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We have studied the interface magnetodynamic properties of La0.7Sr0.3MnO3/SrTiO3 (111) 

heterostructures by Ferromagnetic resonance spectroscopy (FMR). In addition to the bulk FMR 

mode, the measurements indicate a mode originating from an independently excited 

ferromagnetic layer at the interface. The peak-to-peak intensity of the interface mode suggests 

a layer thickness in the order of few unit cells. Angle resolved FMR measurements reveal a 

hexagonal symmetry of the magneto-crystalline anisotropy of the mode with easy axis along the 

in-plane ˂1-10˃ crystallographic directions matching with the (111) surface orientation of the 

substrate, in contrast to bulk mode symmetry which is always found to have uniaxial symmetry 

caused by magnetostriction. The temperature dependence of the anisotropy, and a large 

temperature variation in the intensity ratio of interface and bulk mode indicates a coupling of 

the interface to the bulk mode.  
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The manganite-titanate interfaces have attracted a lot of attention for the novel physical 

properties driven by the structural, electronic and orbital reconstructions. A variety of interesting 

phenomena such as induced ferromagnetism, superconductivity, metal-insulator transition and 

multiferroics has been observed at such interfaces [1, 2]. The interface induced ferromagnetism 

in such systems is of fundamental interest, while at the same time the presence of the magnetic 

states confined to the interface opens new perspectives for 2D spintronics at oxide interfaces, 

and may have impact on spin dependent transport properties of novel spintronics devices such 

as magnetic tunnel junctions (TMJs)[3, 4]. In several (001) oriented manganite/titanate interface 

such as LaMnO3/SrTiO3 [5], La0.7Sr0.3MnO3/SrTiO3 [6] and La0.7Sr0.3MnO3/BaTiO3 [7] a Ti-induced 

interface ferromagnetism has been observed and is ascribed to orbital and spin reconstructions. 

An enhanced interlayer coupling has been reported at La0.7Sr0.3MnO3 / SrTiO3 (001) 

heterostructure due to the induced ferromagnetism which could improve the performance of 

La0.7Sr0.3MnO3/SrTiO3 TMJs [5]. The (111) oriented interfaces of such heterostructure are more 

prone to interface-induced emergent phenomena due to a terminating polar layer, where surface 

Ti atoms form a honeycomb lattice that hosts orbitals with hexagonal symmetry [2, 8]. However, 

detailed investigations of interface ferromagnetism in La0.7Sr0.3MnO3/SrTiO3 (111) interfaces are 

still missing. Investigation of such interfaces can thus give important information in order to 

develop a coherent understanding of the underlying physics and further their successful 

implementation in device applications. 

The atomic layers close to the manganite-titanate interface are central for understanding this 

emergent phenomenon, and to elucidate their potential for spintronics applications. Studies of 

such buried interfacial layers using non-destructive techniques are advantageous over 
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techniques that involves sample cleavage. Ferromagnetic Resonance (FMR) spectroscopy is in 

this regard an interesting technique, exhibiting large sensitivity that should enable studies of 

magnetic interface properties of complex oxide heterostructures. To be observable as a separate 

interface mode the magnetic interface layer should preferably be weakly coupled to bulk 

ferromagnetic layer and display different magnetic properties than the bulk [9]. In manganites, 

the ferromagnetic ordering is often suppressed at the interface due to changes in the Mn3+/Mn4+ 

ratio, where Mn3+ enriched layers have a decreased double exchange coupling [10, 11]. Hence, 

in such system exciting and detecting interface mode should be easier as compared to metallic 

ferromagnets where spins are tightly exchange coupled at an interface.  

 In this letter, we report the magnetodynamic properties of LSMO/STO (111) 

heterostructure using angle resolved FMR spectroscopy. We show that an interface mode in FMR 

spectra arises, connected to an interface ferromagnetic layer, from structural or electronic and 

orbital reconstructions. Further, we show how this mode can be used to extract some important 

properties of the LSMO/STO interface. The intensity observed indicates a sensitivity that well 

matches the expected signal from an interface layer thickness in the order of few unit cells. 

Moreover, the observed hexagonal symmetry of the mode shows that the magneto-crystalline 

anisotropy is dominant over the magnetostriction in contrast to the bulk mode that always found 

dominated uniaxial anisotropy caused by magnetostriction. 

 Epitaxial LSMO thin films were grown on (111)-oriented STO substrates by pulsed laser 

deposition from stoichiometric targets. Prior to deposition, the substrates were cleaned in 

deionized water at 70 °C in an ultrasonic bath, and then annealed for 1 h at 1050 °C in an oxygen 
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environment. The growth took place with an oxygen background pressure of 0.35 mbar and 

substrate temperature of 540 °C. The substrate to target separation was kept fixed at 45 mm. A 

KrF excimer laser (λ = 248 nm) with a fluency of 2 J.cm -2 and repetition rate of 1 Hz was used to 

ablate the material from the target. After the deposition, the samples were cooled to room 

temperature at the rate of 15 K/min. The surface morphology was characterized by atomic force 

microscopy (AFM, Veeco Nanoscope V). The imaged step and terrace structure are consistent 

with films deposited on the vicinal substrate. More information on growth can be found 

elsewhere [12, 13]. The magnetic moment measurements were performed by Vibrating sample 

magnetometer (VSM). The in-plane magnetization hysteresis (M-H) loops measured at 50 K are 

shown in the fig. S5 of the suppl. Info. The thermo magnetization measurements (M-T) can be 

found elsewhere [14]. The magnetodynamic properties were studied by X-band Electron 

Paramagnetic Resonance (EPR/FMR) with fixed microwave frequency of 9.4 GHz (Bruker Bio-spin 

ELEXSYS 500, with a cylindrical TE-011 microwave cavity). The sample is attached to a quartz rod 

and mounted along the symmetry (z-axis) in the cylindrical cavity. The rod is attached to a 

goniometer allowing to rotate the sample 360° in-plane and out of plane. A microwave field is 

applied perpendicular to the sample plane in the cavity. The applied static magnetic field is then 

swept to record the FMR absorption. The FMR absorption are taken for 10, 15 and 30 nm LSMO 

thin films at various in-plane angle (φ), an angle between applied magnetic field and the [1-10] 

direction of the film, at precision of 2° shown in the fig. 1(a). The measurements were taken at 

room temperature as well as low temperature using liquid nitrogen cryostat. 

The angle (φ) dependent in-plane FMR spectra acquired show that in contrast to a single FMR 

mode expected for ultrathin epitaxial films, all our samples display at least two similar modes 
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labeled as IM and FMR [15], indicated by black arrows in the fig1(b), and Fig S1 of suppl. info. We 

focus on the mode IM which is consistently found in all the investigated films and is a candidate 

for an interface mode. This mode displays a different symmetry than the uniform mode. To 

investigate the possible origin of this mode we have plotted the f (H) dispersion curve for various 

possible spin waves (see suppl. Info.) for an in-plane magnetized 15 nm LSMO thin film at room 

temperature in fig 2(b). The intersection of the spin wave dispersions with the measurement 

frequency (9.4 GHz) of the cavity FMR spectroscopy, shown as a horizontal line, relates to the 

possible resonance field of the corresponding modes. As shown in the fig 2(a), the resonance 

field of mode IM is always found at higher fields than the FMR mode. Such a high field mode 

observed in in-plane FMR measurements can be ascribed to an exchange dominated surface 

mode due to surface spin pinning [16-18]. However, the mode is not found to follow the 

characteristics of surface modes (see suppl. Info.) [18-20] and hence a surface mode can be 

discarded. The frequency of perpendicular standing spin wave (PSSW), the first mode of the spin 

wave resonances is found too far away from the measurement frequency to be detected in our 

measurement geometry. The magnetostatic surface (MSSW) and the backward volume 

magnetostatic spin waves (BVMSW) excitation require a highly localized microwave field across 

the sample which is in contrast to uniform field in our cavity measurements [21]. Also, the 

resonance fields expected for these MSSW and BVMSW modes are not matching with the 

observed IM’s resonance field. Hence, they are also unlikely. Another more probable possibility is 

a layer that has an effective magnetization lower than the bulk. As can be seen, the dispersion 

curve for such a mode having effective magnetization (Heff = 2500 Oe) approximately 32 ± 5 % 

smaller than the bulk plotted in solid pink line is matching well with the observed resonance field. 
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Hence, we refer the mode IM, as a mode emerging from interface having a lower magnetization 

than the bulk of the thin film. This is in accordance to Bing et. al, who has previously reported 

such high resonance field mode as an interface mode [9]. However, impure inclusions in the film 

with different magnetic properties may also cause such a mode in FMR spectra. In order to 

exclude this possibility, out-of-plane FMR spectra, as shown in the fig. 2(c), was analyzed. The 

mode IM is found to follow the behavior of the bulk mode, which indicates that it emerges from 

a thin planar geometry and not from impurities. Thus, the high resonance field appearance in all 

samples probed and the lower energy of the mode, compared to the bulk mode, clearly points 

towards IM  being an interface mode in contrast to exchange dominated surface modes which 

would have a much higher energy in such ultrathin films.  

Furthermore, the ferromagnetic linewidth of the interface mode and peak to peak 

intensities were analyzed. The weak mode intensity prevents intensity and linewidth extraction 

from curve fitting. However, the mode is significant, and the trends are real and observable, so 

the peak-to-peak intensity and linewidths were measured. The linewidths are always found larger 

than that of the bulk mode as expected for the interface mode see fig. S4 in suppl. Info. The peak-

to-peak intensity investigated from the FMR line shape is shown in the fig. 2(d). The FMR signal 

intensity depends on layer magnetization, film thickness and applied microwave power, fixed 

throughout the measurements [22, 23]. A quantitative analysis of the interface mode’s intensity, 

points to an interfacial layer of order of few unit cells, in agreement with reported values for 

interface magnetism in the LSMO/STO system and is consistent with the mode originating from 

a very thin interfacial layer [6]. We note that the intensity ratio between the bulk and interface 

mode is in the order of 103 for all investigated films, varying with temperature as shown in fig. 
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2(d). The large temperature variation in intensity ratio indicates that interface mode is coupled 

to the bulk mode, albeit the coupling strength is decreasing with increasing temperature [23,24].  

To further investigate the temperature dependence and coupling of the two modes we 

look at angle dependent measurements. It is evident from the angle dependent measurements 

(fig. 1(b)) that IM display an hexagonal symmetry which match the LSMO/STO’s (111) in-plane 

symmetry with easy axes along ˂ 1-10˃ crystallographic directions. Thus, the magnetic anisotropy 

of interface layer is firmly related to underlying crystal structure and is consistent with hexagonal 

magneto-crystalline anisotropy microscopically reported in LSMO/STO (111) [25-27]. However, 

the value of such huge anisotropy field observed is still not clear, interface induced complex 

processes may be responsible for this. In contrast to interface mode, the FMR mode is observed 

with uniaxial symmetry see fig S3 in suppl. Info, also found consistent with reported step edge 

induced uniaxial anisotropy [28-30]. Temperature dependent FMR measurements were acquired 

at a fixed in-plane orientation as depicted in the fig. 3(a) and 3(b) to explore this difference. A 

different temperature response is observed for IM and the bulk mode. The angle resolved FMR 

measurements were repeated as a function of temperatures see fig S2 of suppl. info., and the 

effective magnetic anisotropy field, H6 extracted from the difference between maximum and 

minimum resonance field for the interface mode is shown in the fig. 3(c). The FMR mode’s 

anisotropy field, HU however extracted from the fitting see fig S3 (a) and S3(b) and shown in fig. 

3(d). The magnetic anisotropy field of both modes are found to increase with decrease in 

temperature, which could be due to approaching Curie temperature (TC). However, such a huge 

change in magnetic anisotropy field for the interface mode, two orders of magnitude higher than 

that of bulk mode can not be solely explained by changes in TC. One possibility is that the 
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anisotropy field of IM is lowered due to a weaker coupling strength with increasing temperature. 

We also noticed an increase in mode intensity along ˂1-10˃ crystallographic directions in angle 

dependent FMR measurement see fig 1(b). This shows that the coupling strength has directional 

dependence and found maximum along easy direction [31]. 

There are different possible scenarios, which could be responsible for the magneto-dynamically 

active interface layer in such system. For example, there is a reported a-site cation mixing of 1-2 

d111 layers at the interface [13], resulting in an effective (La,Sr)TiO3 layer at the substrate side. 

However, such compositions are not reported to be ferromagnetic [32]. Also, if a weakening of 

ferromagnetism due to a changed Mn3+/Mn4+ ratio approaching the interface would be 

responsible then one would expect a stronger coupling to the bulk mode and no change in 

symmetry of the interface mode. Other possibilities includes interface-induced ferromagnetism 

either due to electronic reconstruction [2] or due to oxygen vacancies at interface [3]. Such 

processes result in a changed valence state of the Ti ions in STO at interface and thereby orbital 

and spin reconstructions, which generates a magnetic state at the interface [33]. However, it has 

been not reported in LSMO/STO (111) hence further measurements are required to confirm that 

Ti–induced ferromagnetism is responsible for the observed interface ferromagnetism. 

 In summary, we have studied the magnetodynamic properties of LSMO/STO 

heterostructure interface by angle resolved FMR. We found a weak low energy mode in the FMR 

spectra in addition to the bulk mode. Comparisons with calculations for the possible spin waves 

in the system indicates that the observed mode is an interface mode rather than an exchange or 

dipole surface spin waves. The mode intensity shows that the layer thickness is in the order of 
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few unit cells matching well with previous reports. The mode is found with hexagonal symmetry, 

matching with the LSMO/STO’s (111) in-plane symmetry, in contrast to the bulk mode’s 

symmetry, which is always found to have uniaxial symmetry. The anisotropy field of hexagonal 

symmetry is found highly temperature dependent. The decrease in magnetic anisotropy with 

increasing temperature for both modes points that the modes are coupled. Moreover, the 

intensity ratio of the modes, as well as the relative temperature dependence on the anisotropy 

field, is found decreasing with increasing temperature, which both indicate that the coupling 

strength is also seen to decrease with increasing temperature. These finding suggest that an 

interface ferromagnetic layer at LSMO/STO interface resulting from structural or orbital and spin 

reconstructions having a hexagonal magneto-crystalline anisotropy in contrast to the bulk mode 

symmetry. Taken together, this study shows that it is possible to induce and detect interface 

magneto-dynamic modes at oxide interfaces, opening a pathway for interface engineering of 

magnetic-dynamic systems for spintronics applications. 
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Fig 1(a) shows the schematic of LSMO/STO heterostructure having hexagonal in-plane symmetry. 
Azimuthal angle (ϕ) dependent X-band 2D-FMR spectra of LSMO 15 nm at RT in fig. 1(b). Black 
arrows in the figure indicate the detected modes.  
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Fig.2(a): The FMR absorption spectra taken at a fixed in-plane magnetic field from 15 nm film. The 
figure in the inset shows the zoomed y scale of the fig 2(a). The interface mode is indicated by red 
arrow . 2(b): The f (H) dispersion curve plotted for the perpendicular standing spin wave (PSSW), 
magnetostatic surface spin wave (MSSW), backward volume surface spin wave, uniform mode (FMR) 
& interface mode (IM) and are shown by solid blue, red, green black and pink lines respectively. The  
pink curve shows the dispersion curve for an interface mode having effective magnetization lower 
than the bulk mode. The cyan horizontal line shows the measurement frequency (9.4 GHz) of cavity 
FMR spectroscopy. 2(c): The polar angle (ϑ) dependent 2D-FMR spectra of 15 nm film taken at RT. 
2(d): The intensity ratio of bulk and interface mode shown against temperature. The decrease in the 
intensity ratio with increasing temperature indicates a decrease in coupling of interface mode to the 
bulk.  
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Fig. 3 Temperature dependent FMR spectra of LSMO 10 fig 3(a) and 15 nm fig 3(b) at fixed 
in-plane magnetic field orientation. The magnetic anisotropy fields H6 and HU extracted for 
the interface and bulk mode from the in-plane angle (ϕ) dependent FMR measurements at 
different temperatures for 10 and 15 nm films in fig 3(c) and 3 (d) respectively. 
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Angle dependent FMR measurements at room temperature 

Fig. S1 shows the angle resolved FMR measurements of 10 nm and 30 nm LSMO films at 

RT. In addition to FMR and IM mode mentioned in the letter, other observed modes are labelled 

as mode 𝑀&
&', M2, and M3 and indicated by black arrows. The mode 𝑀&

&', where superscript 

shows the film thickness, is observed in only 10 nm and the mode M3 in 15 nm and 30 nm 

respectively. The modes M2, IM  and FMR mode are observed in all the investigated films.  

  

  

 

 

 

 

 

 

 

 

  

Fig. S1 Angle resolved FMR measurements at RT for 10 and 30 nm LSMO films. 
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Angle dependent FMR measurements at various temperatures 

Angle resolve FMR measurements for different temperatures for 10 and 15 nm films are shown 

in the fig S2. It was found that the magneto-crystalline anisotropy field of the hexagonal 

symmetry decreases with increasing temperature. 
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15 nm 
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10 nm 15 nm 
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Fig. S2 Angle resolved FMR measurement of LSMO 10 nm in fig S2 (a), S2 (c) and 15 nm 
in fig S2 (b), S2 (d) at the temperatures mentioned at right top corner of each fig. 
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Extracting FMR mode’s magnetic anisotropy field 

The ferromagnetic resonance field of FMR mode was extracted after fitting the FMR absorption 

to the sum of derivative of symmetric and antisymmetric Lorentzian functions [8]. The extracted 

resonance fields at various in-plane angle (φ) were then fitted to equation (1) to extract the 

anisotropy field, see fig. S3(a), and S3(b).  

where, f0, A, B and C are fitting parameters. ϕA, ϕB and ϕC are the phase shifts. The values of the 

B, and C are found very small hence neglected. The value 2A which gives the uniaxial anisotropy 

field is shown in the fig. 3 (d) 

 

 

 

 

 

 

 

 

 

 

 

 

  

𝑓 = 𝑓' + 𝐴 sin 2(𝜙 −𝜙2) + 𝐵 sin 4(𝜙 − 𝜙6) + 𝐶 sin 6(𝜙 − 𝜙9) (1) 

Fig. S3 Angle dependent ferromagnetic resonance field extracted after fitting the FMR line shape 
for 15 nm film at 140K fig S3 (a) and for 10 nm at 120K fig S3 (b). The plot shows the uniaxial 
anisotropy for the mode.  
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Peak to peak linewidth  

 

 

 

 

 

 

 

 

  

Fig. S4 The peak-to-peak linewidth measured for the FMR mode and interface mode 
for 10 and 15 nm films at 220K  
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In-plane hysteresis loops of samples at 50K 

 

 

 

 

 

 

 

 

 

 

 

 

 

 
Fig. S5 The M-H loop of 10, 15 and 30 nm thin films measured by Quantum 
design Vibrating sample magnetometry at 50K.  
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Analysis of spin other possible spin waves: 

To elucidate if the IM data fit a surface mode we have also considered the Puszkarski’s surface 

inhomogeneity (SI) model [2]. According to this model, surface spins are tightly pinned due to 

the surface anisotropy which results in excitation of perpendicular spin waves (PSSW), or spin 

wave resonances (SWR), whose nth mode is given by the Kittel relation [3]  

𝐻; = 𝐻' − 𝑛=
𝐷
𝑔𝜇6

𝜋=

𝑑= 
(2) 

where, H0 is the position of the theoretical uniform mode, D is the exchange stiffness, and its 

value for LSMO is 144 meV·Å2, and D/g μB = 12.42 T·nm2. Based on equation (2), the difference 

between the uniform mode and the first surface mode is large, around 5440 Oe for a 15 nm thick 

film. We note that this range falls outside of our measurement limit, and hence cannot be 

observed in our set-up. Hence, as IM is observed close to the FMR mode, the possibility of the IM 

mode to be a member of SWR due to spin pinning is very low. We have also analyzed the angular 

dependence of the extra (IM)mode - spin wave resonances exhibit a critical angle in in-plane and 

out-of-plane rotation measurements. This occurs when all modes merge into a single mode. As 

magnetic field’s direction is tilted away from this critical angle, the first body mode transformed 

to surface mode and vice-versa [1,4]. The mode Im doesn’t show any such characteristics. We 

accordingly conclude that the mode IM is not a spin wave resonances or a surface mode.  

Spin wave dispersion relations used 

The following relations have been used to plot the dispersion curves [5-7]: 
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𝑓 = 	
𝛾
2𝜋E𝐻F(𝐻F + 𝐻GHH) 

Kittel 

 

𝑓 = 	
𝛾
2𝜋E(𝐻F + 𝐷𝑘

=)(𝐻F + 𝐻GHH + 𝐷𝑘=) PSSW 

 

𝑓 = 	
𝛾
2𝜋

J𝐻F(𝐻F + 𝐻GHH) + 𝐻GHH= K
1 − 𝑒N=OPQ

4 R MSSW 

 

𝑓 = 	
𝛾
2𝜋

J𝐻F S𝐻F + 𝐻GHH K
1 − 𝑒NOPQ

𝑘′𝑑 RU BVMSW 

  

Here, f is frequency of the cavity, γ is the gyromagnetic ratio, where γ/2π ≈ 28 GHz/T, Hr is 

resonance field, d is the thickness, k = n π/d, n is an odd integer assuming symmetric boundary 

condition for LSMO, and k’ ≈ π/d, and Heff = 4πMS is effective field, The value of Heff =3720 Oe has 

been used which was extracted from the room temperature FMR data.  

The Kittel or uniform excitation mode (k = 0) is always excited in the system and labelled as FMR 

mode. The perpendicular standing spin wave (PSSW) which is the first mode of above-mentioned 

Kittel relation (eq. 2) and has already been discussed. The frequency of this mode is very high, 

and it will thus not intersect the measurement frequency and cannot be detected in our 

measurements (see fig 2(b). Further, magnetostatic surface (MSSW) and the backward volume 

magnetostatic spin waves (BVMSW) excitation requires a highly localized microwave field across 

the sample which is in contrast to uniform field in our cavity measurements [8].  
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