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CunresnpoBanbl Kepammdeckue o6pasipl (1 — X) SrTiO;—x LiNbO3 (0 < x < 0.05). M3mepeHsl muaiieKTpuye-
CKHE M aKyCTHYECKHE CBOMCTBA TBEPIbIX PacTBOPOB B AuamazoHe Temmeparyp oT 15 mo 300K. Ilpu Huskux
TeMIepaTypax OOHApY)KCHO IOJIAPHOE COCTOSIHHE, KOTOPOE XapaKTEepU3yeTCsl AUCHEPCHEil IUAJICKTPUYECKOH Hpo-
HHITAEMOCTH U IMAJIEKTPUYECKAM THcTepe3rcoM. [losrydeHHsle pe3ynbTaThl 00CYKIAI0TCs B paMKax IpecTaBIICHII

0 PEJIAKCOPHBIX CErHETOIJICKTPHKAX.

Pabora BemosHeHa npu noggepxke rpanta POOU Ne 06-02-16376. B MucturyTe Gu3NKu TBepooro Teia u
uccienoBanust MatepuiaoB (Leibiz Institute for Solid State and Materials Research Dresden) pabota BEIIOTHSLTaCh
npu ¢uHAHCOBOM mommepkke MuHHCTepcTBa Hayku M KynbTypbl Caxconmm (Sichsisches Staatsministerium fur

Wissenschaft und Kunst).
PACS: 77.80.Bh, 77.84.Dy

1. BBepeHune

BupryasnbHbele (HOTEHIMAIbHBIE) CETHETOICKTPUKH 00-
JIAJAloT TMOJMAPHOM MATKOM MONOH, ONHAKO CErHETOJJIEK-
TPUYECKOE COCTOSIHUE B TaKMX MaTepuajiaXx He BO3HHKAeT
BIwIoTh 10 T = 0K. Ilo oOmenpuHATOMY MHEHUIO, OTCYT-
CTBHE CETHETORJIKTPUYECKOTo (ha30BOro mepexona o0ycoB-
JICHO TJIaBHBIM 00Pa30M KBAaHTOBBIME (DJIYKTYyaIusiMi (HyJTe-
BbIMU KOJICOaHHSIMK), KOTOpbIC CTaOHIM3HPYIOT Mapasyiek-
TpuuecKyo (asy Opu cambIXx HH3KHX Temieparypax [l1,2].
BrimsiHne mprmeceil Ha BOSHIKHOBEHHE CETHETORJICKTpHYIE-
CKOTO COCTOSIHMSI MHTEHCHUBHO HM3y4YaJlOCh B BHUPTYaJIbHOM
cerHeroasiekTpuke SrTiO3 ¢ A-3amelieHusIMH B pelieTKe
niepoBckuta ABO3. CpaBHUTETIBHO HEOOJBIIOE KOJIMYECTBO
M30BAJICHTHBIX HOHOB C Pa3JIMYHBIMU PAJyCaMH, TaKUX Kak
Ca?*, Ba>", Pb>* u Cd** B A-NOJIOMKEHUH, UHIYLUPOBAIIA
cerHeroasieKTpuaeckuii mepexon [3-8]. Brmsiaue B-same-
MeHAs W OJHOBpeMeHHoro A- m B-3amemenuss noHaMu
PpasiMYHOTrO pa3Mepa | MOoJISIPU3yeMOCTH Ha BO3HUKHOBEHUE
CETrHEeTOICKTPUIECKON a3kl MCCIICNOBAHO 3HAYMTEIJIBHO
MEHBbIIIE.

CymiecTBylomye ~ HEMHOTOYHCJICHHbIE  DKCIIEPUMEH-
TaJbHbIC [aHHBIE IO CBOICTBAM TBEPObIX PAaCTBOPOB
SI‘Tin, —Png1/3Nb2/303 [9], SI‘TiO3 —Sng1/3Nb2/303
u SrTiO3—SrSci,»Ta; 203 [10] noxasbBalOT, YTO IIpH
CJIO)KHOM 3aMEUICHNH CErHETO3JICKTPHUYECKOE COCTOSTHHE
HE BO3HMKAeT, Aaxke eciM HoH Sr’" 3aMemmaercs Ha
CETHeTOAKTHBHBI MOH Pb?t, obJagaommii  CHIBHON
TIOJISIPU3YEMOCTBIO, B TO BPeMsI Kak B TBEpPIOM pPacTBOpE
(1 —x) SrTiO3—x PbTiO3 CerHeTosIeKTpUYECKOe COCTO-
SAHHE WHOYLUPYETCS YyXKe TPH KOHIEHTpPAlUH BTOPOIt
KOMITOHEHTH X =2 0.005.

TeopeTnyeckoe pacCMOTPEHHE MPOBEICHO TAKKE TOJIBKO
IUTSL CJTydast TBEPABIX PAcTBOPOB C MPOCTHIM A-3aMeleHneM
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SrTiO;—ATiO3; (A = Ca, Ba, Pb, Cd, Mg, Zn) [11]. Ta-
KAM 00pa3oM, BIIMSIHUE CJIOKHOro A- n B-zamemenus Ha
BO3HHMKHOBEHME TOJIsipHOTO cocTostHus B Sr1i0; HyXmaercs
B JIONOJIHUTEJIbHOM H3y4YeHHH. B kauecTBe oObeKTa mcclie-
noBaHUs ObUT BbIOpaH TBepmwlii pactBop SrTiO;—LiNbOs;.
Huobat mmtusi Xopomo m3BecTeH KaK BBHICOKOTEMIIepaTyp-
HBI CETHETOJIEKTPUK C TEeMIEpaTypod Iepexoma OKOJIO
1470K [12]. LiNbO; He obGJiaaeT CTpyKTypOii IIEPOBCKHTA,
HO MMeeT KpucTaJummdeckylo pemeTrky ABOs ¢ kuciopon-
HeIME OkTasupamu. Kak SrTiOs;, tak m LiNbOj3, a Taxke
TBEpIbIE PACTBOPHl HAa WX OCHOBE SIBJISIIOTCS Ba)KHBIMH
1Tl IPUMEHEHNUs MaTeprajiaMy, IOTOMY HCCJICIOBaHIE HX
IAJICKTPUYECKUX U aKyCTHIECKHUX CBOMCTB IPEICTABIIACTCS
0COOCHHO aKTyaJIbHBIM.

2. OKcnepuMeHT

Kepamudeckue 00pasist TBEPIIBIX pacTBOpoB
(1 —x)SrTiO3—x LiNbO; (0 < x < 0.05) wusroraBiusa-
Jmch 1O OOBIMHOIN Kepammdeckoil TexHosoruu. IlpenBa-
PUTEJIBbHBIA OOXHT 00pasioB MPOBONIICS B IJIATHHOBBIX
Turasix  npu  Temmeparype 1155°C B Teuenme 21h.
IlomyyeHHasg ImUXTa IpeccoBajlaCb B BHAE [UCKOB
ouaMeTpoM 9mm u TonumHOW 1.5—2mm mpu maBiieHUH
50 MPa. OxoH4aTesIbHBII 00KHUT 00Pa3I0B MPOBOIMIICS MIPH
temmeparype 1350°C B teuernne 1 h.

PentrenonnpakiiioHHble U3MEpPEHHS HAa  YCTaHOBKE
I poH-2 moka3ajm, 9To Bce UCCIICAOBaHHBIC TBEPIbIe PACTBO-
pHl ObUTM OOHOGA3HBIMH M MMM CTPYKTYpPy MEpPOBCKHTA.
ILnotHOCTE 0OpasmoB cocrasisia 0.93—0.96 ot TeopeTu-
YecKoW BeJIMYMHBL bhun IpoBeneHsl 3MepeHus IapaMeTpa
pEIeTKA COCTaBOB IPH KOMHATHOM TeMIepaType ¢ MCHOJIb-
30BaHUMEM IepMaHMs B KauecTBe 3TajioHa. Ha puc. 1 mnoxa-
3aHa 3aBHCHUMOCTb IIapaMeTpa PemeTKd OT KOHIEHTPaluH
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Puc. 1. 3aBucumoctp mapameTpa peEIIETKH & OT KOHICH-

Tpammm X Jjuisi TBepabix pactBopoB (1 — X) SrTiO3—x LiNbO;
(0 <x <0.05).

BTOPOI KOMIIOHCHTHI TBEPIOTO PAcCTBOPa B HUCCJICIOBAHHOM
KOHIICHTPaIlMOHHOM juamazone. Kak cienyer m3 puc. 1,
rapamMeTp peIeTKH YBeJInumBaeTcsi ¢ pocToM X. OOpasisl
VI ADJIEKTPUYECKUX HM3MEpeHuil mMes (opMy IHCKOB
mmamerpoM 8mm u tommmHOM 0.5—1mm. B kadectse
3JICKTPOJIOB HCIOJIb30BAJIaCh cepedpsiHasi IacTa, KOTopast
BXKHrajach npu temmeparype okosio 500°C.

CIeKTpBl KOMIUTCKCHON JHAJICKTPUICCKOM IPOHUIIAEMO-
CTH U3MepsUTICh B mHTepBajie yactoT ot 10 Hz mo 1 MHz ¢
TOMOIIBIO aHaJM3aTopa umrenancos Solarton Si 1260 mpu
temneparypax ot 15 mo 300 K. AMumTyna nsmepuTesibHO-
ro moJisi cocranisuia 1 Viem.

IleTin IMAJICKTPUYECKOrO TUCTEPE3UCa HCCIICNOBAIMChH
¢ momowplo anammraopa TF Analyzer 2000 (aixACCT,
Germany). OTHocHTesIbHasi BEJIMYMHA CKOPOCTH IIPOJOJIb-
HOW yIpyroi BOJHBI Vi B 3aBHCHMOCTH OT TEMIIEpaTy-
PH U3MepsIach UMITYIbCHO-(a30BEIM METOIOM Ha YacToTe
10 MHz. TemmiepaTypHble n3MepeHHs TPOBOAMIIMCH B KPHO-
crate ¢pupmel Oxford Instruments mpu crabumsanuy Tem-
niepatypsl ¢ ToyHocTeio 0.1 K wmm B pexxnme oxJaxmeHHUs
co cxkopocthio 1 K/min.

3. OkcnepuMeHTanbHble pe3ynbTaTbl
n ux obecyxpeHune

Ha puc. 2 mpencraiieHbl TeMIlepaTypHBIE 3aBUCHMOCTH
JIU3JIEKTPUYECKON TIPOHUIAEMOCTH € ISl U3MEPEHHBIX CO-
craBoB. Habmonaonmecs npu temreparype Tm MakCUMY-
MBI, KaK IPaBWIO, CBUICTEIILCTBYIOT O HEpeXofie B MOJISp-
HOC COCTOSIHHC B CJTy4ae CErHETOSJICKTPHYCCKHX (Pa30OBBIX
MePeXooB. 3aBUCUMOCTh T OT KOHIIEHTPAIIMU X, ITPEICTaB-
JienHass Ha puc. 3, B mumamasoHe 0 < X < 0.03 ommceBa-
eTcsi COOTHOLIeHHeM Tm = A(X — Xc)l/z, rme A=252K un

Xc = 0.0016. Takasi 3aBUCUMOCTD SIBJIAETCS TUIIMYHOM IS
BHUPTYaJIbHBIX CETHETOAJIEKTPUKOB, B KOTOPBIX CETHETOJIEK-
TpUYeCKuil (pa3oBbIil HEpexon HHOYLUPYETCS HPUMECIMHI,
a caMa KpUTHYECKasg KOHLECHTPALUs X OIPEAEIIAeTCa Kak
KBaHTOBBII penest [3-5]. VcciienoBanue netestb Ju3JIeKTPH-
YECKOT'0 TMCTEpe3nca I0Ka3ajlo, YTO BO BCEM [AHana3oHe U3-
MEPEHHBIX KOHLIEHTPAMi HaOJIIONAI0TCA XOPOIIO BHIPayKEH-
HBIE CEHETO3JIEKTPHYecKue neTu. J{Jisi TBepaoro pacteopa
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Puc. 2. TemmeparypHasi 3aBHCHMOCTH IMIJIEKTPUIECKOM TIPO-
muraemoct &' TBepmbix pactBopoB (1 — X) SrTiO;—x LiNbO;
(0 < x <£0.05), msmepennas Ha dactore 1kHz.
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Puc. 3. 3aBucuMocTh TeMIepaTypbl MAKCUMyMa TUJICKTPUYECKO
MPOHUIIAEMOCTH T OT KOHIEHTpaimu X. Toukw u crutomHas

JIMHUA — 3KCIEPUMEHT,; WITPUXOBasl JIMHUSA — PACYCT I10 (bopMyJIe
m = 252(x — 0.0016)"/2,

®u3suka TBepgoro Tena, 2008, Tom 50, Bbin. 1



PenakcopHoe rnosegeHue tBepabix pactsopos SrTiO;—LiNbO; 121

-10 -5 0 5 10 15
Electric field, kV/cm

-15

Puc. 4. Tlemisi IUAJICKTPUYECKOrO THCTEPE3nCa MJIsi TBEPIOTO
pactBopa 0.99 SrTiO3—0.01 LiNbOs3. T = 4.2K, f = 5Hz.
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Puc. 5. TemmeparypHas 3aBHCHMOCTb JH3JICKTPHYECKON IPO-
HAIIAEMOCTH ¢’ TIpM pasHBIX YacTOTaX JUIi TBEPHOTO PacTBOpa
0.97 SrTiO3—0.03 LiNbO3.

0.99 SrTiO3—0.01 LiNbO3; MakcumaspHas nonsgpusanus P,
cocrapJisiia 6 uC/cm? Npy HANIPSKEHHOCTH 3JIEKTPUYECKOTO
ToJIsi, MPUJIOXKEHHOro K obpasuy, E = 16kV/em (puc. 4),
YTO CPABHUMO IO BEJMYUHE C P U1 CErHETORNIEKTpUYE-
ckoro TBepnoro pacreopa 0.99 SrTiO3—0.01 PbTiO; [7).
CreKTphl KOMIUIEKCHOM JHAJIEKTPHIECKOM POHMIIAEMO-
cu €* = ¢’ + je”, uaMepeHHble TPH Pa3IMYHBIX TEMIIE-
paTypax, ¥ TIOCTPOEHHBIE Ha HX OCHOBE 3aBUCHMOCTH
¢'(T) Ha pasHBIX YacTOTaX NEMOHCTPHPYIOT THUIMYHOE JUISI
pelakcopoB ToBefeHre (pUC. 5), a WUMEHHO pPa3MBIThIE
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MaKCHMYMBI U3JICKTPUIECKON MIPOHMLIAEMOCTH CO CABUTOM
TEeMIIepaTypsl MaKCUMyMa C POCTOM YacTOTBHl B 00J1acThb
GoJjiee BBICOKHMX TeMieparyp. usjieKkTpuueckue norepu &’
YBEJIMYMBAIOTCS C YaCTOTOM W3MEPHUTENIBHOIO IOJIH, YTO
TaKKe XapakTepHO [UIA peslakcopoB. [yl omucaHust mO-
BeOeHUAd Tm B 3aBHCHMOCTH OT HM3MEPUTEIbHOH YacTo-
Tl f B peakcopaXx OOBIYHO HCIIOJNIB3YETCS] COOTHOLICHHE
Dorens—Pymuepa f = foexp[—U/k(T —T¢)], toe fo —
npenesbHas 4acTOTa MONBITOK, U — 3HEeprusi akTUBAIWH,
a Ty — Tak HasplBaeMmas TemrepaTypa 3amep3anus. Pop-
MaJIbHOE IPUMEHEHHE TAaKOrO COOTHOIICHHA K pes3yJibTa-
TaMm, TOJIy4YeHHBIM, Hampumep, s cocraBa ¢ X = 0.03,
JaeT CJICAYIOIME OLCHOYHBbIC BEJMYMHBI (B Hpenesax Hc-
HOJIB3YeMOro B HAIIMX 3KCIEPUMEHTaX YaCTOTHOIO OKHA):
fo~6.4-10"Hz, U/k ~ 358K, Tf ~ 19K,

WHTtepecHo noBefieHUue TeMIEPaTypPHOU 3aBUCUMOCTH UH-
OyLMPOBAHHOH MOJIIPU3aLUK, KOTOpasi UMEeT MaKCHMyM B
00JIacTH Pa3MBITOTO MakCUMyMa AWAJICKTPHUYCCKOH MPOHHU-
aeMocTH (puc. 6) BMECTO XapaKTepPHOI'O IJIsl CETHETOICK-
TPUKOB HACHIIICHUS 3aBUCHMOCTH IIPU TEMIIEpaType Iie-
pexona. TBepaple pacTBOpH MarHOHHOOATa-CKaHIOHHOOATa
CBHHIIA, KOTOPbIC ABJISIOTCH TUIMYHBIMH PEJIAKCOPaMH, [e-
MOHCTPHUPYIOT ITOTOOHBIE MAKCUMYMBI MHIYLIMPOBaHHOMU II0-
ssipu3anmu [13].

OCHOBBIBasACh Ha pe3yJbTaTax JUIIEKTPUYECKUX U3Mepe-
HUH, MOJKHO OBUIO OXMJIaTh HaJIM4Us B 00JIACTU peJlakcop-
HOTO TIepexofia MUHIMYMa B TEMIIEpaTypPHOU 3aBUCHMOCTH
OTHOCUTEJIbHON BEJIMYMHBI CKOPOCTU IPOJOJIbHOM YIpyroi
BOJIHBI Vi [14-16]. OnHako aHOMAINK B IOBEICHAN CKOPO-
CTHU 3ByKa B COOTBETCTBYIOLIEM TeMIIepaTypHOM JHara3oHe
oOHapyxeHo He Obu1o (puc. 7). [loBemeHne CKOPOCTH 3BYKa
MOYXHO KadeCTBEHHO OOBSICHUTb, aHAIM3UPYs BBEIpaKEHHE
IUTS TEMITEPaTypHOI 3aBUCUMOCTH yripyroro mouysisi C B 00-
sact (a3oBoro mepexona B Kpucrauie 0e3 mbe3odddexTa
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Puc. 6. TemmeparypHasi 3aBUCHMOCTb [M3JICKTPUYECKON MIPO-
mmmaemoctn ¢ (f = 10Hz) w wHIymMpoBaHHOH TONApH3a-
wn Pn (f =5Hz, E=16kV/cm) mnis TBepmoro pactsopa
0.97 SrTiO3—0.03 LiNbOs.
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Puc. 7. TemmeparypHas 3aBHCHMOCTb OTHOCUTEJIBHOU CKO-
poctH 3ByKa Vy M 3aTyXaHHs « JUId TBEPAOrO pacTBOpa
0.97 SrTiO3—0.03 LiNbO3.

B napacdase [17]
C(T) =pV? =CP — g’Pex. (1)

rie p — IUIOTHOCTh oOpasia, V — cKopocTh 3Byka, CP —
BEJIMYMHA YNPYroro MO/ B IapadJieKTpHuecKoil ¢ase,
g — 2JIEKTPOCTPUKLHOHHAA IOCTOsIHHAs, Ps — crioHTaHHas
nojiApu3alys, ¥ — AUIJIEKTPUYECKas BOCIPHUUMYHUBOCTb.
CorlacHO CYIIECTBYIOIUM IPECTaBJICHUAM, PEJIAKCOPHBLHA
Tepexoy IPONCXOTUT ¢ 00pa30BaHUEM IOJIAPHBIX OOJIacTei
B TMapa’yieKTpuuecKkoil MaTpuile. B aTux oOijactax ympy-
TAA MONYJIb MEHBIIE, YeM B IapadJIEKTPUIECKON MaTpHlle,
3a cyeT BKJafa BTOporo wieHa ¢opmyssl (1), KOTOpBIA
BKJIIOYaeT B ce0S KBaJpaT JIOKAJbHOW CIIOHTAHHON MOJIA-
pusamu P2, Tlo-Buanmomy, manas Beuunna P2 mns wuc-
CJIElyeMBIX TBEPABIX PacTBOPOB MPUBOAUT K MUHUMH3ALUU
BJIMSIHUSI BTOPOro wieHa ¢opmyisl (1) U COOTBETCTBEHHO
K OTCYTCTBUIO OCOOEHHOCTEH Ha (hoHe HaO/IogaeMoil TeM-
nepaTypHoii 3aBucuMocTu ckopoctu 3Byka V(T), KoTopas
HE CBfI3aHa C MOJIAPHU3ALMEd U UMEET CBOM TeMIIEPaTypPHBII
XOM, OOYCJIOBJICHHBII aHTapMOHH3MOM pelieTKu. B To ke
BpeMs 3aBHCUMOCTDb 3aTyXaHHUsA IPONOJILHOM aKyCTHYECKOU
BOJIHBL ¢ OT TeMIIepaTypbl IMeeT Pa3sMBITHI 110 TeMIIepaTy-
pe MUk B 00J1aCTH MaKCUMyMa AU3JIEKTPUYECKOH IpPOHMIA-
emocTH (puc. 7), 9TO XapaKTepHO mJisi penakcopos [14,15].
MakcumasipHast BesimuMHa « cocTasiseT 5.7 dB/cm u mpu-
MEPHO paBHA 3aTyXaHMIO MPONOJIbHON aKyCTUYECKON BOJIHBL
Ha TOi YK€ 9acToTe B KJjlaccuieckoMm pesakcope PMN, mis
KOTOpOro HabJIIofaIich aHOMAJINK KaK CKOPOCTH 3BYyKa, TaK
u 3atyxaHus [15]. CiemyeT OTMETHTD, YTO 3aTyXaHHE 3ByKa
OKa3bIBACTCSl XapaKTePUCTUKON OoJiee YyBCTBUTEIBHOH K
BO3HMKHOBEHHIO MOJISIPHBIX 00J1aCTel, YeM CKOPOCTb 3BYKa.

Takum 00pa3om, MOTydYeHHBIE SKCIIEPUMEHTAJIbHE TaHHBIE
CBUJIETEJIbCTBYIOT O BOSHUKHOBEHHUH PEIaKCOPHOIO CErHETO-
JIEKTPUYECKOIO COCTOSIHUSL B CHUCTEME TBEPABIX PAacTBOPOB
SrTiO3 —LiNbOs.
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