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Annoranus. [Inenku Qpeppura BucMyTa BiFeO, BhIparmensl Ha MOHOKpHCTaIMdeckod moaoxke (001)
MgO no 6;109HOMY MEXaHH3MY POCTa METOJIOM BHICOKOYACTOTHOTO KaTOJHOTO PACIIBUICHHUS C UCTIOIb30BaHH-
eM B kauecTBe OydepHoro cros cerneroanekTpuka Ba St TiO, npu BapeupoBanuu coctasa x. Mzydenue re-
TEPOCTPYKTYp METOZOM PEHTICHOBCKON T (paKkIuy IT0Ka3ajo, 4To INIEHKU XapaKTepHU3yIOTCs TICEBIOTETparo-
HaJNbHOM CUMMeTpHel pu KOMHATHOM Temneparype. OnpeneneHo, 4To CTeNeHb TETParoHalbHOI0 HCKaXEHUS
cioe Ba Sr,_ TiO, Bo3pacraer ¢ yBenu4eHHeM KOHIEHTpaniu Ba, B To Bpems kak B ciosx BiFeO, ona ocra-
eTcs TIPaKTHYECKU HEM3MEHHON. MeToI0M aTOMHO-CHIIOBOH MUKPOCKOIIHH yCTaHOBJIEHO, 4TO MiieHkH BiFeO,
BBIPOCIIN TI0 OJIOCUHOMY MEXaHU3MY pOCTa, MPUYEM OJIOKH CTPOTO OPHEHTHPOBAHBI OTHOCHTEIILHO JIPYT JIpyTa
n xpuctamorpadguiecknx oceil momioxkkun MgO. BricokoTemmneparypHble HCCIIEI0BaHMsI CIIEKTPOB KOMOH-
HAIMOHHOTO PAacCEesiHUsI CBETa B IIMPOKOM JmanazoHe Temmeparyp 295-900 K u gactot ot 50 no 1600 cm™
MOKa3aJIH, YTO HHTCHCHUBHOCTB MONOCH 1250 cM ™!, COOTBETCTBYOLICH MIIOTHOCTH COCTOSIHHN JIByXMarHOHHBIX
BO30YXJICHUH, JTMHEWHO MOHMKAETCS MPU TIOBBIIICHUN TEMIEpaTypbl. AHAIN3 TEMIIEpaTypHOTO ITOBEJCHUS
nonockl 1250 ¢cM™' mo3BonseT npenosarark, 4To B M3y4eHHbIX miueHkax BiFeO, antudeppomarnuTHblii da-
30BBIH IEepexos MPOUCXOauT B auana3zone Temmeparyp 600—700 K. HMcnonb3oBaHNE CErHETOAIEKTPUIECKUX
Oydpepnbix cnoes Ba St~ TiO, ¢ pa3Holi CTENEHbIO TETPAroHaIbHOTO MCKaKEHHs MO3BOJISET YIIPABIATE Jle-
(popmanmeit niuenok BiFeO,, BosHukaromel B pe3ysbraTe HECOOTBETCTBHS MapaMETPOB PEMIETOK B CMEMKHBIX
CJIOSIX, U TEM CaMBbIM HCKYCCTBEHHO BapbUPOBAaTh CBOMCTBA JAHHBIX CTPYKTYD.

KiroueBble ciioBa: CCTHCTODJICKTPUKU, MyHBTI/I(l)eppOI/IKI/I, TCTCPOCTPYKTYPHI, KOM6I/IHaHI/IOHHOe
paccesaHne CBETa, pPCHTICHOBCKAs Z[I/I(i)paKHI/IH, HC(l)OpMaHI/ISI.

TEMPERATURE DEPENDENCE OF PHONON AND MAGNON MODES
IN MULTIFERROIC-FERROELECTRIC HETEROSTRUCTURES

D.S. Babarikin', A.G. Razumnaya', D.V. Stryukov?, A.S. Anokhin?,
A.S. Mikheykin', A.V. Pavlenko?, V.B. Shirokov"?2 S.P. Zinchenko?, V.M. Mukhortov?

Abstract. Bismute ferrite BiFeO, films were grown on single-crystal (001) MgO substrates by 3D-island
growth mechanism using radio frequency sputtering with Ba Sr, _ TiO, buffer layers. According to X-ray
diffraction data, the films are pseudo-tetragonal at room temperature. It was determined that the tetragonality
degree of the Ba Sr,_ TiO, layers increases with increasing of the Ba concentration, while that one does not
change in the BiFeO, layers. Atomic-force microscopy studies show that the BiFeO, films were grown by 3D
island growth mechanism and the blocks are strictly oriented with respect to each other and to crystallographic
axes of the MgO substrate. High-temperature Raman studies in a wide range of temperatures 295-900 K
and frequencies from 50 to 1600 cm™ have shown that the intensity of band with frequency of 1250 cm™,
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corresponding to density of two-magnon excitations, linearly decreases with temperature increasing. Analysis
of temperature behavior of the band with frequency of 1250 cm™ allows to suppose that in the BiFeO, films
antiferromagnetic phase transition occurs at temperature range 600700 K. It was shown that using of the
ferroelectric Ba Sr, _ TiO, buffer layers with various tetragonality degree allows to manage the deformation of
the BiFeO, films, arising as a result of the lattice parameters mismatch in the conjugation layers and thereby

vary the properties of these structures artificially.

Keywords: ferroelectrics, multiferroics, heterostructures, Raman spectroscopy, X-ray diffraction, strain.

BBEJIEHUE

®epput Bucmyta BiFeO, (BFO) susercs on-
HUM W3 HauOojee W3Y4YEHHBIX TIpeAcTaBUTENeH
MYIETHQEPPOUIHBIX MaTepUaNioB, B KOTOPOM IIpoO-
SIBIIIETCS. KaK aHTH(EeppOMarHUTHOE, TaK U CerHe-
TO3JIEKTPUYECKOE yMOpSIOUeHHEe TPU KOMHATHOU
temneparype [1; 2]. Huxke cerHeTosnekTpuueckoro
¢azosoro mepexona (7. = 1083 K) BFO xapakre-
pusyeTcst pombosnpudeckoi cumMmerpueit R3c [3] u
oOHapyXuBaeT aHTH(EPPOMArHUTHOE YIOpsaoUe-
nue G-tuna [4] mmxe T, = 643 K. BFO mnpusnek
Oonbllloe BHUMaHHWE, KOTJa YBEJTHMYEHHE HaMarHu-
YEHHOCTH W CIIOHTAHHOHM MoNsipu3anuu OblI0 0OHa-
PYXEHO B TICEBAOTETPArOHAIBHBIX TOHKHX TUIEHKAX
BFO, Beipamennsix Ha nomioxkax SrTiO, (STO)
¢ Oydpepubim cmoem SrRuO, (SRO) [5]. Marnwur-
HBIC W/MJIM CETHETORJICKTPHYECKUE CBOMCTBA TOHKHX
IUIEHOK CHJIBHO YYBCTBHUTEIBHBI K SMUTAKCHAIHHBIM
HamlpsOKeHUSM, TI09TOMY CTpeHHHUH)KEHepus cTa-
Jla MOUIHBIM CIOCOOOM YIpaBIeHHUS (PUIUIECKUMHU
CBOMCTBaMHU MYJIBTH(QEPPONKOB, HEOOXOAMMBIMH JIJIs
mpakTudeckoro mpuMmeHeHus [6—8]. dopmupoBaHue
Ha momiaokke MgO OydepHOro cos CEerHeTOdJIeK-
Tpuka ¢ OmmskumMu kK BFO mapamerpamu pemeTku
(SrTiO,, BaTiO, (BTO) nnm ux TBepable pPacTBOPHI
Ba, _ Sr TiO, (BSTx)) mosBosser mnojy4arb MJICHKH
BBICOKOTO KadecTBa. Tak, Mypapu ¢ coaBTropamu [9]
METOJIOM XHMHYECKOTO OCaXJIeHHS (DOPMUPOBAIIH
Oybepubiii cnoit Ba, Sr) . TiO, rtomuuuoit 30 HM
Mexay twienkoii BFO w mommokkoil u mokasanu,
YTO HWKHUN CIIOM JMIJIEKTPHUKA HE BIUSET HA KpHU-
CTauIM4Yeckyto cTpykTypy BFO, ommako mpomexy-
TouHbl crmoit BSTO0.25 Mexmay MOmIoKKOM M ClioeM
BFO mnpuBoguT K yMEHBIIEHHIO TOKOB YTEYKH Ha
TPH TOpsI/IKa NMPH HE3HAYUTETFHOM YMEHBIICHUH Ha-
MarHu4eHHocTH. HemaBHO ObIIO 0OHApyXeHO, YTO
(opMUpOBaHHE MHOTOCIOMHON  TeTepOCTPYKTYpPbI
tunma BFO/BTO na nomnoxke (001)ST npuBogut k
pocty HamaruudenHocTH [10], a B rerepocTpykTypax
BFO/BSTO0.8 na nmomioxke (100)MgO ¢ TommmHamu
cnoeB 3—6 HM MPHUBOAWT K POCTYy HaMarHMYEHHO-

ctr 10 50-60 emu/cm?® [11], 9TO TMOYTH Ha TOPSAIOK
OompIie, yeM HaOmomanochk B padote [10].

CHexTpocKonusi KOMOWHAITMOHHOTO — PACCesHUS
ceeta (KPC) maer wuHpopmanuio 0 KpHUCTaIAYe-
CKOH CTpPYKType, JNUHAMHUKE PEIICTKA TpU (a30BBIX
nepexonax ¥ CHUH-()OHOHHOM B3aMMOJICHCTBUU B
MyiasTudepporkax. TemmepaTypHas 3aBUCHMOCTh
KPC-criexktpoB MoHOKpucTamuaeckoro BFO [12]
BBISIBUJIA, YTO BCE (POHOHBI MEPBOTO MOPSIKA MOSB-
nsioTes B criektpe Himke 600 cm!'. Beime 600 cv!
HUKAaKUX BaXHBIX OCOOCHHOCTEH B CIEKTpax He
HAOMIOaI0Ch, KpPOME IUPOKOH TIOJNOCHI  OKOJIO
1250 cm!, xoTopast ObLIa WHTEPIPETHPOBAHA Kak
¢doHOHHAsT TONOCca Ooyiee BBICOKOTO Topsiaka. [lo-
CKOJIBKY 3Ta mosioca wucyesana mpu 600-700 K,
X. dykymypa ¢ coaBTopamu [12] mpeanonokus, 4To
ee TPOMCXOKJCHHE CBA3aHO C MArHUTHBIM YIIO-
psagoueHueM. (DOHOHHBIC aHOMAJIMU B SIUTAKCH-
anmpHOM TOHKOM Iuienke BFO na mommoxke SRO
ObUTM HW3y4YeHbl B TEMIICPATYpHOM JIHAlla30HE OT
=192 no 1000 °C P. [Tamaem c coaBtopamu [13].
KPC-uccnenoBanus mieHok BFO, BbIpamieHHBIX Ha
(111)STO momnoxKe, B TEMIEPATypHOM TUATIa30HE
300-800 K BbIgBMIM aHOMAJbHBIH CIBHAI YacTOTHI
HU3KOYACTOTHBIX ~ONTHYECKHX MO A -CHMMETPHH
n3-3a CHUH-(DOHOHHOTO B3aUMOJICHCTBUS U CTPYK-
TypHOH HECTAOWIBHOCTH W3-32 MOIYJSIIUU  yTIia
ces3u B nenouke Fe-O-Fe BOmusu 7T, [14]. Henasno
010 0OHapyx)eHo, uTo KPC-OTKIMK B 4YacTOTHOM
muamnazone 1000—1300 cM™' o4eHb YyBCTBHTENICH K
aHTH(QEeppOMarHuTHOMY (Da3oBOMYy TMEpEeXoay, 4YTO
yKa3blBa€T Ha CHJIbHOC CIUH-JABYX()OHOHHOE B3aM-
mozeiicteue B BFO [15; 16].

B nmannoit pabore meronamu KPC-crexTpockoninu
n3ydensl TieHkn BFO, BeIpamieHHble Ha TMOUIOKKE
MgO ¢ ucnonp30BaHUEM TIPOMEKYTOUHOTO OYPEPHOTO
cnost cernetoanekTpuka BSTx. Cnexrper KPC-mutenox
MOJTy4eHb! B IMPOKOM MHTEpBase TeMIieparyp ot 295
1o 900 K. M3 ananuza temmnepaTypHOil 3aBUCUMOCTH
nonockl 1250 cM™!, OTHECEHHON K JByXMarHOHHOMY
paccesiHHIo, OIpe/iesieHa TeMIepaTypa antudeppomar-
HUTHOTO (ha30BOTO TIEpEXO/Ia.
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OKCIIEPUMEHTAJIBHA S YACTb

Ierepoctpykryper BiFeO,/Ba St TiO, (x = 0,2;
0,6; 0,8) 6buTH BBIpamieHsl Ha cpese (001) kyObnueckoit
MOHOKPHUCTAININYECKON MoanoKku MgO MeTo oM BbI-
COKOYaCTOTHOTO KaTOIHOTO PacHbIJICHHS Ha yCTaHOBKE
«Imazma 50 CDO» U3 cTeXHOMETPUUECKHX MHUIIEHEH
BFO u BSTx Tex e coctaBoB. CymMMapHasi TOJIIMHA
MTOJTyYEHHBIX CHMMETPHUYHBIX TETEPOCTPYKTYP COCTaB-
nsma ~200 am npu tommube Oydepnoro cios BSTx
~100 aMm u TomuHe wieHku BFO ~100 um.

CTpyKTypHOE COBEpPIIEHCTBO I'€TEPOCTPYKTYp, Ma-
pamMeTpsl dneMeHTapHbIX stueek BFO- n BST-croes B
IJIOCKOCTH TOJUIOKKH M B HAlpaBJIEHUH TI0 HOpMaJIH
K IUIOCKOCTH TOAJIOKKH, CPEeIHHUN pa3Mep obiacTteit
KOTEPEHTHOTO PACCeSHUS U CpelmHsss MUKpozaedopma-
Ul B TETEPOCTPYKTYpaX, a TaKKe OPUCHTAI[MOHHBIC
COOTHOLILIEHUS MEXAY TUIEHKON U IIOJUI0KKOU IIPU KOM-
HATHOH TeMIIepaType OnpeAelIsuIuCh ¢ TOMOIIBIO PEHT-
reHoBCcKoW mudpaknun Ha audpakromerpe Rigaku
Ultima IV (CuK  -uznyuenue).

MHUKpPOCTPYKTYpa HOBEPXHOCTH T€TEPOCTPYKTYPHI
BFO/BSTO0.8 Oputa mccienoBaHa ¢ IMOMOIIBIO aTOM-
HO-CWJIOBOTO MuKpockona «MHrerpa». M3mepenus
BBITIOJTHEHBI B TMOJIYKOHTAKTHOM PEXHME C HCIOIb-
30BaHUEM CTaHJAPTHOTO KPEMHHEBOTO KaHTHIIEBEpPa
NSGI11. Arann3z MOpQOoJIOTHN TTOBEPXHOCTH TTOKA3al,
YTO CpeHsS [IepOXOBaTOCTh TUIEHKH COCTABIISET BCe-
ro 0,5 HM, MaKCHMaJIbHAs BBICOTA penbeda MOBEPXHO-
CTH He mpeBbImaeT 6 HM. MccnemnoBanus Mopdororuu
noBepxHocTH rerepocTpykryp BFO/BSTx meromom
aTOMHO-CHJIOBOM MHKPOCKOIINH MOKA3aJIH, YTO MJICHKN
BFO BrIpaieHns! 1o 6;109HOMY MEXaHU3MY pOCTa.

st monmydernst KPC-criekTpoB MCIOIB30BaIOCh
MOJIIPU30BAaHHOE  M3JTyuyeHHEe aproHOBOro  Jas3epa
(A =514,5 am) u mukpo-KPC cnexkrpomerp Renishaw
inVia Reflex ¢ Edge-gpmisTpoM, MO3BOISIIONIM 3a-
MUCHIBATh CIEKTPHI HaunHas ¢ 50 cm !, CriekTphl pe-
THCTPUPOBAJIN IO CXeME 0OpaTHOTrO paccesHusi C Io-
MOIIIbI0 ONTHYECKOT0 MHUKpockoma Leica, muamerp
JIa3epHOTO ITy9Ka Ha oOpasiie cocTaBisul 1-2 M. s
MPOBEJICHHS TEMIIEPATYPHBIX H3MEPEHUI HCIIOIb30Ba-
mu neub Linkam THMS600. IlonspusoBaHHbIe cIiek-
Tpel KPC, monmydenHsie pu KOMHATHOH TeMIieparype,
OBUTM 3amMCcaHbl B TEOMETPHH PACCESHHS «OT TOpIa
IUIGHKW», KOTJa BOJIHOBOM BEKTOp Malaroliero yya
napaJuieNieH MOUIOKKE, a TOJIAPU3AIHs MadaroIero u
paccestHHOTO CBETa NapajlielbHa WU MEPIIeHANKYIISP-
Ha TUIOCKOCTH TUICHKH. Jlemonspu30BaHHbIC CIIEKTPHI
KPC, nonyuennsie npu HarpeBanuu ot 300 mo 850 K,
ObUTM 3amucaHbl B TEOMETPHH HOPMAJBLHOTO pacces-
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HUs1, 0€3 UCIOJIB30BaHUs MMOJISIpU3aTopa/aHaIn3aTopa.
Bce monyueHHBIE CHEKTPhl OBUTH HOPMHUPOBAHBI Ha
TeMITepaTypHbIN (hakTop.

PE3VIIBTATBI 1 OBCYXIAEHUNE

Ha pucynke 1 mpencraenenst 6-20-pentrenang-
paxrorpaMmsl (00/) oTpaskeHHI UCCIIENOBaHHBIX reTe-
poctpykrypsl BFO/BSTx (x = 0,2), BeIpamieHHOi Ha
KyOndeckoi MoHOKpHcTamniaeckoil momioxke (001)
MgO. Anmpokcumanusi Tpoduield peHTIeHOBCKUX
(00/) pednexcos dynknueit 'aycca mo3Bonuia omnpe-
JEMUTh TapaMeTphl 3JIEMEHTapHBIX sueek BFO- u
BST-cnoes B HampaBieHHH 110 HOPMaIH K TUIOCKOCTH
MOAJIOKKH (c-TtapameTpsl). s onpeneneHus napame-
TpOB 3neMeHTapHbIX ssueek cinoeB BFO u BST B mio-
CKOCTH TIOJIOKKH OBIJIO TPOBEIEHO ACUMMETPHYHOE
0-20-cxannpoBanne otpaxenuit (113) uccremyembix
TeTEePOCTPYKTYP.

B Tabmume 1 mnpuBeneHBI pe3yabTaThl  0bOpa-
00TKH AU(PAKIMOHHBIX TPOPHIIEH TETEPOCTPYKTYP
BFO/BSTx: a- n c-mapaMeTpsl 3JI€MEHTApPHBIX TYEEeK
cinoeB BFO u BSTx, a Takke ux o0beMbl V. [laHHEIE,
MpuBeACHHBIC B Tabiuie 1, MOKa3bIBAalOT, YTO C TIO-
CJIeZIOBaTeNbHBIM YBEJIMYEHHEM KOHIIEHTpauun Ba B
ciosax BSTx a- u c-mapameTpsl pemeTkd U 00beMbl V'
paBHOMEpHO yBenuuuBarorca. HaOmromaemyro 3aBu-
CUMOCTB V(x) MOXXHO OOBSCHUTH PA3TUUYNEM HOHHBIX
paauycos R, > A)ym R (A) npu ob6pazoBanuu TBEP-
neix pactBopos Ba Sr, - TiO,. Ha pucynke 2 nokasassl
KOHIIEHTPAIMOHHbIE 3aBUCHMOCTH TapaMeTpoB d, ¢ U
00beMOB V anmeMeHTapHbIX syeek B cnosix BSTx uccre-
IYeMBIX T€TePOCTPYKTYD.

OTmeTHM, 4TO ITPH KOMHATHOH TeMIieparype oobeM-
HbIE Kepamudeckue oOpasipl cocraBos Ba St TiO, ¢
x =0,2 u 0,6 xapakTepu3yIoTcsi KyOMUeCKOH CTPYKTY-
poit Pm3m c mapameTrpamu pemetky a = 3,922 u 3,970
COOTBETCTBEHHO, B TO BPEMsI KaK COCTAB BaOBSrO,zTiO3
MMEeT TEeTPAaroHaJIbHYI0 CTPYKTYPY C MPOCTPAHCTBEH-
HOll rpynmoii P4mm u napamerpamu a = 3,977 A u
c=3,988 A [17; 18]. Kepamnueckue o6pasuer BiFeO,
XapaKTEPU3YITCsI POMOO3IPUUYECKON CTPYKTYpOH ¢
napamerpamu a = 3,965 A u o = 89,45°. W3BecTHHI
pa3M4Hble HCKaKCHMs KPHUCTAJUIMYECKOH PpEIIeTKH
(deppuTa BUCMYyTa, BBHIPAIIEHHOTO B BHJIE TOHKHX TlJie-
HOK. B 3aBHCHMOCTH OT yCIOBUI MPUTOTOBJIEHHS, OT
Mareprana U OpUEHTALUH MOIJIOKKH, OT XUMHUYECKO-
ro cocraBa Oy(epHOro CJIos MOXKHO IMOJYYHTh IUICH-
ki ¢ MoHOKiIuHHOU [13; 19; 20], opTropomOHUecKon
[21; 22], TerparonansHOU [23; 24], poMO0O3IpUYECKOi
[22; 23; 25] u TpUKIUHHOM [26] CTPYKTYpOi.
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Puc. 1. 0-20-pentrenorpammst a — (001), 6 — (002), u ¢ — (004) orpaxenuii rerepoctpykrypsl BFO/BSTx/MgO mpu x = 0,2, a Takxe pe-
3yJIBTAT AMIPOKCHMALIMH TTPOGHIICH.
Fig. 1. X-ray 0-26 patterns of the a — (001), 6 — (002) and 6 — (004) reflections of the BFO/BST0.2/MgO heterostructures and results of

deconvolution.

JeranbHblil aHAIM3 PEHTIeHAN(PPAKINOHHBIX daH-
HBIX Toka3an, yto ciion BFO n BSTx terparonanbHO
uckaxensl (c/a > 1). CTOUT OTMETUTH, YTO CTEICHb
TeTparoHaJbHOIo HcKkaxkeHus cioeB BSTx BozpacTaer
C yBEJIMUEHUEM KOHLEHTpauuu Ba, B To Bpems Kak B
cinosix BFO oHa ocraercs npakTuyecKu HEM3MEHHOM.

[TockonbKy IpH yBEIMYEHMHM KOHLIEHTpalUU St B
cinoe BSTx mpoucxogutr yMeHbIIEHHE MapaMETPOB
pEUIeTKH, TO MOXKHO OBLJIO OXKHAATh, 4TO OydepHbIe
ciion BST ¢ xonuenrpauueit Sr < 50 % (BFO/BSTx,
npu x = 0,2) OynyT co3aaBaTh C)KMMAIOIUE HarpshKe-
Hug B cinosix BFO, a ciom BST ¢ mManeIMu KOHIICH-
tpauusimu St (BFO/BSTx, npu x = 0,6 u 0,8) OynyT

CO3/1aBaTh pacTATMBAIOLINE HanpsbkeHus. B uccnenye-
MbIX 00pa3nax BFO/BSTx napameTpsl aeMeHTapHBIX
siueek cnoeB BFO ¢ yMmeHbIIeHHeM KOHLEHTpauuu Sr
yMmeHbnatores (puc. 2). Tak xak Ha Jgedopmanuio
2JIEMEHTapHON SYEHKH B IJIEHKAX MOTYT BIMATH Me-
XaHU3MBI POCTA, TO ITO MOXKET CBHJETEIHCTBOBATH
0 ToM, uTo ciou BFO Obutu BbIpalieHsl HE MO CIIO-
€BOMY, a MO0 OJOYHOMY MEXaHU3MY. DTO NpPeIIoo-
KEHHE MOATBEPXKAAIOT HCCIENOBaHUS MOP(OIOruu
noBepxHocTH rerepocTpykryp BFO/BSTx meromom
aTOMHO-CHJIOBOM MHUKpOCKONHUH. COINIacHO pEeHTIeHO-
CTPYKTYPHBIM JaHHBIM, HECMOTPS Ha TO, YTO IJICHKU
BFO BeIpocin 1mo 6104HOMY MEXaHU3MY pocTa, O1o-

Ta6auna 1. CTpyKTypHBIE ITapaMeTphl ClIoeB (TTapaMeTpsl AeMEHTapHbIX stueek U ux oobeMbr) BFO u BSTx, oOpa3syromux aByxcioi-
Hele rerepocTpykTypbl BFO/BSTx Ha xyOudeckoit momnoxke (001)MgO, n mnenok BSTx no nanecenus cinos BFO mpu xomuarHOH
Temreparype

Table 1. Structural parameters of the BFO and BST layers (unit cell parameters and its volumes) forming double-layer BFO/BSTx
heterostructures on cube substrate (001) MgO and the BSTx films before deposition of BFO layer at room temperature

BST-cnoit BFO-cnoit
BFO BST
BST layer Visr A3 BFO layer Viror A3
¢, A a, A ¢, A a, A cla cla
BFO/BSTO’Z/MgO 3,946(1) 3,89(1) 59,71 3,987(1) 3,94(1) 61,89 1,012 1,014
BFO/BSTO’G/MgO 3,990(1) 3,91(1) 61,00 3,979(1) 3,94(1) 61,76 1,010 1,020
BFO/BSTO’g/MgO 4,034(1) 3,94(1) 62,62 3,972(1) 3,93(1) 61,35 1,011 1,024
HAVYKA IOTA POCCUM 2019 Tom 15 Nel
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Puc. 2. KonnenTpannoHHas 3aBUCHMOCTE CTPYKTYPHBIX TapameTpoB Oydeproro ciost BST B rerepoctpykrypax BFO/BSTx, BeIpamieHHbIX

Ha notoxkax (001)MgO.

Fig. 2. Concentration dependence of the buffer BST layer structural parameters in BFO/BSTx heterostructures.

KH CTPOTO OpPHEHTHPOBAHBI OTHOCHTEIHHO JPYT ApyTa
Y TIO/IJTOXKKH.

AHanu3 NUPUHBI PEHTTEHOBCKOW JIMHUM MPOU3BO-
JTH € IOMOILBIO TocTpoeHus: Bunbsimcona — Xomna B
MIPEINOI0KEHNH, YTO YITUPEHUE CBSI3aHO TONBKO C M3-
MeTBIeHUEM o0acTelt korepenTHoro paccesaus (OKP)
U ¢ HanmmareM Mukponaedopmaruii (¢ = Ac/c) [27]:

A
0 = K —+4¢sinf
Bcos D €sin0,

rae [ — moMyImMpHHA PEHTTCHOBCKOM JMHMU (C BBI-
YeTOM MHCTPYMEHTAIbHON IIUPUHBI), A — JJIUHA BOJI-
Hel, D — pasmep OKP. IToctpoenue dynkimu Pcosd
ot sinf s peduiekcoB cemeiicta (00/) u matot uc-
KOMbIC BEJIMYMHBI B HANpPaBJICHUHM HOPMAald K IUIO-
CKOCTH TO/UIOKKW. B Hamiem ciydae BO Bcex CIOSX
HCCIENOBAaHHBIX CTPYKTYp pasmepsl OKP moctarouno
Oonpiime u Bkiag or ymenbiieaus OKP B ymmpenue
PEHTTeHOBCKOW JTMHHUHU MpeHeOpexxumMo mai. [loatomy
VIIUPEHHUE CBS3aHO JIMIIb C HaJM4ueM MHKpoaedop-
Maruii (Ac/c), BeTMYMHBI KOTOPBIX MPHUBEJCHBI B Ta0-
e 2.

HAYKA IOTA POCCHUM 2019 Tom 15 Nel

Hcnonp3oBanme Oy(hepHBIX CIIOEB U MOIIOKEK pa3-
JUYHBIX COCTABOB TIO3BOJIAET YIIPABIATH JIe(opMarii-
el TUIEHOK, BO3HHUKAIOUIEH B pe3yjibTare HEeCOOTBET-
CTBHS TTAPaMETPOB PEIIETOK B CMEKHBIX CIOSIX, U TEM
CaMBIM HCKYCCTBEHHO BapbHPOBaTh CETHETORIIEKTPH-
YecKrue CBOWCTBA NAaHHBIX CTpyKTyp. CpaBHHBas mo-
JTydeHHBIE TTapaMeTpPhl AIIEMEHTAPHBIX sueek (Tadm. 1)
C TMapaMmeTpamMH s4YeeK OObEMHBIX MaTepHajoB TOTO
K€ COCTaBa, MOXKHO OTIPENEIHUTH Je(pOopMaIiui dTHX
SYeeK, BO3HUKAIONINE B PE3ylIbTare HECOOTBETCTBHUS
MapaMeTPOB PEHIETOK MEXIY IJICHKON M IMOMJIOKKON
(Tabm. 2). Jlepopmarmu HECOOTBETCTBHS B TUIOCKOCTH
CONPSDKEHHS €, ¥ 110 HOPMAJIU K TIOCKOCTH TIOJJIOK-
KM €,,, pacCuuTanHbie 1o [28], npueBeneHsl B Tabm-
e 3. JIns ciioeB BcexX IJIEHOK XapakTEpHO, YTO dJie-
MEHTapHas s4eiKa ckaTa B TUIOCKOCTH COTIPSKCHUS 1
pacTsaHyTa B MEPIEeHINKYIIpHOM HarpasieHuH. [lpu
aTOM HabIomaeTcs HeOOIbIIOe YMEHBIIICHHE 00beMa
JIIEMEHTAPHBIX SYEeK M0 CPAaBHEHHIO ¢ 00BEMHBIM Ma-
tepuaniom (V/V, < 1). B cnosx BFO ¢ ymenbuiennem
KOHIICHTpanuu atoMoB Ba B OydepHbix ciosx BSTx
MIPOMCXOANT YMEHBIIIEHUE BETHIUHBI Jie(hopMaIiwii Kak
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Ta6auna 2. CrpykrypHbsle napamerpsl cioeB BFO u BSTx, o6Gpasyromux apyxcioiinbie rerepoctpykrypsl BFO/BSTx Ha kyOuueckoii
notoxke (001)MgO, u menok BSTx no nanecenus cnost BFO npu xomuatHo# Temmneparype

Table 2. Structural parameters of the BFO and BST layers forming double-layer BFO/BSTx heterostructures on cube substrate (001) MgO
and the BSTx films before deposition of BFO layer at room temperature

TeTepocTPYKTYpbI BST-cnoii / BST-layer BFO-cnoii / BFO-layer
Heterostructures Ac/c £, &, viv, Ac/c £, &, viv,
BFO/BST, ,/MgO 0,003 —0,008 0,006 0,990 0,004 —0,006 0,006 0,993
BFO/BST, /MgO 0,002 0,015 0,005 0,975 0,001 —0,006 0,003 0,991
BFO/BST, /MgO 0,006 —-0,012 0,011 0,993 0,003 —0,009 0,002 0,984

B IUNIOCKOCTH COMPSIKEHNUS, TaK U B IEPIIEHIUKYIISIPHOM
HalpaBJIeHHH, C OJHOBPEMEHHOM pelakcanneil oobema
JJIEMEHTapHOU sueiiku V.

B cnyuae, korma crnoHTaHHas MOJspH3aldg OT-
JUYHA OT HYyJs, BBIHYXKACHHYIO aedopmauuio u
nojsipu3anmio A cinoeB BSTx B rerepocTpyk-
typax BFO/BSTx/MgO MOXHO HaWTH U3 rpaduKoB
3aBUCHUMOCTH CTEIEHH TETPAaroHaJbHOCTH c/a-1 OT
BBIHYKJICHHOH JiepopManuu v _, NPUBENEHHON B pa-
oorax [29; 30]. Ot 3HaYSHUS TPEICTABICHBI B Ta0-
qmune 3. OtMmerum, uro noispusanus B cinoe BSTO.2
OTCYTCTBYeT, a nedopmanusi B IUIOCKOCTH COBHaja-
erc e,

Cnextpsl KPC o6pasna BFO/BSTx npu x = 0,2 B
obmactu yactor 501500 cM™!, moxyueHHbIE IPU KOM-
HaTHON TeMmepaType Uil YeThIpeX I'€OMETpHil pac-
cesiHus, NpUBeJeHb! Ha pucyHKke 3. Kak MoxHO 3ame-
TUTh, IPU TAHHBIX TOJIIKHAX ciioeB (~100 HM) Bo Bcex
CIEKTpax JOMUHHUPYET BKIaJ BepxHero ciost BFO, uro
cornacyercst ¢ uccnenoBanuem [19]. Kak Oputo ymo-
MSIHYTO BBILIE, (PEPPUT BUCMYTA MPOSIBISIET CTPYKTYP-
HOe MHOrooOpasme. PomOosnpuueckas (R3c), Terpa-
ronanbHas (P4mm) 1 MOHOKIMHHAsA (B,) CTPyKTypbI
BFO npuBogsar x 13, 8 u 27 KPC-akTuBHBIM MOJaM
COOTBETCTBEHHO:

1—‘Rhombohedral (C3v) = 4A1 + 9E’

) =34, + B, +4E,

I Tetragonal (C4
(C)= 134"+ 144",

[IpaBuna orGopa ans naHHBIX CTpykTyp BFO B
Pa3IMYHBIX TEOMETPHUSIX pPacCesHHs MPHUBEACHBI B Ta-
ommue 4. B m3yuennsix cnekrpax BFO (puc. 3) nunun
¢ yactotamu Hmwke 600 cM™' COOTBETCTBYIOT JIMHUSAM
KPC nepsoro nopsiika ¢peppura Bucmyta. [lonpodbnoe
oTHeceHne (POHOHHBIX MO OBbLIO BBITIOIHEHO paHee B
pabore [13]. CrekTpsl Bcex HCCICIOBAHHBIX T€TEPO-
ctpykryp BFO/BSTx B reomerpusix paccesuus XX u
YY npakTHuecKu UICHTUYHBI U COIEpIKAT KosebaTelb-

FMonaclinic

HBIE MOJBI C OJHHMH M TEMHU XK€ YacTOTaMH, HanoOo-
Jie€ UHTEHCHUBHBIMY JIMHUSAMH B HUX SIBJISIOTCS JIMHUH
75, 147, 170, 228, 475, 525, 630, 1220 u 1280 cm™".
B reomerpun ZX onpenenstorcs cieayrolne JUHUAU:
74, 147, 169, 236, 272, 372, 476, 532, 625, 1220
n 1280 cm'. B reomerpun paccesHus YX HaOmronaer-
cs1 cy1adblil 0 MHTEHCUBHOCTH CIIEKTp, B KOTOPOM Ha-
00p JIMHUI U UX YaCTOTHOE MOJIOKEHUE COBIAAIOT CO
CIIEKTPOM B BBIILIEONHUCAHHONW HEMArOHAJILHONW reoMe-
TpHUH paccessHus ZX.

YacToThl JMHUHM, HAOMIOOAEMBIX B T€TEPOCTPYK-
typax BFO/BSTx, HEeMHOTO OTiIMYarOTCs OT JaHHBIX,
npuBeACHHBIX B padore [13], uTo MOKeT OBITH CBsI3a-
HO C JIByMepHbIMH HamnpsbkeHusimu ciioeB BFO n BST.
[ockonbky cioit BFO nanocuiicst Ha OygepHblil cioit
nepoBckuta BST ¢ TeTparoHalbHBIM HMCKAKEHHEM,
TO okupaercs, yto wieHka BFO Gyner mubo rerparo-
HaJIbHOW, JIMOO MOHOKJIMHHOW, YTO MOATBEPKAACTCS
PEHTTEHOBCKMMH HCCIIeI0BaHMsAMU. B ciryuae TeTparo-
HaJbHOM CUMMETPHH IUIEHKH P4mm, Koraa nosspHas
OCh Z HaIpaBJli€Ha M0 HOPMAaJM K MOIJIOXKKE, CIIEKTP
KPC, nmomyueHHslii B reoMeTpuH paccessHus Y.X, 3ampe-
mieH npaBmwiaMu oroopa [31]. B uccnemyempix rieH-
kax BFO mpucytcTByioT cinadbie TUHUN B crieKTpe VX
(puc. 3), 9TO MOXKET CBHIECTENbCTBOBATH O MOHMKEHUN

Tabauna 3. 3HaYeHWs CTENECHH TETParoHanbHOCTH (c/a-1), BBI-
HYXJICHHOH AedopManuy IIIEHKH OTHOCUTEIFHO CBOOOIHOTO 00b-
€MHOro 00pasiia 1, ¥ CIIOHTaHHOM Monspusaluu p 1 ciios BSTx
B M3y4eHHBIX rerepoctpykrypax BFO/BSTx/(001)MgO

Table 3. Values of tetragonallity degree (c/a-1), misfit strain with
respect to solid sample u_ and spontaneous polarization p for the
BSTx layer in the BFO/BSTx/(001)MgO heterostructures

TeTepocTpyKTyphi BST-cnoii / BST layer
Heterostructures cla-1 u », C/m?
BFO/BST0,2/MgO 0,014 —0,008 0,0
BFO/BST0,6/MgO 0,020 —0,009 0,29
BFO/BST0,8/MgO 0,024 —0,011 0,30

HAVKA IOT'A POCCHUHM 2019

Tom 15 Nel
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Ta6auna 4. [Tpasuia or6opa KPC-akTHBHBIX MO 7151 pPOMOOIAPUUECKOM, TETPAroHaIbHON U MOHOKIMHHON KPHCTAJUTMYECKUX CTPYKTYP
B Pa3IMYHBIX TEOMETPHSIX paccesHus. B cTpoke N (Raman) npuseneno momxoe unciao KPC-akTHBHBIX MOJI, COOTBETCTBYIOIIEE AEMOJIS-

PH30BAaHHOMY CIIEKTPY

Table 4. Selections rules for Raman-active modes in the case of rhombohedral, tetragonal and monoclinic crystal structures for different
scattering geometries. All Raman active phonons shown by N (Raman) value

reOMeTpI/I}I paccesHus HpOCTpaHCTBeHHaH rpyrma/ Space group
Scattering geometry R3c Pdmm Bb
N (Raman) 44, +9E 34, + B, +4E 134" + 144"
Z(YNz AwnE/A and E A B /A and B, A’
2(YX)Z E HeT Moz / no modes A"
Y(xx)Y A wuE/A and E A uB /A and B, A'
YX2)y E E A’

CUMMETPHUH 10 MOHOKIMHHON. Kak OBIIO yIOMSHYTO
BeIe, ieHku BFO Obumm BBIpamieHbl Mo OJI0YHO-
My MeXaHW3My pocTta. B mporecce pocrta Ha rpaHuie
MEXIy OJIOKaMH BO3HHUKAIOT JE(PEKTHI, CBI3aHHBIC C
HanpsHKEeHUEM Ha Kparo Top, OPMHUPYEMBIX HA paHHEH
CTa/INU 3apOXKJICHUS TUIeHKH. Taxue nedeKThl, a Tak-
ke neeKTHBIN CI0M, BO3HUKAIOMNI Ha HHTepdeiicax
noiockka MgO — Oydepnsiit croit BST u 6ydepnbrit
cioit BST — nmenka BFO, moryt npuBomuTh K Hapy-
IICHUIO TIPaBHUJI OTOOpa W JIEMOJSAPU3AINU CIIEKTPOB,
HECMOTpPSI Ha TO, YTO OJIOKM CTPOTO OPHEHTHUPOBAHBI
OTHOCHTEJIHHO JIPYT Apyra U Mominoxku. Heodxoanmo
MMOYEPKHYTh, YTO CIIEKTPHI B TEOMETPHUAX PACCETHUS
XX u YY Toxoxu, UMEIOT OTMHAKOBEIN HA0Op TMHUH Ha
OJTHHX U T€X K€ YaCTOTaX, YTO YKa3bIBAET Ha MICEB/IOTE-
TparoHanbHOCTH IIeHKH BFO. OT™MeTnM, 9TO mMossipu-
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Puc. 3. [IlomapusoBanneie crektpbl KPC-rerepocTpyKTypsl
BFO/BSTx npu x = 0,2, mojy4eHHbIE B Pa3IMUHBIX I'€OMETPHUSIX
paccesiHUsI IpH KOMHATHOW Temreparype. {1 cpaBHeHUS pUBe-
neH aenoisipu3oBanHbli criektp KPC-muenku BFO.

Fig. 3. Polarized Raman spectra of the BFO/BST0.2 heterostructure
for different scattering geometries at room temperature. For
comparison, spectrum of the single component BFO film is shown.

HAYKA IOTA POCCUIN 2019 Tom 15 Nel

30BaHHBIE CIIEKTPHI 00pa3nos ¢ BFO/BSTx mpu x = 0,6
u 0,8 00ragaroT TeM ke HabOpOM JIMHHH, KOTOpBIC Ha-
OJTromaroTCs B crieKkTpax oopasma ¢ x = 0,2.

Kak uzBectno [12; 13], cnextpel KPC moHOKpH-
cramoB BFO, o0ycioBieHHbIe ONTHYECKIMH (JOHOHA-
MH [IEPBOTO TIOPSIKA, IMEIOT YacTOTH MeHee 600 cm ™'
Kak mokazano B paborax [32; 33], nomoca ~620-630 cm!
COOTBETCTBYET MarHOHy C TPaHHUIIBI 30HB bpHIuTrodHa,
KOTOpbIM akTuBHpyeTcst B cnekrpax KPC u3z-3a Hapy-
IIEHUH TTPaBHII 0TOOPA IO BOTHOBOMY BEKTOPY BCIIE/-
CTBUE HapyLICHUHN TPAHCISIIUOHHON CUMMETPHH U3-3a
neeKTHOCTH KPHUCTAJUINYECKOH CTPYKTYpHI B Kepa-
muKax 1 mieakax BFO, Torma xak 1mojoca Ha 9acToTe
1250-1270 cM™' COOTBETCTBYET IUIOTHOCTH COCTOS-
HUH ByXMarHOHHBIX BO30yxknenuii [32]. Kak MmoxHO
BHJIETh, MHTEHCHUBHOCTh STOW IOJIOCH CYIIECTBEHHO
MIPEBBINIIAET MHTEHCUBHOCTH ABYX(OHOHHBIX TOJIOC.
OTO MOXHO OOBSCHUTH PE30HAHCHBIM IIPOIIECCOM,
M3-32 OMU30CTH YHEPTHH BO30YKIAIOIIETO M3ITyICHUS
(2,41 5B) u sHeprum dIAEKTPOHHOTO TEPEXOAA MEKTY
e, U 1, -OpOUTAISIMH HOHOB Fe’* (2-2,5 »B). O6si3a-
TENBHBIM YCJIIOBHEM TaKOTO PE30HAHCa SBISETCS 00-
MEHHOE€ B3aWMOJICHCTBHE MEXy IBYMS JIEKTPOHAMU
Ommkaimx noHoB Fe'* B BO30yXICHHOM COCTOSTHUH
[34; 35]. B pabGote [33] MeTOmOM HEYIIPYroro pacce-
STHAST HEWTPOHOB W3MEPIJIN IHUCIIEPCHI0 MarHOHHBIX
BETBEH B 30He bpummosna monokpucramna BiFeO, u
OTIPENIENIIIN KOHCTAHTy OOMEHHOTO B3aMMOJCHCTBUS
J = 4,38 M5B, 3HaueHue KOTOpPOW coriacyercs C UH-
Teprnperanueil monockl Ha yactore 1250-1270 cm!
KaK JIByXMarHOHHOTO ITHKA.

N3 temneparypHoii 3aBucumoctu cnekrpoB KPC
rerepoctpyktyp BFO/BSTx/(001)MgO BuanO, YTO
SIPKAX aHOMaJIMii MOJl He HaOJIOmaeTcsi B WHTEpBaie
temneparyp 295-900 K (puc. 4). Temneparypras 3a-
BHCHUMOCTH (DOHOHHBIX MOJ] ITOKA3bIBAET, YTO YACTOTHI
BCEX MOJI cl1abo 3aBUCAT OT TeMIIepaTypbl, UX WHTEH-
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Puc. 4. Temneparypnas 3aBucuMocTb criekTpoB KPC-rerepoctpykryp BFO/BSTx npu x = 0,2 (a), 0,6 (6) u 0,8 (8). [TynxTupHO# muHnei
MOKA3aHO MOJIOKEHUE ABYXMarHOHHOH MOJIOCHI ¢ yacToToi 1270 M.
Fig. 4. Temperature dependence of Raman spectra of the BFO/BSTx heterostructures with x = 0.2 (a), 0.6 (6) and 0.8 (). Dashed line shows

the two-magnon band with frequency of about 1270 cm™! (guide for the eyes).

CHUBHOCTH IIOCTETIEHHO YMEHBIIAIOTCSI, @ MOITYIINPHUHBI
YBEITUIUBAIOTCS C POCTOM TeMItepaTypsl (puc. 4).
WuteHcnBHOCTD 010ckl 1270 cM ™! TMHEWHO MOHU-
JKaeTcsl ¢ pocToM Temnepatypsl, 1 Beiie 700 K ee yxe
CIIOKHO OTHENUTH OT IIUPOKHUX JIMHHUK, 00yCIOBIICH-
HBIX OECIOPSAIKOM. DKCTPAIOISLHs TEeMIIEepaTypHOH
3aBUCHUMOCTH WHTEIPaJbHOW HHTEHCUBHOCTH JIMHUH
1270 em™! ms rerepoctpykryps BFO/BST0.6/MgO,
IIPUBEACHHON Ha PUCYHKE 5, ITOKA3bIBAET, YTO B JIaH-
HOM IUIEHKE aHTU(EPPOMArHUTHBIN (a30BbIi MEPEXOx
npoucxoaut npu ~700 K, XoTs yron HakJIoHa 3aBUCH-
MOCTHU MEHseTcs B Auana3one temmneparyp 600-650 K.
B nByx mpyrmx mienkax BFO, HaHeceHHBIX Ha Oy-
tdepusie cmom BSTO0.2 u BST0.8, manHas momoca uc-
4ye3aeT NpU NPUONM3UTENFHO TEX K€ TeMIleparypax.
OTcyTCTBHE 3aBHCHUMOCTH TEMIIEpaTypbl IMEpPEX0/10B
ot cocrtasa ciosi BSTx oObscHsieTcs cnaObiM B3aMO-
nerctueM cioeB BSTx u BFO, cBsizaHHbIM ¢ pocTOM
mieHok BFO mo Omounomy Mexanm3my pocta. Kaxk
n3BectHO [4], MmoHokpucTait BFO oOHapyxuBaer aH-
Tu(eppoOMarHuTHOE yrnopsaaouenue nuke I, = 643 K.
MOo)XHO c/ienaTh BBIBOJ, YTO B HAIIIMX T€TEPOCTPYKTypax
(ha30BBIi TIEPEXOA PA3MBIT U IPOUCXOAUT B TEMIIEPATYP-
goM nuarazone 600-700 K. 3nauenue T  MOJKET OBITH
HECKOJIBKO YBEJINYEHO 110 CPABHEHUIO C JAHHBIMU IS
MOHOKPHCTAJIIA, YTO HEOJHOKPATHO HAOIIOAIOCH B pa-
0oTax Ha IJICHKaX JIPyruX aBTOpOB, Harpumep B [36].

WuTterpaibHas UHTEHCUBHOCTD, YCII. €]1.

300 400 500 600 700 800 900
Temmneparypa, K

Puc. 5. TemneparypHasi 3aBUCUMOCTb HHTETPAJIbHOW HHTEHCHBHO-
ctu nonocel 1250 em ! B criekrpax KPC-rerepoctpykrypst BFO/
BSTO.6.

Fig. 5. Temperature dependence of integrated intensity of the band
with frequency of 1250 cm™' in Raman spectra of the BFO/BST0.6
heterostructure.

3AKJIIOYEHUE

CormacHO JMaHHBIM PEHTTEHOBCKOW nudpakiuu U
cnektpockonuu KPC, cion BFO u BSTx B usyuen-
HBIX T'€TepPOCTPYKTypax XapaKTEepHU3YIOTCsSl INCEBIOTE-
TparoHaJdbHOM CHMMETpHEH NpU KOMHATHOW Temrie-
parype. OnpernesneHo, YTO CTEHEeHb TeTParoHaJbHOIO

HAVKA IOTA POCCHUM 2019 Tom 15 Nel
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nckaxeHnus cinoeB BSTx BospacraeTr ¢ yBenndeHueM
KkoHIIeHTpauuu Ba, B To Bpemsi kak B cinosix BFO
OHA OCTaeTCsid NpPaKTUYECKH HEU3MEHHOU. Meromom
ATOMHO-CHUJIOBOM MMKPOCKOIIMM YCTaHOBIIEHO, YTO
wienkn BFO Belpocnu 1o OJ04YHOMY MeEXaHU3MY
pocra, mpudyeM OJIOKH CTPOTO OPHUEHTHPOBAHBI OT-
HOCHUTENILHO JIpyr Jpyra W KpUCTajulorpaduueckux
oceil momnmoxkkn MgO. M3 ananuza Temmeparyp-
HoMl 3aBucuMocTu crnektpoB KPC mnepBoro u BTO-
pOTO IOPSIAKOB OIPEAEJIEHO, YTO B JAHHBIX ILICH-
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