1 1
T
x ;iwn—Qli(wn—}—Qm)—Q

. (D3)
2

where fff is the coherence factor given in Eq. (23) of main
text, and A(S2, r) is the spectral function given in Eq. (D2).
The frequency summation in Eq. (D3) gives

TZ 1 1 (S )_nF(Q2).
iy — Q2 i(wn + Q) — QL i — 2 +

(D4)
Now we take the imaginary part of IT;;, which amounts to
writing 1/[i€2,, — Q, + Q2] as —wd(2 — 2, + 2;) accord-
ing to the Sokhotski formula. Upon doing the €2, integral,
angle integration, and making a variable substitution from
k to & according to the free-electron dispersion relation,
kK2/2my — =&, wegetatT =0

al? [ 0 4,
_ hss de(E + )3/2/ -
\/E%:U\/—M SE o -Q 2n
1
X
(21— & —35A7/2)2+T2
1

ImH,](SZ) =

% (Q+Q—E —sAz/22 4T (D3)
where & = & and
2 4
s =/ d(cos@)/ 150,¢) ==,
0 3
s_ | dg 4
hy, = /;ld(cosé’)/o T (0, 9) = 3
1 2
w= [ acoso) [ 52rze.0) =50 -59),
-1 0 2w
1 2
my =/ d(0089>/ a0 50, ¢) = —(s—s) (D6)
-1 0

Since & <« u, (8 + p)*? ~ ©3/* and the lower limit of the £
integral can be extended to —oo. After doing a straightforward
integral we obtain the imaginary part of IT;;:

ImIT, () = ImIT,,(Q) =

ImIT,(Q) = —ImIT,,(Q) = —

The real parts can be calculated from the Kramers-Kronig relation,

1 _au)? 4QT 4QT
—Iml'I,Z(Q) + ,
(R —Az)2 442 (Q+ Az)* +4I2
au)d?[ 4r? — QX+ A2 ar2 — Q*+ A2 o7
12 (Q— Az 4427 (Q+ Az 4412 ]
Rell; (Q) = P/ gy i (€2 (DS)
ell; =— —_—,
! Q-Q
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where P denotes the Cauchy principal value, and are written as

1
Rell(R) = Rell,,(Q) = SRell(Q) =

o [4r2 — A2 Ag)

AT? + AZ(SL+ Ay)
(Q — Az)? +412 (Q+ Az)? +4172

Rell,y(R) = ~Rell,(Q) = —

ap)*? 4QT
(Q — Az)? 4412

D9)

4QT
(Q+ Az)2 4412 ]

The effect of resonance broadening, coming through self-energy, on hybridized modes is discussed in Sec. V A 2 of the main

text.
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