PHYSICAL REVIEW B 101, 220402(R) (2020)

Rapid Communications
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We report on the efficient spin-orbit torque (SOT) switching in a single ferromagnetic layer induced by a
new type of inversion asymmetry, the composition gradient. The SOT of 6- to 60-nm epitaxial FePt thin films
with a L1, phase is investigated. The magnetization of the FePt single layer can be reversibly switched by
applying electrical current with a moderate current density. Different from previously reported SOTs which either
decreases with or does not change with the film thickness, the SOT in FePt increases with the film thickness. We
found the SOT in FePt can be attributed to the composition gradient along the film normal direction. A linear
correlation between the SOT and the composition gradient is observed. This Rapid Communication introduces a
platform to engineer large SOTs for lower-power spintronics.
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Electrical manipulation of magnetization through spin-
orbit torque (SOT) has been widely investigated in multi-
layer heterostructures and bulk noncentrosymmetric conduc-
tors/semiconductors [1]. For multilayer heterostructures, such
as heavy metal/ferromagnet (HM/FM) bilayers, the SOT is
considered to arise from the spin Hall effect (SHE) in the
HM [2-4] and/or the Rashba effect at the interfaces [5-7].
According to the scenario of the SHE, a spin current generated
from the HM is transferred to the FM, exerting a spin-transfer
torque on the FM. The torque efficiency is, therefore, sig-
nificantly dependent on the spin current transmission trans-
parency [8] and the spin relaxation [9] at the HM/FM inter-
face. The Rashba effect in HM/FM bilayers arises from the
structural inversion asymmetry. With the Rashba spin-orbit in-
teraction, nonequilibrium spin density of conduction electrons
is generated in the FM near the interface, which couples with
the magnetic moments. For both effects in HM/FM bilayers,
the induced SOT has an interface nature, which usually re-
quires a thin FM layer, and makes it challenging to achieve
high thermal stability at a small size. On the other side, for
bulk noncentrosymmetric conductors/semiconductors which
are usually a single-layer crystal, SOT has also been re-
ported. Researchers observed current-induced magnetization
switching in thick ferromagnetic semiconductors, such as
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(Ga,Mn)As (10-15 nm) [10] and (Ge,Mn)Te (22-144 nm)
[11] with bulk inversion asymmetry and in thick antifer-
romagnetic metals CuMnAs (40-80 nm) [12] and Mn,Au
(75 nm) [13] with locally broken inversion symmetry. In
these single-layer magnetic crystals, the current-induced spin
polarization is uniformly generated in the bulk so that a
spin torque is directly exerted on the magnetic moments.
Therefore, single-layer SOT has no thickness limitation due
to its bulk nature. However, for single-layer antiferromagnetic
CuMnAs [12] and Mn,Au [13], the switching is on the film
plane, which is not conducive for ultra-high-density magnetic
memories. For ferromagnetic semiconductors, the reported
SOT switching cannot be achieved at room temperature due
to the low transition temperature [10,11,14]. In this Rapid
Communication, we demonstrate the observation of the room-
temperature SOT switching in a single-layer ferromagnet (L1,
FePt). The efficient electrical switching in L1y FePt will be of
high interest for the practical application because it enables
memory cells with sufficient thermal stability to scale down
to 3 nm due to its ultrahigh perpendicular magnetic anisotropy
(PMA) [15].

L1, FePt is a face-centered tetragonal structure [Fig. 1(a)]
with lattice constant ¢ slightly smaller than lattice constant
a (c/a=0.968). Fe and Pt atoms are alternately stacked
along the ¢ axis ([001] direction). In our experiment, L1,-
ordered FePt films with high PMA were epitaxially grown
on different substrates (or buffer layer): SrTiO; (STO), MgO,
and MgO with a 5-nm TiN seed layer (see the Supplemen-
tal Material [16]). The L1y phase and PMA are confirmed
by x-ray-diffraction patterns and magnetic hysteresis loops,
respectively (see the Supplemental Material [16]). Figure 1(b)
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FIG. 1. Current-induced magnetization switching in the L1, FePt
single layer. (a) Crystal structure of L1, FePt. (b) Scanning trans-
mission electron microscopy (STEM) image of the FePt film in the
[100]-[001] plane. The brighter atoms are Pt whereas the darker
atoms are Fe. The scale bar is 2 nm. (c) and (d) Current-induced
magnetization switching in the 6-nm FePt film on SrTiO; under
in-plane magnetic fields of (c) —1000 Oe and (d) 1000 Oe. (e)-(j)
Polar MOKE images showing the magnetization switching process
by increasing Iy from O to 2.6 x 107 A/cm?. The light dashed
lines in (e) indicate the Hall bar edges. (k)—(p) Polar MOKE images
showing the magnetization switching process by changing I, from
0to —2.6 x 107 A/cm?. The corresponding processes of (e)—(j) and
(k)—(p) are indicated by the arrows in (d).

shows a typical cross-sectional STEM image of our deposited
FePt films on TiN/MgO, and a well-defined atomically lay-
ered structure is observed. The films on different substrates
was patterned into 5-um Hall bars for transport and optical
measurements. A dc pulsed current Iy, with a duration of
30 us was applied to drive the magnetization switching. Each
value of Hall resistance (Ry = V,./l,.) was measured by a
small ac current (I, < 50 uA) with 8 s after each pulse. As
shown in Fig. 1(c) with an in-plane magnetic field (H, =
—1000 Oe) opposite to the current direction, we observe a
clockwise switching loop by sweeping /uise. The polarity of
the switching loop reverses after the magnetic field is reversed
(H, = +1000 Oe) as shown in Fig. 1(d), indicating a typical
current-induced switching behavior similar to that obtained

in other SOT bilayers [4,17-20]. By comparing the switching
loop in Fig. 1(d) with the anomalous Hall loop in Fig. S2(b) of
the Supplemental Material [16], we found a partial switching
behavior. This is quite similar to the partial switching ob-
served in single-layer SOT switching of (Ge,Mn)Te [11]. The
possible reason for that is the current-induced temperature
rise during SOT switching, which reduces the magnetization
according to the M-T characteristics. In order to directly “see”
the magnetization switching process, we use a polar magneto-
optic Kerr effect (MOKE) microscopy to capture the magne-
tization evolution of FePt. The same as in Fig. 1(d), we apply
a positive in-plane field (H, = +1000 Oe). Figures 1(e)-1(j)
and 1(k)-1(p) show the magnetization evolutions after apply-
ing positive and negative Ipye’s, respectively. The switching
first happens at the center of the current path [Figs. 1(f) and
1(I)] where the current density is higher than that of the
Hall crossing area because of less current shunting effect.
The switched area gradually expands with increasing current
density and finally fills the whole current path [Figs. 1(g)-1(j)
and 1(m)-1(p)].

To systematically study the current-induced magnetization
switching, we measure the field dependence in 6- and 20-nm
FePt single layers. Figures 2(a) and 2(b) present the current-
induced switching loops under varying H,. We observe that
the switching current density (J.) decreases with increasing
amplitude of H, as summarized in Fig. 2(c), and there is no
switching loop under zero magnetic field. Therefore, H, not
only breaks the rotational symmetry of the spin torque, but
also reduces the switching energy barrier [21]. The switching
behavior exists even when H, reaches as large as 20 kOe,
which is consistent with the ultrahigh magnetic anisotropy
of L1y FePt. We also find that J. for the 20-nm FePt film
(~ 7.0 x 10° A/cmz) is much lower than that for the 6-nm
FePt film (~ 2.6 x 10’ A/cm?), which indicates a bulk SOT
behavior. More interestingly, because of the multidomain
property in FePt Hall bars, intermediate magnetic states are
observed. The stable multiple-level switching behavior by
electrical current in the 6-nm FePt film is shown in Fig. 2(d),
which is consistent with the domain expanding process in the
Hall crossing area, as shown in the Supplemental Material
[16]. It is worth noting that we also obtained the SOT switch-
ing in a L1y CoPt single layer (see the Supplemental Material
[16]). In order to get more understanding, we measured the
spin-orbit effective fields.

Harmonic Hall voltage analysis was conducted to estimate
the spin-torque efficiency in L1y FePt [22-25]. We apply a
small ac excitation current and measure the first- (V,,) and
second- (V) harmonic signals. The temperature rise due
to the current-induced Joule heating is negligible (see the
Supplemental Material [16]). Figure 3(a) shows the schematic
of the SOT effective fields (AH; and AH7r) in FePt. The field
dependences of V,, and V,,, are shown in Figs. 3(b)-3(d), V3,
contains thermoelectrical signals due to the temperature gra-
dient in the device [22,25,26] (see the Supplemental Material
[16]). After excluding the thermoelectric effects, the effective

fields can be determined by the formula [22,24]AH ) =

Bra)E£28Bra, . WVaw 0%V,
—2—1_4§2 , where Byr) is defined as {52/ 558 mLcr)-

& is the ratio of the planar Hall resistance ARpyg to the
anomalous Hall resistance ARayg (see the Supplemental Ma-
terial [16]). The =+ sign corresponds to magnetization pointing
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FIG. 2. Field dependence of the SOT switching in FePt on SrTiO; substrates. (a) and (b) SOT switching loops obtained under varying H,
for (a) 6-nm and (b) 20-nm FePt films. (c) Critical switching current density (J.) as a function of H,. (d) Current-induced multilevel switching
in 6-nm FePt film with controlled series of current pulses (see the Supplemental Material [16]). Six intermediate states (—0.45 2, —0.3 €,
—0.15, 0.1, 0.3 2, and 0.4 2) are observed. (e) Histogram of the six resistance states in (d), obtained from 50 repetitions of 3 positive +

3 negative pulse current sequence.

along the +z axis (i.e., =M). The symmetries of AH; (odd)
and AH7 (even) indicate a typical SOT property that is the
same as that studied in HM/FM bilayers (see the Supplemental
Material [16]). To compare the SOT with that in previous
HM/FM bilayers, we calculate the spin-torque efficiencies
(Br(ry), which is defined as AHjr)/J.. For the 20-nm FePt
film, B, and B are 65 and 30 Oe/ (107 A/cm?), respectively.
Whereas for the 6-nm FePt film, 8; and By are 12 and 5 Oe/
(107 A/cm?), respectively. The SOT in 20-nm FePt is larger
than that in 6-nm FePt, which is consistent with the smaller
switching current density in 20-nm FePt than that in 6-nm
FePt. Next, we study the physics origin of the SOT in FePt.
In general, SOT exists in systems with broken inversion
symmetry. L1y FePt and CoPt have a centrosymmetric bulk
space-group P4/mmm and a centrosymmetric polar site point-
group Dy, for Fe (Co) and Pt atoms, which does not allow

for the generation of SOT in an ideal Llp-ordered crystal
[27]. Therefore, the SOT can only originate from either
the interface or the deviation from a perfect L1, phase in
the bulk.

To examine the interface effect, we compare the B val-
ues of the 20-nm FePt films on three types of substrates: STO,
MgO, and TiN(5 nm)/MgO. Among them, STO and MgO
are nonconductive oxides with different lattice mismatches
(1.4% and 8.6%) to FePt [28], whereas TiN is a conductive
seed layer with a lattice mismatch of 9.2% to FePt. We found
the three types of FePt samples have similar §;’s [Fig. 3(e)],
whereas their B7’s are different from each other. This result
indicates that the interface can affect the SOT (Br) in FePt but
does not play a central role in the current-induced switching
behavior which was supposed to be driven by the dampinglike
field (B.). Besides, we found the SOT can be significantly
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FIG. 3. Estimation of spin-orbit effective fields in 20-nm FePt films by harmonic Hall measurements. (a) Schematic of the spin-orbit
effective fields in FePt. (b)—(d) Field dependence of (b) first- and (c) and (d) second-harmonic signals for 20-nm FePt film (I, = 10 mA). The
blue and orange colors in (b)—(d) correspond to +M and —M, respectively. (e) Longitudinal and transverse spin-torque efficiencies for the
20-nm FePt films grown on SrTiO3, MgO, and TiN (5 nm)/MgO substrates. (f) Ordering parameter dependence of longitudinal (dark symbols)
and transverse (blue symbols) spin-torque efficiencies in 20-nm FePt films. The round symbols represent FePt films grown on SrTiO; substrates
with different deposition temperatures. The triangular symbols are for the FePt films grown on TiN (5 nm)/MgO substrates.

affected by the chemical ordering parameter (§), which is used
to characterize the degree of how many atoms (Fe or Pt) are in
the right sites of a L1 structure. The value of S can be tuned
by the deposition temperature of the FePt films. We deposited
four 20-nm FePt films on STO substrates at 500 °C, 465 °C,
430°C, and 400 °C to obtain different values of S (0.75, 0.67,
0.65, and 0.60). We found both g8, and f7 increase with S as
shown in Fig. 3(f). We note that the SOT results for the 20-nm
FePt film on TiN/MgO were also included in this figure, which
has a larger S value (~0.90). Therefore, the SOT in FePt
is closely related to the L1j-ordered structure, which again
indicates a bulk nature.

After excluding the interface effect, we carefully checked
the bulk of the FePt film. To further minimize the inter-

face effect, we focused on thicker (20-, 30-, 40-, 50-, and
60-nm) FePt films on TiN (5 nm)/MgO, which have bet-
ter epitaxial structures with S larger than 0.9. Figure 4(a)
shows a cross-sectional STEM image of the thickest FePt
film (60 nm), which gives an overview of the film qual-
ity. Figures 4(b) and 4(c) are typical zoom-in images on
the top and the bottom, respectively. Both indicate well-
arranged atomically layered structures. The film is uniform
in these two regions, and it is difficult to identify any inver-
sion asymmetry. However, when we performed the elemental
analysis of the two regions, we found that their elemen-
tal compositions are quite different: FessPts; and Fes Ptsg
for the bottom and top, respectively. We also checked two
central regions (2 and 3) as indicated in Fig. S11(a) of the
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FIG. 4. Composition gradient in the 60-nm FePt film. (a) Cross-sectional high-angle annular dark-field-STEM image of a 60-nm FePt film
on TiN (5 nm)/MgO. (b) and (c) Zone-in STEM images at the (b) bottom and the (c) top of the 60-nm FePt film as indicated in (a). The
brighter atoms are Pt whereas the darker atoms are Fe. (d) Schematic of a stoichiometry gradient in the FePt structure where certain Fe atoms
are replaced by Pt in the Fe atomic layers. (e) Overall energy dispersive x-ray (EDX) intensity along the vertical direction for Fe (upper panel)

and Pt (lower panel).

Supplemental Material [16] and found their compositions are
Fe4sPtss and Fey3Ptsy, respectively. The gradual change in the
composition (Fig. S11(d) of the Supplemental Material [16])
implies that there is a composition gradient in FePt films. The
EDX elemental mappings for Fe (K line) and Pt (L line) across
the whole thickness are shown in the Supplemental Material
[16] from which we obtained the line profiles of integrated
intensities for Fe and Pt [Fig. 4(e)]. Due to the slight wedge
shape of the TEM lamella, we found that both the Fe and the
Pt signals show decreasing trends with the thickness of FePt.
However, the Fe signal decreases with a larger negative slope
compared with that of Pt, according to their corresponding
linear fits in Fig. 4(e). That means the Pt/Fe ratio increases
with the thickness of FePt, and the composition gradient was
estimated to be 0.71%/nm (Pt/Fe composition ratio changes
about 0.71% per nanometer). As a result, the top surface has
less Fe than the bottom regions as illustrated in Fig. 4(d). This
composition gradient breaks the inversion symmetry of the
structure.

In order to investigate the correlation between the SOT
and the composition gradient, we first measured the spin-
torque efficiencies as a function of the FePt thickness as
shown in Fig. 5(a) We observed that the dampinglike term
B (the fieldlike term Br) increases with FePt thickness from

6 to 40 nm (50 nm) and then saturates. The increasing SOT
with thickness was not reported before in magnetic bilayers
or single layers. According to Fig. 5(a), we chose three
FePt films (20, 30, and 60 nm) with different SOTs and
obtained their Pt/Fe composition gradients, which are 0.31,
0.53, and 0.71%/nm, respectively (the detailed results are
shown in the Supplemental Material [16]). In Fig. 5(b), we
plot the spin-torque efficiencies (8 and Br) as a function
of composition gradient (G) for these three samples where
two linear correlations are observed. This finding indicates
that the SOT in FePt single layer originates from the com-
position gradient. Since there is no adjacent HM layer to
supply as a spin Hall source, we suggest that the SOT in L1
FePt should be explained by the inverse spin galvanic effect,
which exists in any magnetic system with broken inversion
symmetry. However, a detailed description of the microscopic
mechanism requires further study. We also note that the L1
crystal structure plays an important role for the SOT in FePt
since the SOT is strongly dependent on the chemical ordering
parameter (S). Considered the extreme cases, the Al fcc FePt
is fully disordered with S = 0, whereas the ideal L1, FePt
is fully ordered with S = 1. In principle, the face-centered-
tetragonal structure is lower in symmetry than the face-
centered-cubic structure, which might provide a basis for tun-
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ing the SOT in FePt through the chemical ordering parameter
[Fig. 3()].

The combination of spin-orbit coupling and inversion sym-
metry breaking gives rise to emergent phenomena, such as
SOT and Dzyaloshinskii-Moriya interaction (DMI). Recently,
Kim et al. [29] reported that the composition gradient in
an amorphous ferrimagnetic alloy (GdFeCo) could break the
inversion symmetry and give rise to a bulk DMI. They found
that both the DMI and the Gd/Fe composition gradient in-
crease with the film thickness, which is very similar to our ex-
perimental results shown here but with the DMI taking the role
of the SOT. In their report, the Gd/Fe composition gradient
changes from 1 to 3%/nm with the thickness increased from
10 to 50 nm. Whereas in our Rapid Communication, the Pt/Fe
composition gradient is several times smaller, which changes
from 0.31 to 0.71%/nm with the thickness increased from
20 to 60 nm. The observation of the composition gradient
in these two different (crystalline and amorphous) systems
indicates a new type of inversion asymmetry which could
be largely neglected in previous studies. With this compo-
sitional inversion asymmetry, the SOT in FePt behaves very
differently compared with that in previous studies considering
the thickness dependence. For the inversion asymmetry at the
HM/FM interface, the SOT effect should decrease with the
FM thickness. For the bulk inversion asymmetry in noncen-
trosymmetric semiconductors, the SOT is independent of the
FM thickness. However, due to the increasing composition
gradient with thickness in FePt thin films, the SOT increases
with the thickness.

To summarize, we have realized the room-temperature
SOT switching in a single ferromagnetic layer (FePt), which
makes it a good candidate for ultra-high-density magnetic

random access memory due to its much better thermal stability
than those previously reported HM/FM bilayers. In previous
SOT systems, the inversion symmetry breakings are either
structural or geometrical. We show here that the inversion
symmetry breaking can also be compositional, which may
offer the opportunity to engineer large SOT in a wide range
of materials.
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