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Strain and origin of inhomogeneous broadening probed by
optically detected nuclear magnetic resonance in a (110) GaAs quantum well
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We obtained strain and electric field gradient (EFG) in an n-GaAs/Aly3Gag;As (110) quantum well (QW)
by optically detected nuclear magnetic resonance (NMR). The dependence of the quadrupolar splitting on an
angle between the QW plane and a static magnetic field provided the crystalline-orientation-dependent EFG
and strain in the GaAs QW. We also explored the dependence of the NMR line widths on the direction of the
external magnetic field with respect to the QW plane. It is likely that the nonuniform EFG as well as the hyperfine
interaction governs the inhomogeneous broadening of NMR spectra.
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Degrees of symmetry of potential and internal electric
field are of importance for electron and nuclear spin states
in semiconductors. Strain inside semiconductors plays a key
role for nuclear spin dynamics because it reduces the structural
symmetry. In GaAs-based systems, the quadrupole interaction
is enhanced by breaking symmetry of the electric field gradient
(EFG) [1], which depends on the applied static magnetic field
[2]. It is well known that the EFG is induced by strain [3],
and the relation between strain and the EFG has been studied
in bulk GaAs [4,5]. Recently, the quadrupolar splitting has
been highlighted to examine mechanically controlled strain
[6,7] and mapping of the strain distribution [8] in quantum
wells (QWs). The investigation of the quadrupole interaction
can provide rich information about internal electronic states as
well as nuclear spin dynamics [9-12].

In this work, we quantitatively studied unintentional strain
in GaAs/AlGaAs QWs by evaluating the EFG. The quadrupole
interaction is dependent not only on the amplitude of the EFG
but also the angle between the static magnetic field and the
principal axes of the EFG [13]. In this letter, we analyzed the
dependence of the quadrupolar splitting on these parameters in
astrained n-(110) GaAs QW, detected by optical time-resolved
Faraday rotation (TRFR) technique. The angle dependence of
the nuclear magnetic resonance (NMR) line widths is also
discussed.

In the experiments, we used a single QW sample grown
on a (110) GaAs substrate by molecular beam epitaxy. It
consists of, from the top of the epilayers, a 5-nm GaAs
cap layer, a 500-nm-thick Alg3Gap7As top barrier, an
8.5-nm-thick n-GaAs QW with Si donors doped at 5 x
10'7 em—3, a 500-nm-thick Aly3Gag7As bottom barrier, and
a GaAs buffer layer. The growth temperature was around
480°C, and GaAs growth rate was 0.7um/h. For optical
transmission measurements, the epilayer was glued on a fused
silica glass with epoxy, and the GaAs buffer and substrate were
removed by selective chemical etching. Thus the remaining
5004500 nm Aly3Gag7As sandwiching the 8.5-nm GaAs
QW is expected to be relaxed to its own lattice constant
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after removing the GaAs substrate. The sample was set in
a cryostat with a superconducting magnet, which generates a
static magnetic field By, and a Helmholtz coil for applying a
rf magnetic field B,¢(wt). In our experimental configuration,
the coordinate is taken so that the directions of the optical
path//x, Bis(wt)//y and By//z cross each other at right angles,
as shown in Fig. 1(a). The sample can be rotated by an angle
a with respect to By and an angle 8 about the [110] crystalline
orientation, respectively. The position at « = 8 = 0° are taken
so that By//[001] and Bys(w?)//[110]. For optical detection of
NMR, we used the TRFR technique in which the nuclear
magnetic field B, is detected by the change of the phase of
the photoexcited electron spin precession [14—18]. We set the
power of circular-polarized pump and linear-polarized probe
beams at 8 mW and 0.4 mW. The diameter of the laser spot
size was ~30 um on the sample. Figure 1(b) shows a typical
TRFR-detected NMR spectrum of > As obtained at T = 4.6 K,
By =10T, o = —5° and B = 0°. We chose @« = —5° to
enhance the dynamic nuclear polarization (DNP), which is
induced by the contact hyperfine interaction and gives better
signal to noise ratio. The data was taken by measuring the
Faraday rotation angle 8 with changing the rf frequency w of
B,¢. The sweep rate of w was 0.2 kHz/s. The asymmetric line
shape is due to the long nuclear spin relaxation time (a few
minutes) compared to the w sweep rate.

In GaAs QW, there are three species of nuclei that have I =
3/2: PAs, "'Ga, and ®Ga. When B, is applied, the nuclear
spin states separate into four levels. In the presence of the
noncentrosymmetric EFG, the quadrupole interaction makes
an energy separation between two neighboring levels, |m) and
|m — 1) (m =3/2,1/2, and —1/2), different from each other,
as shown by the inset of Fig. 1(b). Then the nuclear spin states
are described on the basis of |m) by the following Hamiltonian,

N eQ
H=—-yhBy- I +—
Y hbg + D
V6Va, 2V3Va 1 23Va 0
% —2J3Va  —/6Vay 0 23V
2v/3Va 0 —6Vay  —243Vs 4
0 2V3Vay  24/3Va V6Va,

)
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FIG. 1. (Color online) (a) Schematic of the measurement geom-
etry. The sample was rotated by angles « and B around B,; and the
[110] crystalline orientation of the sample, respectively. At « =
= 0°, the [110], [110], and [001] axes of the sample were along
the directions of the incident laser beams, B,; and By, respectively.
(b) TRFR-detected NMR spectrum of ’As at T = 4.6 K, By =
1.0 T, « = —5° and B = 0°. The inset is the energy diagram of the
quadrupolar-split nuclear spin states.

where y is the nuclear gyromagnetic ratio, % is the reduced
Planck constant, e is the elementary electric charge, and Q is
the quadrupole moment. V, o =3V,;/ J6, Vo1 =F(V, £
iV.), and Vo 45 = (Vix — V,,)/2 £ iV, are the spherical
tensor coefficients, and V;; = 9%V /0idj(i,j = x,y,z) are the
components of the EFG [1]. The first term in Eq. (1) is
the Zeeman term, and the second term corresponds to the
quadrupolar splitting on the basis of [m). V;; is expressed by
the coordinate transformation of the EFG corresponding to
the crystalline orientation V,, = 82V/ dkal (k, 1 = X//[100],
Y//[010], Z//[001]) [19], which is given by the product of
the elastic strain tensor & and the fourth order tensor S,
which connects the EFG tensor at the nucleus with the strain
deformation tensor [3] as

Vig = Z Skimn€mn(k,L,m,n = XY, Z). )

Suppose that only an in-plane stress exists in this (110)
QW sample, exx = e¢yy and ezx = ezy. In the Voigt notation,
Eq. (2) gives

Vi = —2Vyx = —2Vyy = Sii (622 — exx) »
Viy = 28uéxy. (3)
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FIG. 2. (Color online) « dependence of the resonance frequen-
cies of ®Ga (a) and As (c). B dependence of those of “Ga
(b) and As (d). The « dependence was measured at 8 = 0°,
and the B dependence was measured at « = —5°. The upper label

indicates the crystalline orientation corresponding to each angle (there
is displacement by —5° in 8 dependence).

Vé)( = Véy = 2S4482x.

An analytic expression of the quadrupolar splitting haw, is
given by

eQ (3cos’acos’f—1_,
’wﬁ?{ 2 Viz

+ (sin® @ — cos® a sin® B)Vyy
—V/25in 20 cos,BV;(Z}. 4)

We first investigated the o and 8 dependence of the NMR
spectra of > As and °Ga measured at T =4.6 Kand Bo =1 T.
The resonance frequencies were obtained by Gaussian fitting
of the optically detected NMR spectra, provided that there
exists time-independent fluctuation such as nonuniform EFG
[1]. The results are shown by symbols in Figs. 2(a) and 2(b) for
75 As and in Figs. 2(c) and 2(d) for Ga. The data in Figs. 2(a)
and 2(c) were taken at —50° < a < 50° and at 8 = 0°, and
those in Figs. 2(b) and 2(d) were taken at —90° < 8 < 90°
and @ = —5°. Three resonance frequencies correspond to the
transition energies of wy + |w, |, wo, and wy — |wy |, where hwy
and hw, are the Zeeman and the quadrupolar splitting energies.
We calculated the o and B dependence of the resonance
frequency from Eq. (1), whose parameters were optimized
by fitting [20]. The results are shown in Figs. 2(a)-2(d) by
solid curves. The EFG values obtained by the fitting are (in
units of 10! V/m?) as follows: V,, = £1.6, V4, = F7.8,
and V,, = £0.3 for "As; V,, = £0.9, Vy, = £3.0, and
V,y = 0.0 for ®Ga [21]. Based on these EFG values, we
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evaluate strain in the QW from Eq. (3). S;; and Sy are
determined by the nuclear acoustic resonance measurement
(in units of 10" statcoulomb/cm®) and are taken from the
literature [4]: S;; = +13.2 and Sy = £26.5 for "*As and
Sii = F9.1 and Sy = £9.2 for ®Ga, respectively. The
obtained parameters for strain are |ez7 — exx| = 3.9 X 1074,
lexy| =4.9 x 107, and |ezx| = 0.2 x 10~* for " As and
lezz —exx| =3.3 x 1074, lexy| =5.5 x 1074, and |ezx| =
0.0 x 107* for %°Ga. These evaluated for As and *Ga
are almost the same as each other, which supports that we
obtained the EFG correctly. Assuming that the in-plane lattice
constant of GaAs becomes equal to that of Aly3Gag7As, the
in-plane strainis tobe &/, = 4.1 x 107*[22]. In the (X, Y, Z)
coordinate, the components of & are given by

Exx = Eyy = — Ci2 — 2Cu g E77 =&

XX YY ClitCaraCytl f22=¢i s
Cin+2Cp

Exy = , g&yz =¢xz =0,

- &/
Cii+Cia+2Cu

where Cy, Ci2, and Cyy are the elastic stiffness constants
[23]. Using the GaAs parameters of C;; = 11.88, Cjp =
5.38, and C4y = 5.94 (in units of 10'! dyne/cm2) [24], we
obtainexy — &2z = exy = —3.2 x 107*. The experimentally
evaluated strain has the same order of that induced by the
lattice mismatch between GaAs and Aly3Gap;As. As for
the discrepancy, it might be owing to the difference of the
coefficients of the thermal expansion between the epoxy
and GaAs, which causes the comparable strain in a GaAs
QW [25-27]. Therefore, it might be that the present QW
sample strain was induced mainly by the lattice mismatch
and additionally by the thermal stress by the epoxy.

Finally, we discuss the o and B dependence of the line
widths of the NMR spectra. Figure 3 shows (a) « and (b) 8
dependence of the line widths (full width at half maximum
[FWHM)]) for = wp and w = wg — |w,| resonance peaks of
75 As and ®Ga. When || is increased (B is fixed at 0°), both line
widths of @ = wg and wy — |w, | become broader, as shown in
Fig. 3(a). In Fig. 3(b), on the other hand, the line width of
the wy resonance peak is almost constant, while that of the
wy — |w,| Tesonance peak increases drastically with 8 (« is
fixed at —5°).

Now we consider these observations by taking into account
the DNP and the quadrupole interacton. First, we examined the
« and S dependence of the DNP. The « and 8 dependence of the
degree of nuclear polarization along the external magnetic field
was examined by measuring the Larmor precession frequency
v, of electron spins as functions of @ and 8, which are shown
by symbols in Figs. 3(c) and 3(d). The solid curves are the o
and B dependence of v, without B, that is calculated by taking
into account the anisotropic electron g tensor. The degree of
nuclear spin polarization is about 7% at « = —5° and 8 = 0°.
As shown in Fig. 3(c), v, increases significantly by increasing
|| as a consequence that the time-averaged electron spins
increases with increasing |a|; thus, DNP is enhanced [15].
With changing 8, on the other hand, v; is almost constant
since the time-averaged electron spin does not change with
B [as shown in Fig. 3(d)]. This can qualitatively explain the
increase of the line widths with ||, shown in Fig. 3(a). While
efficient DNP by optical orientation is desired to achieve high
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FIG. 3. (Color online) (a) @ and (b) 8 dependence of the line
widths of ®Ga and "As at T = 4.6 K, By = 1.0 T. The o dependence
was measured at B = 0°, and the B dependence was measured at
o = —5° (¢) a and (d) B dependence of the Lamar frequency of
the photoexcited electron spins at 7' = 4.6 K, By = 1.0 T. We also
plot the frequency without B, obtained from the calculation. The g
factors |g110] = 0.26, |g110| = 0.11, and |ggo;| = 0.16 were obtained
from the Larmor frequency of the electron spins measured with the
photoelastic modulator to avoid dynamic nuclear polarization.

nuclear spin polarization states, this increase of the effective
and random magnetic field by the electron spins (not parallel
to the By because of anisotropic g tensor) should result in the
enhancement of the precession of nuclear spins, which tends
to align along By [28], and may lead to the fast dephasing of
the ensemble nuclear spins. This qualitatively explains why all
the resonance line widths become broader as || is increased
from zero.

Next, we consider the effect of the quarupolar interaction.
Based on the first-order perturbation theory, Eq. (1) gives the
energy separation between two neighboring states as

Vi 1
En—En_1 = —J/hBo + eQZ (m - E) (6)

This reveals that the NMR peaks become broad for
® = wy = w, resonance if the EFG (Vyy, Vg, and V)
is nonuniform, while the second term in the right hand of
Eq. (6) vanishes for w = wy. The effect of the EFG and its
inhomogeneity become more significant for the transitions
at wo £ w, as the magnitude of the quadrupole interaction
increases with increasing |8|. Ata = 0, hw, [Eq. (4)] is reduced
to be eQ/2-{(3cos* B — 1)V}, /2 — singﬂV)’(Y}. Assuming
that AV,, and AV, exists, the fluctuations of V,, and
Vyy, the amount of the inhomogeneous broadening by the
quadrupole interaction is expressed as

Aw, =eQ/2-{3cos* B — 1|AV,,/2 + |sin® B|AVyy ),
@)
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which monotonously increases with the increase of || for 0 <
|B| < 90°if AVy, termis dominant. That condition is expected
to be satisfied as the V, component has the largest value in the
obtained EFG for both 7 As and ®Ga. Thus, the B dependence
of the NMR line widths shown in Fig. 3(b) suggests that the
nonuniformity of the EFG governs the resonance peak broad-
ening at = wy — |w, | resonance for both 75 As and °Ga. This
can be applied to the case of @ = wg + |w,|. On the other hand,
at B =0, how, [Eq. (4)] is reduced to be eQ/2 - {(3 cos’a —
1)V}, /2 —sin? @V}, —+/2sin2aV},}. This also increases
with the increase of |«|, the same as that of the B de-
pendence. Thus, we consider « dependence of the line
widths for @ = wy £ w, is partly affected by the quadrupole
interaction in addition to the effective magnetic field by the
electron spins.

Besides these interactions, the dipole-dipole interaction
should also be taken into account: The nearest-neighbor
dipole-dipole interaction is suppressed at the angle config-
uration (¢ = B = 0°) [26]. Because the line width of the
w = wy resonance is constant with respect to f, however,
line width broadening due to the dipole-dipole interaction is
negligibly small compared with the hyperfine interaction and
the quadrupole interaction.

PHYSICAL REVIEW B 89, 115308 (2014)

In conclusion, we have investigated strain and the effects of
the quadrupole interaction on nuclear spin states in the n-GaAs
(110) QW by the optical TRFR technique. We quantitatively
evaluated the EFG of the (110) QW from the dependence of the
quadrupolar splitting on the direction of B and obtained the
strain parameters in the QW. Strain plays a key role for spin dy-
namics in semiconductors so that the quantitative estimation of
strain presented in this work enables further understanding of
spin-related physics. The fact that the line widths of the NMR
spectra change with the direction of By, suggesting that the
NMR line widths are influenced by both the inhomogeneity of
the quadrupole interaction and the effective magnetic field by
the electron spins, is also explored. These results must be useful
for extension of the nuclear spin coherence time as well as to
design the quantum structures for future spintronic devices.
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