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AnHotanusa. B pabore mpoBefeHbl M3MEpEeHUs TUJIEKTPUUECKON IMPOHUIIAEMOCTU MOHO-
KpucTaoB MmarHonuob6ara ceudiia PMN (111) ¢ tommuuaamu 400, 25 u 10 MKkM Ha vacToTe
0,1 Tu. O6pa3usl umenu (GopMmy TIOCKOTApA/UIETbHBIX TUIACTUH, TMOJIYYeHHBIX HITN(HOBKON
BPYYHYIO M OBUIM ITOKPBITHI MeTa/utmuecKuMu aiektpomamMu Cr-Au tommuboi 80 HMm. To-
norpagusi MOBEpPXHOCTEN 00pa3lOoB KOHTPOJIMPOBAJIACh METOAOM aTOMHOM CUJIOBOI MUKPO-
ckonuu. bpulM u3MepeHbl TeMmIlepaTypHble 3aBUCUMOCTU KOMILUIEKCHOU IU3IJIEKTPUYECKON
npoHuuaeMoctu B auanaszoHe ot 150 mo 350 K. IlpoaHanu3mpoBaHO M3MEHEHHUE TeMIlepa-
TYPHBIX 3aBUCUMOCTEI € TIPU BapbUPOBAHUU TOJLIMHBI MOHOKpHUcTasuia. [TokazaHo, 4To mpu
YMEHbIIIEHUHM €rO TOJIIMHBI IMK Ha TeMIIepaTypHOII KPUBOM € CMeIaeTcsl B CTOPOHY OoJjiee
BBICOKOI TeMIIepaTyphl, a ero IIMpuHa 3HAUUTEIbHO yBeaumuuBaercs. [IpennoxkeHo peHOMe-
HOJIOTUYECKOE BhIpaXkKeHUE JJIs1 ONMCAHUS 3aBUCMMOCTHY BEJIUUMHBI TUBJIEKTPUIECKON TMTPOHU-
1IA€MOCTHU OT TOJIIIIMHBI MOHOKPHCTAJIJIA.
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Abstract. In this work, the permittivity measurements of lead magnoniobate PMN (111)
single crystals with thicknesses of 400 um, 25 um and 10 um have been carried out at a
frequency of 0.1 Hz. The samples in the form of plane-parallel plates were prepared by hand
grinding and then their sides were coated with 80 nm Cr-Au electrodes. The topography of
the sample surfaces was controlled by AFM. The temperature dependences of the complex
permittivity were obtained in the range from 150 to 350 K. The changes in the temperature
dependences of € with varying the thickness of the single crystals were analyzed. The peak on
the temperature curve of €' was shown to shift to a higher temperature with a decrease in the
sample’s thickness, and its width increasing significantly. A phenomenological expression was
proposed to describe the permittivity — thickness relationship of a single crystal.

Keywords: ferroelectric, relaxor, lead magnoniobate, permittivity, temperature dependence,
single-crystal thickness
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BBenenne

Takue ycTpoiicTBa, KaK YJIbTPa3BYKOBBIC ABMIAaTe/IM, MUKPOHACOCHI, aKCEJIEPOMETPhI, CO-
Haphl, CO3JaHbl HA OCHOBE CErHETORJIeKTpudyeckux MaTepuaioB [1 — 3]. s pa3BUTUS 3TUX U
JIPYTUX aHAJOTMYHBIX YCTPONCTB HEOOXOAMMBI MaTepHualibl C BHICOKON AMAJIEKTPUYECKOM IIPO-
HUIIAEMOCTBIO ¥ BHICOKMM KO3(DMUILIMEHTOM 3JeKTPOMEXaHNUeCKOi CBsA3U [4 — 6]. YKa3aHHBIM
TpeOOBAaHUSAM OTBEYAIOT, B IIEPBYIO OYepelb, TBEPIble PACTBOPHI PEIAKCOPOB C CETHETORJICK-
TpukamMu. B pabote [4] moapoOHO pacCMOTPEHO pa3BUTHUE U IPUMEHEHUE HECKOJbKUX ITOKO-
JICHUI MOJOOHBIX MaTepHajoB: 3TO OMHApPHBIE COSAMHEHUSI PEeJIaKCOPOB C TUTAHATOM CBUHIIA
(PMN-PT, PZN-PT) u tpoiinble coequHeHuss — PIN-PMN-PT. 3ameuaTeabHbie XapaKTepu-
CTMKU JAHHBIX MaTepUaJIOB MO3BOJISIIOT 3HAYUTENIBHO PACLIMPSTh BO3MOXHOCTHU IThe303JIEKTPH-
YeCcKMX Ipeodpa3oBaTesieii B pa3IMUHbIX 00J1aCTSIX UX npuMeHeHus [7]. I3BeCcTHO, YTO TOJIILIMHA
Imbe3oMaTepuaja 3aBUCUT OT MCIOJIb3yeMOil paboueil 4acTOThHl IMbe303JIeMeHTa [7] (Hampumep, B
nuaraszone 1 — 20 MI'n misg MeguMUMHCKON BU3yaau3allii) U OOBIYHO HAXOAUTCSI B MHTEpBaje
ot 100 go 1000 mxMm. BiausiHue orpaHMYeHUSI TE€OMETPUUYECKUX pa3MEepPOB Ha CBOMCTBA JaHHBIX
MaTepyaJioB KaK B BUJE MOHOKPUCTAJUIOB JIMOO KepaMUKM [8, 9], Tak U B BUAE TOHKMX ILjie-
HOK [10] sBisieTcss mpeaAMeTOM MHTEHCUBHOIO M3ydyeHus. [IpuBoOAsSITCA pasidyHbIe IPEAIioJio-
KEHHUS O MPUYMHAX CBSI3WM OCHOBHBIX XapaKTEPUCTUK IThe30MAaTepUaliOB ¢ MX TOJIIMHOM. Tak
HampuMmep, B pabote [8] yxymlieHue xapakTepucTukK MmaTtepuana PMN-PT cBs3biBaeTcsa ¢ 00-
pa3oBaHUEM MOBPEXKICHHOIO MPUIIOBEPXHOCTHOIO CJIOS IIPU MOATOTOBKE O0OPa3l0B TOIIMHOMN
MOpsIIKA IeCITKOB MUKPOMETPOB, a TAKKE C XapaKTePHBIMU pa3MepaMU CETHETOIIEKTPUUCCKUX
IoMeHOB. B pabote [7], HA000pOT, COOOIIAETCS O MOBBIIICHUN AUAJICKTPUIECKON ITPOHULIAEMO-
CTU MPU YMEHBIIEHUN TOMIIUHBI MOHOKpucTamia PZN-PT (12 %) ¢ 750 no 75 mxM. B pabote
[11] paccMoTpeHbI pa3iuyHbie (haKTOphl BAUSIHUSL Ha CBOMCTBA IThe30MaTepHUaioB U MX OLICHKA.

HecmoTtpst Ha 0oJbliIoe YKCIIO PadOT, MOCBSILEHHBIX UCCIENOBAaHUIO ABYX- M TPEXCOCTABHBIX
IIbe30MaTepuajIoB, MPAKTUIECKU HE M3y4aeTCsl OCHOBA 3TUX MaTepuaJioB — peslakCop MarHOHMU-
obar csuHua Pb(Mn, ,Nb, )O..

Lensamu HacTosiIIel paOOTHI SIBISIIOTCS MU3MEPEHUE, aHAIU3 U IIpeaBapuTeIbHass UHTEPIIpe-
Talysl 3aBUCUMOCTM IU3JIEKTPUUECKON IpoHMIIaeMocTd MoHokpucTtauia PMN (111) oT ero
TOJIIMHBI B IIMPOKOM TEMIIEPATYPHOM IHMAIla30He.

© Vakulenko A. F., Vakhrushev S. B., Koroleva E. Yu., Vasilyeva E. A., 2023. Published by Peter the Great St.Petersburg
Polytechnic University.
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IToaroroBka 00pa3noB

st mpoBeAeHUsSI U3MEPEHUIT METOAAMU AUAIEKTPUISCKON CIEKTPOCKOIMMMU U aTOMHOM CH-
JIOBOII MUKPOCKOIIUM OB M3rOTOBIEHBI MOHOKpUCTALIbI PMN ¢ opueHTalmeil moBepxXHOCTEM
[111] u 3HaueHusiMu TomuHBL OT 10 1o 400 MKM.

OO0pa3sibl MOHOKPHUCTAILJIOB IIPEACTaBISIA COOOI IUIACTUHBI C IJIOLIAAbI0 ITOBEPXHOCTU I10-
psanaka 1 — 2 MM? 1 ObUIA TIOJIYYE€HBI PYYHOI IJIOCKONAPAJUIETbHOM HUTH(POBKOIA.

Mt u3amepeHus: KpucTtauiorpadpuueckKoil opueHTaluKu 00pas3lioB UCIOIb30BaJICsS PEHTICHOB-
ckuii nudpakromerp Oxford Diffraction SuperNova (mpousBoactso pupmel Agilent Technologies,
CIIA). Pe3ky MOHOKpPMUCTAJ/UIOB IPOBOAWIM Ha cTaHKe Struers Accutom 50 (HaHwust) mo Toi-
IIMHBI IIacTuH Topsiaka 0,5 Mm. Ilociae 3Toro noyiydeHHbIE IJIACTUHBI CTaYMBaIM BPYYHYIO IO
HE0OXOIMMO TOIIIMUHBI HUTM(OBKOI ¢ ITOMOIIBIO HAXIaYHON OyMaru ¢ 3epHUCTOCThIO oT P500
1o P4000 u monupoBkoii anMma3zHoil cycneHn3uein DiaPro Nap R (lanus).

Hiist TouHOro u3MepeHusl pasMepa B IIpoliecce NUIMGOBKU 00pa3ell 3aKpeIUIsIM Ha IIOCKO-
MapauieJIbHOM CTeKJISIHHOM Mpr3Me TOHKUM CJIOEM CMOJbI. YUeT TOJIIMHBI CJI0SI CMOJIBL U TOJI-
IIMHBI 00pabaTbiBaeMOro obOpasilia BHIIOJHSUIM C IIOMOIIBIO phlUuaxKHOU cKoObl Micron CP-25
(Yexus1) m HaOopa KOHLEBBIX Mep MIMHBL. M3MepeHus IPOBOAMINCH C MPENesIbHO JOIMYyCTUMOM
a0COJIIOTHOM MOrpelIHOCThIO 1,5 MKM. Bee ncnob3yemble B paboTe U3MepUTEIbHbIE TIPUOOPHI
BHeceHBI B ['ocpeectp CH.

O0e MOBEepXHOCTU KaXXNOil M3 IJIACTMH ITOKPHIBAIM 3JIEKTPOAAMM XPOM-30JI0TO TOJIIIMHOMK
84 uMm (Cr — 4 uM, Au — 80 HM). HanblieHue 251eKTpoaoB MPOBOAWIN MIPU IaBJISHUM OCTaTOU-
HbIX Ta3oB 10° Topp ¢ MCIOJB30BaHMEM BAKYYMHOW YCTAHOBKM HAHECEHUs] TOHKUX IJIEHOK
Moortfield Minilab 080 (Benukoopurtanus). O6pasel NoAKIIOYAIN K U3MEPUTEILHON LIeNU Ye-
pe3 MPOBOISIINI cepeOpsIHbIN JIaK U 30JI0ThIe IIPOBOJA AUAMETPOM 25 MKM.

JusaeKTpUUeCKyl0 IMPOHMIAEMOCTh HM3MEPSIM  Ha  OUIJIEKTPUUYECKOM  CIIEKTPOMETpE
NOVOCONTROL CONCEPT-80 (I'epmanust), ocHallleHHOM CHCTEMOIl KOHTpOJSI TeMIlepa-
Typbl oOpa3ua. MamepeHus: mpoBoAuiu B TeMmepaTypHoM auara3zoHe ot 150 mo 350 K; muzme-
HEHMe U MOoIAepxXKaHue TeMIlepaTypbl o0paslia OCYIIEeCTB/SUIM peryaupoBaHUEeM ra3000pa3HOro
IMOTOKA a30Ta 3aJaHHO# TemIiepaTyphl. s sKCIepuMeHTaJbHOIO MCCICAOBAHUS BO3MOXKHOIO
HaJIMYUS TIOJISIPHBIX CTPYKTYpP B YIbTpaTOHKMUX Kpuctamiax PMN ucnoab3oBaiu MoauUuuupo-
BaHHbBIN METOJ aTOMHO-CUJIOBOI MUKpocKonuu Tnbe3ooTkauka (ACMII). [Tpu 3Tom ucnosnb3o-
BaJIM aTOMHO-cuIoBoii Mukpockon AttoAFM I (I'epmanust), cHaOXXeHHbII HAOOPOM BHEIIHMX
U3MEPUTEJbHBIX MPUOOPOB, MO3BOJISIIOIINX peaan30BbiBaTh MeTon ACMII.

PesyabTaTbl B X 00CyXKIeHHE

Metomom ACM ObUIM TTOJIYYeHBI M300paxkeHUsl Tonmorpaduu MOBEpXHOCTU MOHOKpUCTaIA
PMN (puc. 1); 1mepoxoBaToCTh MOBEPXHOCTU COCTaBMJIa BeJnuuHy Ra He Oosee 15 HM Ha mio-
manu pasmepom 20 X 20 MKM.

Hsmepenus ¢ ucnonbzoBaHueM ACM mpoBo-

120 AWM IpU KOMHATHO# Temmeparype. Ilpouenypa

u3MepeHus: oobenuHsaa aBa Meroga: ACMII u

KOHTaKTHbII MeTon 3oHAa KenbBuHa [12]. Takas

KOMOMHALIMSI TO3BOJIICT MPOBOIUTh M3MEPCHMUS

MeTejb CETHETOIEKTPUUYECKOro THUCTepe3uca U

80  BBIIBIATH ClAydyau, KOrja IIOJOOHbBIE IETIU O0y-

CJIOBJICHBI HE€ SIBJIECHHMEM CErHETORJIEKTPUYECTBa,

60  a NepeMelIeHNEM 3apsiia o MOBEPXHOCTU 00pa3-
1a.

PesynbraThl M3MepeHUiI yKa3aHHBIM KOMOM-
HUPOBAaHHLIM METOIOM IIPM KOMHATHOI TeMIIe-
paTtype Iokaszajau, 4To MoHoKpuctaui PMN c
20 opuenraumeii mosepxHocty (111) U MUHUMAJL-

HOI1 TomuHoi 10 MKM He MMeeT MOJISIPHBIX 00-

40

0 JIAaCTEM M HE HAXOJIUTCS B CETHETOIJEKTPUYECKOM

Puc. 1. ACM-u3obpaxeHnue Tornorpadpu  COCTOSIHUU.
MOBEPXHOCTU MOHOKpUCTaJLIA Ha puc. 2 mpencraBieHbl 3aBUCUMOCTH OU-
PMN rtomuunoi 10 Mkm 3JIEKTPUYECKOU MTPOHULIAEMOCTH OT TEMIIEPATYPHI
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s MoHokpucTauioB PMN pasHoit ToamuHbl, MKM: 400, 25 u 10, Ha yacTtote 0,1 I'u. Taxcke
JUISl HATJISITHOM JeMOHCTpAllMU YIIMPEHMS THKa Ha u3MepeHHou 3aBucumoctu & (7) mpuBe-
neH rpaduk BenruuuHbl €= ¢€'/e’ . Pe3ynbTaThl JUIsl MOHOKPUCTAJUIOB TOMIMHON 25 u 10
MKM ObLIM MOJy4EHBI YCPEIHEHUEM 10 HECKOJIBbKUM U3MepeHusM. CymMmapHask abCoIIOTHAs 10-
IPELIHOCTDb DKCIIEPUMEHTAIbHbBIX JAHHBIX OLICHUBACTCS BEJIUYMHOM, He TIpeBblatolieii 15 %, u
BKJIIOUAET KaK HETOYHOCTh pa3MEpoB IIPU MOATOTOBKE 0Opa3loB, TaAK U BKJIAJbl OT MOTPEIIHO-
CTU U3MEpeHUN (BIMSIHUE KOHTAKTHBIX 3(h(EeKTOB U IIPUOOpPHAs ITOTPEIIHOCTD).

AHaJIM3 TIOJYYEHHBIX JAHHBIX ITO3BOJISIET OTMETHUTh, UTO BEJIMYMHA OUAJICKTPUUYCCKOM IPO-
HunaeMocTy yucroro PMN yObiBaeT Ha MOPSIIOK C YMEHbIIIEHHMEM TOJIIIUHBL Kpuctaia oT 400
1o 10 mxwm. TMosunusa Mmakcumyma KpuBoii € (7)) cmeliaeTcsl Ha HECKOJIbKO I'PayCoB B CTOPOHY
MOBHILIEHUST TemIiepaTypbl. Kpome Toro, cpaBHeHue rpauKoB 3aBUCUMOCTEH smm(T) IJ1s1 00-
Pa3loB pa3HOU TOJILMHBI OKA3BIBAET, YTO MUK IUINICKTPUUECKOM IMTPOHUILIAEMOCTH 3HAUYUTEIb-
HO YIIMPSETCS IPU YMEHBIICHUN TOJIIMHBI KPUCTAJLIA.

Ha puc. 3 npencraBieHa 3aBUCUMOCTb BEJIMUMHBI JUAJICKTPUYCCKOM TPOHUIIAEMOCTA B MaK-
CHMYMe€ TEMIEPaTypHOI KPUBOii €' OT ToNMHbI 06pasua /. YToObI KOJTMYECTBEHHO OXapaK-
TEPU30BaTh Ty 3aBUCHMOCTh, HAMU IIpeuIaraeTcs cienyroliee (heHOMEHOJOIMYeCKOe BhIpaske-
HUe:

g’ (h)=A4[l—exp (-h/B)], (D)
rIe B — KOHCTaHTa, XapaKTepU3ylollasi CKOPOCTh CIIafa BEJIMYUHBL € MPY YMEHbIICHUU TOJIIIIM-
HBI 00pasua; 4 — 6e3pa3MepHas KOHCTAHTA.

KoHcTaHThI 1TaHHOTO BbIpaXKEeHMST ObLIM HaliAeHbI IIyTeM aIlllpPOKCUMALIMKU 3KCIIEPUMEHTAIb-
HBIX PE3YJAbTAaTOB; OHU UMEJIUN CICAYIOLUINE 3HAUYCHUS:

A =37500 + 830, B = (70 + 44) mxm.
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Puc. 2. TemmeparypHble 3aBUCUMOCTH HCHCTBUTENBLHON (¢) M MHUMON (b) yacTeil KOMILICKCHOM
AVIIEKTPUYECKO MPOHULIAEMOCTH, a TAKXKE BEIMYMHBI &' = g’/s’max (¢) nns MoHokpuctauioB PMN
pazHoil TomurHbl, MKM: 400 (cruioliHble JIMHUK), 25 (MyHKTUPHbIE JUHUM) U 10 (TOYeuyHble JIMHUN).
Jlannsie moydeHsl Ha yactote 0,1 'l B peskimax HarpeBa (KpHUBBIE YepHOTO LIBETa) W OXJIAKIACHMS (Ceporo 1BeTa)
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CpaBHeHME TOTYYCHHBIX HAMU PE3yJbTaTOB C JaHHBIMU, KOTOPbIC U3BECTHBI U3 JINTEPATYP-
HBIX UCTOUHUKOB ISl KPUCTAJUIOB ¢ OOJIbIICH TOJIIMHOM, YKa3bIBaeT Ha UX cX0ACTBO. [IpuMe-
HUMOCTb MOJIyUYEHHOTO HaMU (PEHOMEHOJOIMYECKOIO BhIPAXKEHUSI MbI IIPOBEPUIIM 11 JAHHBIX
cratbu [8], oTHOCsIIUXCA K pestakcopy PMN-PT (cMm. puc. 1 B ykazaHHoOI1 ctathe). HecmoTps Ha
OOJMBbLIYIO PA3HUILY B 3HAUCHUSIX BEJIMUMHBIL € (17151 IaHHbIX cTaThy [8] 3Hauenue 4 = 6000),
KOHCTaHTa B MMeeT 3HaueHue, OJIM3Koe K roydeHHoMy Hamu st PMN: B = (57 + 20) MkMm.

g, x10°
max
40.0
e
350
30.0
250
200
15.0
10.0
5.0 /
0 50 100 150 200 250 300 350 h400
b
0

Puc. 3. 3aBuCHMOCTb BEJMYMHBL €' OT TOJIIIMHBI O0PA3LIOB (TOYKK) U ee
anmnpokcumaius (eHOMEHOJOTMYeCKUM BbipaxkeHueM (1) (criiolHas JUuHUS)

3akimoyenue

B Hacrosiieit pabore ObLIM HOATOTOBIEHBI 00Pa3Lbl YILTPATOHKUX MOHOKPHUCTAIOB MarHo-
Huobara cBuHua (111) TommuHoi oT 400 1o 10 MKM M uM3MepeHbl UX TeMIepaTypHbIe 3aBU-
CHMOCTH JUDJIEKTPUYECKOW MPOHUIIAeMOCTU (AeiicTBUTENbHAS (€°) M MHMMas (¢ ') yacTu) B
nunamaszoHe oT 150 mo 350 K. YcraHOB/I€HO, YTO IMPU YMEHBIIEHUM TOJIIMHBI MOHOKpHCTaIa
MO3UIM MMMKa Ha KpuBoil € (1) cMellaeTcss B CTOPOHY MOBBILLICHUSI TeMIIEpaTyphl, a ero K-
pMHA 3HAYUTEJbHO yBeIuuuBaeTcs. st onucaHusl 3aBUCMMOCTY BEJIMYMHbBI JUAJIEKTPUUECKOM
MMPOHMUIIAEMOCTU OT TOJILIMHBI MOHOKPHCTAJIa ObLIO IPeaiokKeHO (heHOMEHOJIOTMYECKOE BbI-
paxenue €' (/). [lokasaHo, 4TO TMOJTY4EHHOE BHIPAKEHUE MOXHO MCIIOJIb30BaTh M JUIsl ONKCa-
HUS TUJIEKTPUUYECKON MPOHUIIAEMOCTH APYroro cerHetoasiekrpuka — PMN-PT.

Pesyabrarhl IpoBeACHHOTO MCCIECIOBAHUS SIBJISIFOTCS 1IIarOM BIIepel K OObSICHEHUIO IPUYNH
CBSI3UM OCHOBHBIX XapaKTePUCTUK IIhe30MaTepUaJoB C MX TOJIIMHOM, YTO BEChMa MOJIE3HO MpPU
pa3paboTKe yCTPOMCTB Ha OCHOBE CEIHETORJIEKTPUKOB.
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Pabora yacTuyHO BEINOJIHEHA Ha 00opynoBaHuU LleHTpa KOJJIEKTUBHOIO I10Jb30BaHUS Ha-
yU4HBIM 00opynmoBaHneM «CocCTaB, CTPYKTYpa U CBOMCTBA KOHCTPYKIMOHHBIX M (DYHKIIMOHAIb-
HbeIx MarepuanoB» HUIL «Kypuarosckuit nuctutyrs — HHUM KM «I1pomeTeii».
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