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YIK 537.226
A.A. AuTOHOB, C.B. bapbimankos, A.FO. Munnuackui
HCCIEAOBAHUA AHTUCETHETODJIEKTPUKOB METOJIOM HJC

Hccneoosanvl nuneiinvle u HeUHelHble OUIIEKMPUYECKUEe CE0IICMEaA aHmuce-
cnemoanekmpukoe PbZrO; u (NH)HPO, ¢ paiione pazosvix nepexooos. Iloka-
3ano0, umo KoIgpguuyuenm mpemoeii capmonuxu ona PbZrO; ¢ anmuceznemo-
Inekmpuueckou gaze ¢ 8-10 paz menvuie, uem 6 cecnemorekmpuueckoii. Hc-
X004 U3 (henomenonozuiecKoiu meopuu 011 AHMUCEZHEMOITNEKMPUKO8, NOTY-
YeH HeNUHEeUHbll 6KNA0 011 MOK08 6Mopozo U 6o/ee evlcokux nopsaokoe. Ilpu-
6€0eH CPABHUMEbHbLL AHAIU3 2eHePAUUY GbICUIUX 2APMOHUK 68 CEZHEmO0I1eK-

mpukax u aGHmuceZHemaolleKmpuKkax.

Knrwouesvie cnosa: ceznemodiekmpux, oudleKmpuieckas HeauHeiHocms, gazo-
6blil nepexoo.

INVESTIGATIONS OF ANTIFERROELECTRICS BY THE NDS METHOD

Linear and nonlinear dielectric properties of antiferroelectrics PbZrO; and
NH/H>PO, near phase transitions are investigated. It is shown that the third-
harmonic coefficient for PbZrO; in the antiferroelectric phase is 8-10 times less
than in the ferroelectric. Based on the phenomenological theory for antiferroe-
lectrics, a nonlinear contribution is obtained for currents of the second and
higher orders. A comparative analysis of the generation of higher harmonics in
ferroelectrics and antiferroelectrics is given.

Key words: ferroelectric, dielectric nonlinearity, phase transition.

Meron HenmuHeitHOM audnekTpudeckon crekrpockonuu (H/C), mmpoko ucmons3yercs Ui Uccie-
JIOBaHUA CErHEeT03JIeKTPUKOB [1, 2]. CyTh MeTo/1a 3aKiII04aeTcsl B PErMCTPAllii BBICIINX TAPMOHUK, T€HEPHU-

PYEMBIX 3a CUET HEIWHEHHOCTH IHMAJICKTPUYECKOH MPOHUIIAEMOCTH. AHANN3 aMIUIMTYABI U (a3bl BBICIINX
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TapMOHUK TO3BOJISIET OMPEACIATh TUI (Da30BOro mepexoia M pacCUUTHIBATH KOIPQPHUIIMEHTHI Pa3ioKEeHUS
Jlanpay — 'mu30ypra. B onTudeckoil 00acTH ClieKTpa aHTUCETHETOAJICKTPUKH 00J1aat0T 3HAYUTEIIbHBIMU
HEJIMHEIHBIMUA CBOWCTBAMH M IIUPOKO MCTOIB3YIOTCS JUISI MOLYJISALUN ONTHYECKOTo u3inydeHus. OmHako B
HU3KOYaCTOTHOM JIMATla30HE WX HEIMHEHHbIe CBOWCTBA YCTYMAIOT CErHETORIEKTPUKAM.

B nmannoi#t paGoTe MbI PUBOJAMM PE3YIBTATHl UCCIETOBAHUS METOJOM HEIWHEHHOW IUAIIEKTpHYe-
CKOM CIIEKTPOCKOITMH aHTHCErHeTodIeKTprKoB PbZrO; u ADP.

[{upkoHaT cBMHIIA MPH KOMHATHOW TeMmIiepatype oliiagaeT poMOWYEeCKOH CTPYKTYPOH U SIBIISETCS
HaunboJee UcclieI0BaHHBIM aHTUCETHETOAIEKTpUKOM. B [3] ObuTo mokaszaHo, uto B paione 230°C mupkoHaT
CBHMHIIA HE Cpa3y MEPEeXOauT B KyOmuecKkyto ¢a3y, a CHayajla B MPOMEXYTOUHYIO POMOO3IPUIECKYIO, KOTO-
past SIBJISIETCS CETHETOANEKTpUUecKoi. [Ipu craObIX AJIEKTPHUECKUX IMOJAX 3Ta (ha3a MOXKET ObITh CTaOHIIb-
HOW B TemrepatypHoM uHTepBaiie 10 — 25°C. B cBsi3u ¢ uznoxenusiM PbZrO; siBnsiercst y1o0HBIM MaTepua-
JIOM JIJISl CpaBHEHMS TeHepaluy TapMOHUK B aHTHUCETHETORJIEKTPUKE U CETHETORJIEKTPUKE U B Ipeaenax oj-
HOTO BEIIECTBA.

AHTHCETHETO3JIeKTPHUYIECKHE cBoicTBa B quruapodocare ammonus (ADP) Obutn oTkphiThl Hara-
Mus [4]. OH NpenoXKuI MOJIENb YIOPSIIOUEeHUS! POTOHOB HIKE 7, KOTOpOe MPUBOIUT K aHTUIAPaJIIEb-
HOMY PACIOJIOKECHHUIO DJIEKTPHUYECKHUX JUTIONEH B HalpaBlieHWH ocu a (Wi b). Bele Temrepatypbl aHTH-
ceruerodnekTpudeckoro nepexoga ADP nmMeer TerparoHanbHyI0 CTpYKTYypY, n3omopduyto KDP. ITpu 150 K
OTMEeYaeTcs Mepexo/1 MEPBOro pojia B aHTHITOJSAPIIOE COCTOSTHUE C POMOMYECKON CTPYKTYPOH, COMPOBOXKIa-
FOLIUIICS YeTKO BBIPAaXEHHBIM TEMIIEPATYPHBIM TMCTEPE3NCOM M CKAYKOM IHAJNIEKTPHUYECKUX BOCTIPUUMYHU-
Bocreil. B antucernerosnekrpukax tumna (NHs)H,PO, pazHocTs MeXIy cBOOOIHBIMU DHEPTUSIMH B CETHETO-
ANEKTPUYECKOM W aAHTHCETHETORJICKTPHUECKOM COCTOSIHUSX, BEPOSTHO, 3HAYHMTENBHO OONbIIEe, 4YeM B
PbZrO;. Takoii BEIBOJ OATBEPKAAETCS HU3KUM 3HaYeHHEM Temnepatypsl Kropu — Beticca.

Jnst u3MepeHust TMHEWHBIX TUAJICKTPHUECKUX CBOMCTB MPHUMEHSIICS HU(POBOH M3MEPHUTENh HUMMHU-
tanca E7-25. YcraHoBKa I UCCIEIOBAHMM HEIMHEHHBIX AUAJICKTPUUYCCKUX CBOWCTB 00pa3I[OB BKIIOUYAja
TeHepaTop rapMOHHYECKHX KojiebaHuid ¢ pabouelr wactoToi 2 k[ 'm. CurHam cHUMAICS ¢ pe3UCcTopa, BKIIIO-
YEHHOT'O MOCIIEIOBATENBHO ¢ 00pa3ioM, U mojasalics Ha NU(poBOH aHanM3aTop crekrpa. B mporecce skc-
MEpUMEHTa 3aIMCHIBAJINCh aMIUIUTY Il TPETheil TapMOHUKM U OCHOBHOTO curHana. bonee moxpoOHO MeTo-

JIKa HeJTMHEWHbIX n3MepeHuit onrcana B [5]. TouHocTs onpenenenus temnepatypsl coctasisiia 0.2 K.

B skcmepuMeHTe MCCIENOBAINCh K€~ 1400 .
pamuueckue ooOpasubl PbZrO; u MOHOKpH-
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paryp pUMEp M OXJIaKaeHuu (2).
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Ha puc. 2 npencraBneHsl TeMepaTypHbIe 3aBUCUMOCTH KO3 dHUIeHTa TpeThell TapMOHUKH, U3Me-
PEHHBIE ISl Pa3HBIX BEIWYHH MPIIIOXKEHHOTO Noist. [IpoBoJist CpaBHUTEIBHBIN aHAIN3 Y3, BOIU3H (Ha30BOTO
nepexona st PbZrO;, MOXKHO OTMETHTb, YTO TPEThs FaAPMOHHMKA CTAHOBUTCS 3aMETHOM B aHTHUCETHETORJICK-
Tpuueckoi ¢aze numb npu noisix Beime 300 B/cm (cM. Beraky puc. 2). [Ipu aTom koaddunueHT Tperbeit
TapMOHUKH B aHTHCETHETORJIEKTPHUECKON (ha3e MPUMEPHO B 8 pa3 MEHbIIIE, YEM B CErHETORICKTPUICCKOM.

Ha puc. 3 mpuBenens! TeMIieparypHble 3aBUCHMOCTH JIUAIEKTPHUYECKON MPOHUIIAEMOCTH €' ISl MO-
Hokpuctamna ADP, nmomydenHsie npu HarpeBe u oxjaxaeHuu Ha yactore 100 x['m. U3 puc 3. cnexyer, uro
(a30BBIil TIEPEeXo/ COMPOBOXKAACTCS CKAYKOOOpa3HBIM M3MECHEHHEM JMAJICKTPUYECKON MPOHUIIAEMOCTH H

3HAYUTENBHBIM THCTEpE3UCOM. T eMnepaTypHbIi THCTepe3uc cocTaBiser npumepno 10 rpan.
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Puc. 2. 3aBucumoctu v3(7) PbZrO;
s 100 B/em (1), 400 B/em (2). Ha BcTaBke —
y4aacToK Ys.(T) mis E =400 B/cm B yBenmueH-

Puc. 3. 3aBucumoctu €'(T) st kpucramia
ADP, nzmepennsie npu Harpese (/)

U oxJaxaeHuu (2).
HOM Maciiraoe.

Ha puc. 4 npencraBieHbl TeMIIEpaTypHbIC 3aBUCUMOCTH KO3 (PHUIIMEHTA TPEThel TapMOHUKH, U3ME-
pennbie 111 ADP nis Baose ocu a. Kak cinenyer u3 rpaduka, g auruapodocdara aMMOHHS Vs, €IIE B 1Ba
pasa MeHbIIIe, 9eM TSI [IUPKOHATa CBUHIIA.

0,00205 1 .
B ciaydyae HeaMHEHHOro KOHIEHCATOPa
0e3 moTeph EMKOCTh SIBiseTCS (DYHKIUEH Ha-
0,002025 - MPSDKEHUS M TOK MOXKET OBITH IPEICTaBIcHA B
Bune [1]:
d(CU dUu dcU
& 0.002 1 1. =—( ) =C(U)—+(t)—( ) =
= dt dt dt (1)
dUu dC dU
0,001975 =G, i + 2U(I)EE=
roe C,= C (U= 0).
0,00195 . . , , B (1) npennonaraercst ciabasi 3aBHCH-
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MOCTb €MKOCTH OT IIOJISA IpPU MaJlbIX HaIIPsKE-
HUSX Ha oOpasie, modToMy B psaae Teinopa
Puc. 4. 3aucumoctn v3o(T) st ADP npu Harpese OTrPaHUYWINCH JBYMS WICHAMU PA3JI0KECHUS.
(E~10" B/ew). Ecmu k o0pasiyy npuiioxkeHo CHHYCOH-
nanbHoe Hanpsbkenue U(f) = U,sin(wt), To cootHomieHue (1) mpuHUMaeT BUI:
S dy

2 A 2
h* dE’ @

I. =wC,U, cos(ot) + oU. sin(20t)
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r7e ¥ — 3Ha4YeHHe AMAICKTPUYECKONH BOCHPUMMYHMBOCTH; S U /i — IUIOMIAAb U TOJIIIMHA 00pa3lia COOTBET-
CTBEHHO. BTOpOe cnaraemoe oTpa)kaeT HEIMHEHHBIN BKIIAJ U MPOSIBISIETCS B IOSIBICHUH FAPMOHUK.

B ciydae cerHerossieKkTpuKa HEIMHEHHBIE COCTABISIONIME TOKA BBIBOIATCS M3 (DEHOMEHOJIOTHYe-
ckoii Teopun Jlanmay — I'mH30ypra u paccMotpensl B paborax [1, 2]. [ns aHTHCErHETORIEKTpHKa (heHoMe-
HoJlornyeckas teopusi Obuta npemnmoxena Kutremem [6]. CormacHo KuTTento, K aHTHCETHETODIEKTPHUKY
MOXHO MPUMEHHUTH TOT K& (POpMaliu3M, UTO | JJIsi CETHETORIEKTPUKOB, €Cli cBOOOMHYI0 3Hepruio d pasz-

JIOKUTH B PAJ TI0 TOJISIPU3AIMAM ToAperieTok P, u Py, [7]:
_ 2 2 4 4 6 6
©=f (B +B)+gPR +b(P'+ B )+ k(P +F), 3)
rie koddduimentsl £, g, b, k sBistiores GyHkmsmu Temnepatypsl. Yien P,Pj, B pa3ioxeHuu (3) TECHO CBsI3aH €
AHTHCETHETOAICKTPUIECTBOM, MOCKOIBKY TIONIOKUTENBHOE 3HAUEHUE ¢ BBICTYIACT 32 aHTUTIONSPHOE PACIIONO-

JKEHHE KOMITOHEHT HOJIsIpU3aliiu. YJIeHbl Paszz, Pa3Pb+ Pan3, PL,3P,,3 Y T.J1. ObUIN OMYILEHBI JJIsl IPOCTOTHIL.

Jnst ynoOcTBa BBEJIEM CErHETORIEKTPUIESCKUH 1 aHTHCErHETOIIEKTPHUYECKI KOMITOHEHTHI MOJISIPH-

3aluu:
b =F +F5, P,=F —L,. (4)
C momotnkto monspuzanuit Pru P4 pa3noxenrne (3) MOXHO 3amucaTh B BUJIC:
1 1 1 1
@ =5aFP; +5aAPAZ + 3T (P} +6PP; +Pj)+g5F (P +15PP; +15P P} + P}), (5)
rae
1 1 1 3
aF=f+5g, aAzf—Eg, }/FZEb, 5F=§k' (6)

Huddepennupys (5) Mo OTHOMIEHUIO K Pp, MOTYyYUM 00paTHYIO MOJISIPU3YyEMOCTh ), JUIsl aHTHCETHe-
TORJIEKTPUYIECKUX MaTepHaioB [5]:

x =0 43y, (P + Py)+55, (P! +3PP; + P}). (7)

IIpy HanWMuMM 3JIEKTPUYECKOTO MOJIs, COBMAAAIOLIErO0 C OJHWM W3 HANpaBiICHUN MOIApU3ALUU
MOJPEIIETOK, JJISl MajJbIX Tojied MoxkeM 3anucate: P, = P,,+ AP u P,= Py, - AP = -P,, - AP, tne P,, — He
3aBUCUT OT ntouisl, a AP = yE.

[Moncrasmnsst HoBbIe 0003Ha4YeHUs B cooTHOIIEHHE (7) u auddepernupys mo £, momyqnm:
npu 7' <7,

d

d_g =1 {24y, [P} +2(xE)’1+ 3205, [P} +3P. (xE) +3(xE)* + (xE)’1}, ()
npu 7> T,

d

d—g =—x {48y, (xE)’ +3205, (xE)’} ==16 1’ (xE)’ By +205,). ©)

VYuureBas, 4To ¥, = %b, Oy = %k u noactasiss (8) B (2), momydnm:

I, =—{12H[P. +2(yE, sinowt)’ |+120k[ P +3P. (xE, sinot) +
. . U* .
+3P (xE, sin a)t)2 +(xE,sin a)t)S]}ZSa)S?stwt) (10)

Teneps, pa3aenss HETUHEHHBIN BKJIA] 10 YacToTaM 20, 3®, 4® 1 S5, IoTydyaeM HeTUHEHHbIC BKIIa-

JIBI JTO TISITOM TApMOHUKH COOTBETCTBEHHO.

2 2
I, = —12wsz—213w;53 sin(2a)t){bea +10kP., + 15k[}]l—2;52} (11)
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u: o, . U’ U’
I, = 9a)S7 z" sin(3eor) {bF 27 +20kP2 y* + 5k7 ;ﬁ} (12)
U4
I,, = 90ka)Sh—4Pw)(5 sin(4ar) (13)
U5
L, = —3a)Sh—5 x° cos(5wt)[ b+ 5k]| (14)

XOTs 3JIEKTPOONTHYSCKUE KOI(P(GUIIMSHTBI JUIS aHTHUCETHETOAICKTPUKOB MMEIOT OIMH IOPSI0K C
CETHETORICKTPUKAMH, HEIMHEHHBIC TUAJICKTPHUUECKNE CBONCTBA aHTUCETHETOAICKTPUKOB HA HU3KUX YacTo-
Tax BBIPAKEHBI TOpa3io ciadee, YeM y CErHETOdJISKTPHUKOB [5].

CpaBHI/IBaSI BKJIaa IMOJIApHU3allii B BBIPAXKCHUA IJIA TpeTBeﬁ TrapMOHHKHN CETHCTORJICKTPUKA U aHTH-

CCTHCTODJICKTPHKA, MOYKEM 3allCaTh:

3

U
h;’ % *YP’ cos(3wt) — JUTS CETHETORITEKTPHKA;

I, =300S

2
1,, =180wS v 1°kP? sin(3wt) — nns aHTHCErHETOYIEKTPHKA.
P3w h2 ao

MOXHO 3aKJIIO4YHTh, YTO OCHOBHOW MPUYMHON Manod HEIMHEWHOCTH aHTUCETHETORIEKTPUKA SIBIIS-
€rcs TO, YTO NOJISIPU3aLMs MOAPEUIETOK AHTUCErHETORIEKTPUKA 3HAUUTEIBHO MEHbIIE CIIOHTAHHOM IOJIS-
pHU3anys CErHeTO3IEKTPUKA.

Takum oOpa3oM, MPOBEICHHBIC UCCICAOBAHMUS TOKa3aId, YTO METO/] HEIMHEHHON MU3JICKTPHYECKOM
CIEKTPOCKOIIMY MOXET UCIOIb30BATHCS HE TOIBKO ISl CETHETOJIEKTPUKOB, HO U JJI1 aHTUCETHETO3JIEKTPU-

KOB, XOTs B 3TOM CJIy4a€ aMIUIMTYAbI BRICHIUX FAPMOHHUK YMCHBIIAIOTCA IIPUMEPHO Ha IIOPAIO0K.
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