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Abstract

N T ZAAA FERGEREY) LaNiO-LaMnO, N7 TS THEHI 9 2 12 A FUissE i ORI Z 17 5 M3 5 728,
XSO EZ R U T, SNimEmB e S & R LIREZ 3 i L7z, € ORGHE. LaNiO;-LaMnO; N7 15}
MICHBVTIE, Mn A A UDENiAFT IANBEFDPBILTVWB T &, & 5ITBH L -ER D% /04 H LNO il £ LMO
BITIESITH 2 Z LMD o7, FElE R LRRED NN 5, LaNiO;-LaMnO, S TFEELd 2 stz PR % 7z
DX, T OEMBEDOIEAFRIR DN EE TH 5 & Hamid 7z,

1. FCHIC EE R ENT (8], LNO-LMONT O HETHEAT % N
a7 AhA FMERSEBLY T, B AEY - 5 ORFEISEEFEORLIFZ fRIH S 2 7o DI, P TF
HLE D H HHEDEME IS AW EZE RN R T S (1], B9 2 BRI HEGD & D X 5 7B Cimmi IRRe 2 7R
WA, YRR ERIE ORI X b, FHPELNILT TEZONZHLEMNCT 008N H B, T T T, KRWIZKT
JE I I X NIz BRI 7 TR 0 S O FEER AV A] &, JeEEIRMEE S GRID BUEMEZ R RO X HR
REICR > T &z, TOX DGR ZHAG DY T JEUTIEE L, LNO-LMO N7 T FLAIC 3513 % B 040 & i
{EI~NTaRgiE L, WEREAR TIZFEIT E RWRE X SIS RBINCIERRES 5 T & T, FmsirE otiR
EBR - HEEEANZ ORI B OV THET 2205 BE L WKOWTHRESRZ T L2 AN E Uiz, BARMITIE, XHR
AENHO, FHEED TV S [2-4], T AR WO (XAS) 72 VTN REm BB O 2, X #h
BRI OERD 1 D& LT, NT aSRHEERR Stk (XMCD) Z W TR LIRRE DR 21 75 72,
TELEBEEAL VM TOREZEL TOERMDPLD &
H (REEERE) DNRF 5N, REERBEg, ¥ 2. ATOBEDIER E mBETE
R—=¥ V7= 1o 5D BRI UK WERFIET O, LNO-LMO "\ 7 143 1Z, Photon Factory D & — LT A
NZFIEET T HIERREAA VOER - ALV - > BL-2A MUSASHI (Multiple Undulator beamline for
HUEIRREZ AR U, HBifz7adE 1 « EMIREE R T B Spectroscopic Analysis on Surface and Heterolnterface) Z7%
%o WIZIE, v MukRA LaTio, & /3 Rifafg ik SrTio, BEENTE L= FRIE X F 2 —REZAWTER-L
(STO) DEE T TIX, L B2 U 7z 8 JmIKReD Too VERRHERS HPIC S S FEREE T RR AT 2 — > O5R TR
W% [5]e F7z, RoRRGIEMARIRFE LD LaMnO, (LMO) B E=_X%—93%Z LT, 1| monolayer (ML) BN THIEIC
& StMnO; 0 575 B8k, SR EmIZATIC X O iRk R 2GS 5 C EHARETH 5, TNEFIFL T, Tio,
&R [6]o #& E 1172 Nb:STO(001) HifE IR FIc, Hix 50 -
AW T H U7z, LaNiO, (LNO) £ LMO & DA\ T O JEREE 25D LNO-LMO N T K& 2 /E8L LU 7z, LNO &
WIETIE, 7V TIREFNTNEMESE & Rashg MR U LMO S EHEREINFIC I, FARRE 2 Z N Z N 450-500°C
ETHBHICEEDLT, WK FZIFT 2 & RmicB» MU 600-700°C 12, BEHEIER 1107 Torr WCHERFL, N7
TNiAF e Mn AV TERMDBEIL, SRR OREIG R, Rzl D % T2 IC 760 Torr DEEEIT
ERT T ENHEEINTVS [7], EHICLNO & LMO % ICIBUT 400°C T 45 PIDORZA N7 Z—)V7efi-o Tz,
(111) JF AN HE)E U 72888 i BV Tid, LNO IRk ERI L 7eNT O REE T, K& T OIS S
DILGRBEIERRFEDVE T, HSA 7 ADFEET 5 &0 5 H K BFHIORER, 2 TONT IFEEIC IV T Nb:STO Fipi
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DOEMEE A S U TzIHg IR 2T 7« 75 ARGED B
SNz, TOTEMNS, ERLIATOMEIE, Rzl
T, MEgENHmeE R LNV TCEETHS S
Z %o FTe XEREIHTAE DGR, LNO KT LMO % Jg i
Nb:STO FifRk Flcae—L Y FELTWe, 5, &
BT MBI 7T 3V F—IRIEE, KO
BT K DWRRERIEICK D, LNO & LMO D5t
XL ANCRIBTH % T L BRIz, T OREEICHH
MEFEE N2 LNO-LMO NTF IS I DWWV T, XAS 21
WCERBEIER O, XMCD % H W SRR IRRE
D ZTT> 720

3. X#RRINa Yt E AL REEREERRR (9]

LNO (n ML)/LMO } U LMO (m MLY/LNO @ — J& Jix o
XAS OFMMi%, BL-2A MUSASHI IZi&i#& U7z in situ (Z 0D
2 S RNE - L — Y= TR 2 F o —
BEBICTIT> . WEMORKEE LT, "NTaET
J& @D LMO (LNO) DIEE % 20 ML ICEE L, EJEO LNO
(LMO) DEIE n (m) % 0-5 ML DOHipH T 1 ML B TZ1k
SR TeT OGS Wz, L e T iSRS
Wig C L BmEE T TUET v >/ —FKTHoXL, in
situ TEHEID R LA VERZFNT S &Ik D XAS R
N7 MVzER Uiz, MIEREEIERTH %,

Fig. 1(a) IZ, LNO (n MLYLMO __J& I ® LMO F Jg ®
Mn-L,; XAS A7 +)V7%5d, LMO HE[E (n = 0) T,
Mn A A & M JREE THEET 2 DI L, LNO/LMO
JEE T LMO HEK (n = 0) IZLENT, LNO/LMO —JEfE

vvvvvvvvvvvvvvvv
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Figure 1 (a) Mn-L,; XAS spectra of the LMO underlayer of LNO
(n ML)/LMO bilayers. (b) Ni-L,; XAS spectra of the LNO
underlayer of LMO (m ML)/LNO bilayers (m = 0-5). The
contribution of the La-M, edge has been subtracted. The
spectra of an La,NiMnOj film are shown as references for the
Mn*" and the Ni** states. The triangular arrows indicate the
representative changes due to the interfacial charge transfer.
All XAS measurements were carried out at 300 K.
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Tl ~643.5 eV I Mn" IREEDFEZ RS BMNE (Fig. 1(a)
HO=MAD [10] BN S, —/5 T, Fig.1(b) ISR K91,
LMO (m ML)/LNO —JEKIC 1) % LNO FJED Ni-L,; XAS
AT VT, LNO HEHE (m = 0) (Ni A4 >1& Ni*™ IR
HECTEE) L H LT, ~853.6 eV I Ni" IREEDEAE R
FHIVE— 7 KEiE (Fig. 1(b) HO =MAAD[10] DI SN 5,
CNBEOFREMS, LNO-LMO SHICHE VT LMO EBh 5
LNO JEANEFHBH (LNO EhH 5 LMO JE\IEfLA B
L, Ni'' + Mn*™ = Ni¥" + Mn" it > T3
CEMNHEMNETE ST,

A E) & SRR IRRED IR K D RN % 7z
DT, BREBEFREOAIIZT TlEa L, ERiBEIcX
> TRE LIZEMMIANT O YAT D K 5 ICZE M/ h
LTWABDICDWTEIHSENMTT 208N DH B, Bl LT
LMO IZDWTEZ %, BHL TEIEAD RS —EIC
BELGEEICE, TOMn A A4 O 4z 0,
Mn BEAEYI OREAAIK [11] A 5 LMO D 5 88— 8 13 i
WHERTEEZALBNS, —/T, & UIELARID S HE
NI E TIED > THf Lz maicld, FmmsEsici
BN K > THIEZE(E L7z Mn*™ A4 ISz T Mn™
AFXVEEIET B2, Mo BILYOBSHK (1115 5
LMO DS R 2 Rd & PRI NG, TDXD
12, BERBEIOZERN A Z 3T % C & IS 2 1
ffd 2 DICIERICEBERREHZR T LEABND,

ERIBEN ORI, B EBEEA A4 > DIMiEBO%
I A7 RIS B 72 iciE, —MREVICIE, Fig. 2 (a)-(c) IC
AT R, NTOURGERERL, L8Oz SRR
RL Y F VIR K> TS EARN 5, LEOMEZE
ILZBIET S, L LEDDS COREROAEFETIE, )X
XA DL BRI DR ISRk LT, BRI S
T HHENTZHREN S DY T FIVHEINICE < 755 T
&, BoNTzARYT MIVHDERIIREEDFEZ KE 2T
LES T L, WML REZCOW /7725 18 U T8
[RNIDRETH B L, LWSEND >z, ThHDR
MR RIS B 12002, FRA&1E, XAS OITEBRIEZFH
U TSR B D2 i 2 E T 5 8T ia L2 1%
Lo #iFETE, HEOREZZEEENS, FTED
MEBZALZRIET B [Fig. 2 (d)-(2)]e NT RIEEDIEKE
Nz &, SNmEMBENCHE S Mz bz KL TTREO
AT FIVIBIRDZE(L S % [Fig. 2 (d) = (e)]lo T T T LE
DEE% | ML AT TS BTV &, FEORENE
FBENCED B RIELL R TH BB, FEDAXRYT ML
RIS BRI B O ki 2 ) U Tl iic 22k 9 % [Fig.
2 (e) > (h]e LEOENEMBEHOEZICILHT S, T
GTob, —EDEXD FEBRTHIEMBEINTTI 5L,
TEDOAXRT MVIBIROZLIZ BT % C &I/ % [Fig.
20— (@) TDXKIIC, FTEDAXRY MVE{LHEIFIT
3 EEoORERETEST S T, EEOBIEYICEI)SE
MBEBOEIEMZ N TED, TOHTIETIE, B
BERZOLEOETET 2 L IZNEETH DM, RO
EFHEERTUTOX S RS ZET %, BT, XAS

FOEDOWIEN 5
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Figure 2 Schematic illustrations of the conventional method (a)—(c)
and the proposed approach in the present study (d)—(g) used to
investigate the interfacial charge transfer phenomena.

DOIEEERMEEZFIHTZC Lick D, BRBHNCEST S
mENFRmN FEO TR EEREING D, Fimn
ROBRERWETES, B IS, WELTVWEDIRHE
NTV5B FED XAS AXRYT MV TH B8, KiliHKD
IREEDE 2T 750, =1, BEDN—ETH S -
BlF 2 AR FVOIRZE L 2 BB EI0 THEEE] L LT
W38, REZIC X2 ART MVBIROZE oM
EZEET % LI TTRETH %,

CTOFHZ VT, LNO-LMO 5 DB H) D22 5
ZiHli L7z, & CTld, BABENC XD LNO I H)
LIzBTORHZIET %7281, LNO (n MLYLMO
D LMO RJg®D Mn-L,; XAS AT M IVIlERTTIR> T
W5, Fig.l (a) IC/RT &K DI, LMO IZ 1 ML LNO % HERE
U TAT O mZERT % & Mn-Ly; XAS AT M)UIEH
M COBMMBEZ KM L TZDORIRNEILLTWVD, L
MUGEND, LNO EOHREE Z IML2HEL LTY,
AT N VIR G SRS 1 O FEpH N T2 b8 9, LNO E
& LMO B DM DO E R E) A IML D LNO HERE D & T 5%
T3NS, ORI, LMO AN SEHEIL T
BT INO HEE—BICHCADEN TS L ZRL
TW5, FARRICLT, LMO fiiciE) L7z IEfLD 73 2 Tkt
L7 (Fig.1 (b)) LMO (m MLYLNO — &0 LNO N&
D Ni-L,; XAS AT MVHIEIC KD, ERIBENC K> T
A LTz NI IRBEDAFE 2 7R T ~853.6 eV D ¥ — V5iifE 1L
LMO FEDRRIED 3-4 ML £ THfNd %5, LMO FED
JRIENE S ICEWEE TIEBIRZ (DR L Tnd, T
Ni-L,3; XAS AT FIVOIRIRZAL DFIFI S HIMrd 5 &,
BRI ENIC K > T LMO ICFFE E Nz IEFLIE S A 5 3-4
ML OFEICH L TWB EEZ BNS,

DL EO#EED S, LNO-LMO N7 15[ Tld, LMO
WS INOICEFHABENITSZ EAHON RS Tz, &
BICF DS HiZTHMIT 5 2 & T, BEEENICK > T
B L7 d LNO B TR —BICREL T3 DI
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LT, LMO B TS mMH 5 3-4 ML DEEBKICIAD > T
DL TOVS, PR EET 5 T N Tz,

4. XEESA-a%EBROREECIRERT [12]

XAS THAS M LT IERIR 7R 22/ 0 1fi 72 S % Bifs
ISR &, LNO-LMO 5 © 0K Fn &R & OBfR %
5 MICT % 72HIC, LNO-LMO N7 B f#iE D XMCD ]
E 217> T2o XMCD IC X 2 S FHm A Ok & LT,
LMO/LNO (n ML)/LMO & U' LNO/LMO (m ML)/LNO ) —
JE R Ve N7 B L & R8O LMO (LNO) D
JBEAZNZFN 5 ML & 20 ML & L, F1fEED LNO
(LMO) DfIJE n (m) % 2-5 (6, 12) ML O T E 87z,
XMCD AX7%7 k)LiZ, Photon Factory D ¥ —/ T 1 > BL-
16A ICFRIE ENTCHBE B O XMCD (& 2T, 1T
DY T TIE 70 KICTME Lz, TOEE, ASHXHR
U— L EalRHERR e DA ER 600 ICREL, ABTE—L0D
fClE—EI R o Te X WG Z EA T O BX AR B
LA VBREWE L, XMCD AX7 MLk, EEAED
s FCME LIz ARY MVD#E Sy & LTER LT,

Fig. 3(a) I, LMO/LNO (n MLYLMO = JEE&IC BT %
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Figure 3 (a) Ni-L,; XMCD spectra of the LMO/LNO (» ML)/LMO
trilayer structures (n =2, 3, 4, and 5) measured under the
magnetic field of 1 T at 70 K. The spectrum of a 20 ML
LNO film is shown for reference. The corresponding Mn-L, ;
XMCD spectra of the trilayers are shown in the inset. (b) Mn-
L,5 XMCD spectra of the LNO/LMO (m ML)/LNO trilayer
structures (m = 6 and 12) obtained under the magnetic field of
1 T at 70 K. The spectrum of a 20 ML LMO film is shown for
reference.



LNO Hi[iJE & S8 D LNO HJEBED Ni-L,; XMCD A7
NIV RS, LNO HER TlX, Z ORI R S L
T XMCD BRI TN TWiEL, ZRUS LT, LMO/
LNO/LMO = JEHEE Tl 4T D =8 it THI /& XMCD
EEHEIENTED, LMO L REAEES C L T/NIVY
T HEREMED LNO O Ni £ A VIciiEhEiRRE NS T &
MES TR 52, F iz, XMCD 25 DFREED LNO H1R
JE DRI & I HFRITA T BT e, NiAF Y
DORIAEIE LMO & OISR HIEEKICTFEST 2 L 5 A %, itz
FHLTWE NI A4 OETFIREICHZRIT S &, LMO/
LNO/LMO =@l 13 % Ni-L, XMCD AX%7 R VDJEIR
&, LNO HREDORREIC R 5 3 RERE = OHIPAN TIFIE
—HLTED, ZOWIKRIE NI IREED XMCD A7 k)L
[(BIC KBTS, TTT, wid U7z XAS JIE DR
TlE, LMO & LNO OYH TIX BB N X 0 i — =
D Ni A F 2 OMED IV 7 D 3lih 5 2 i MiEZ b L
TWiz, TOXAS DFEREEDE S L, LNO-LMO N\ T
DREIE D LNO I Cld, B E) TMiEE b Ui im s —
JEDNi™* A A NCDOBRYNREL TV B EEZDBNS,
& 512, Fig. 3(a) D AKICRT K 512, LNO =0
Ni-L,; XMCD {55 & LMO - F/E® Mn-L,; XMCD 55D
HBREELCTHZTEND, NiAA 2 E Mn A4 VI
e E NIRUEIZEREMEICHEE L TV a T LB L%
> 720 XMCD DREEFEFIH] [14,15] 72 W T2 58 BT D4
R, FREINTZEDAE VHEKE— AT MR 0.2-0.3 uy
Niion TH Y, THUINi* IREEDE THE (3d": e't,) H
S5FHENS T IVE—RAY I (2 up/Ni ion) XD & D750 /)
XN EBgh oz,

A #k IC, LNO/LMO (m ML)/LNO = J& # & 0 Mn-L,
XMCD ZHWWT, N7 oGz F U7z LMo fIlicEE
& NTRLIREE 2 L L 7z =8 HEXE D Mn-L,,XMCD
AT BV TIE, LMO HER D Mn® JRAEH K D XMCD
EEICINAT, ~641.1 eV & ~643.4 ¢V DEWEE (Fig. 3(b)
O =MED IREd % Mn" IREEDF GBI S NIz,
TOTEMND, m=6,12 ML D=JEHEED LMO H1E D
FRAEPEICIE M IREEICHN 2 T, BB X > THERL
oM REEL HFE L TWVWB T EARBENS, WK
HIZ VT Mn £ 4 24720 DN AE VK E— A b
FRHETZ L, ZEEICE T 2 Mo A 4 > OBKTE— X
>~k (m=6ML (2.3 u/Mn ion), 12 ML (2.1 uz/Mn ion)) &,
LMO HLJEE (1.7 ug/Mn ion) X D & KED o7z, XAS DfE
R 5 5L T MO NS 8 U 7z IEFLIE TMO DS 4%
D34 MLBICHH LTS EEZLENS T LMD, &
TS ENIC B5-9 % S 3-4 ML @O LMO (&, EmiE S
HELTOWERVWHEOD LMO IZLERTRIEA K E L, s@ig:
PNEEILTVDE ENVZ B,

TNSDREEES L1Z, (001) ALAID LNO-LMO N7 1
SHENC I 2 ORI ZE R T %, Fig. 4 1R”T KD
IZ, LMO BOSHMEE TIX, LMO HICFEE) Uz IEf LA
TN HT B T & TAR L7z Mn* (34° high spin (HS))
AF 2 & M 3d HS) A A > [T O FREGEE — E xS
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Figure 4 Schematics of possible interfacial magnetic structures of
LNO-LMO with asymmetric charge redistributions. Here,
SE denotes superexchange interaction, DE means double
exchange interaction, AFM is antiferromagnetism, and FM
means ferromagnetism.

(DE) HHAMERIC &K > TRIEENZGELLTWE EERDS
Nz, chid, ERESIETIHRTILH SN S (La,Sr)
MnO, *® (La,Ca)MnO, FDRXa 7 A A1 +l< > 75 Vgt
PN 350 % sRREMEFEBIRRS [1] LD E D TH %, KIi,
LNO EICBHLT#E X %, LNO FliHE—JgICFEET B Ni™°
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9 % — IR T H % Kanamori-Goodenough (KG) HIJIC
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O-Mn"" (3d* HS) DM SE HHIEEFDEI £EZ 5N
%o ZTOMERE, HEOMHHANER & mN O EEH
DML JIBIRIC X - T, Fig. 4 DFDOEANTRT XS
LNO AR —EDO N 44 VDA VIMHE (RAEVF
YT V), FORE LNO BIC E RN 5O LD
BN EZ BN,

fRIC LMO J& CIEALOZE M ihia <, SRS —EIC R
ELTWGEAIKE, ARl —EO LMO ICfFEd % Mn*
A F DAY ViE Mn* (34 HS)-O-Mn*" (34" HS) D J 7
TR SE M EAEFNIC K o TRAPATICHESIL, LMO B D
RO EHEN G FELERVWEEZ SN S, N
Z T RICHiNFz X 51, il IML O LNO i S —fg T
1 Ni*'~O-Ni*" O 5@ PER SE M EAEH, Wiz he a7z
LNO J& & LMO JE[8 Ti& Ni*'-0-Mn*" D@1y SE 1 A,
TERMEI 728, LNOJEHND Ni* A4V DRAE V& KT
TIcEY T3 E206N, AL LTMn ENiAE 2D
EHMNEHEDFEE LRV EDNTRENS, ThE D
HM5, (001) B[O LNO-LMO 51 Cld, B|BHRBHIC X
D AR U 72 IEFLOOZERIN7R A D ICHEEIN L 72 LMO S fE
KB B0 ZElts, Nid4 & Mo A4 VB0
TREETERIRSE S, A OSSR 2 S | ik 2 9 E AT
KThHsdEEZ %,
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