C 2

2663736

RU

POCCUVICKAS ®EJIEPAITHS (19)

OEJNEPAJIBHAS CIIVXBA

10 UHTEJIJIEKTYAJIbHOM COBCTBEHHOCTHU

11
Ru()

(51) MIIK
COIF 17/00 (2006.01)
COIG 15/00 (2006.01)

2 663 736"’ Cc2

(12) OITMCAHUE U30BPETEHU A K ITATEHTY

(52) CIIK

COIF 17/0018 (2006.01); COIG 15/00 (2006.01); CO1B 13/185 (2006.01); CO1B 13/363 (2006.01)

(21)(22) 3asBka: 2016126014, 08.11.2016

(24) darta Hauana oTcuera Cpoka JeHCTBUS MATEHTA:
08.11.2016

Hata perucrpamyu:
09.08.2018

ITpuopurert(bl):
(22) dara nogauu 3asBku: 08.11.2016

(43) lata myonukanuu 3asBku: 16.05.2018 Brojt. Ne 14
(45) OnyonukoBano: 09.08.2018 brom. Ne 22

AJpec TSt IepErCKu:
656049, r. bapuayn, np. JIenuna, 61, Anraiickuit
TOCYyOapCTBEHHBIM YHUBEPCUTET, OT/IE]I OXPAHbI
HHTEJUIEKTYaJIbHOU COOCTBEHHOCTH

(72) ABTop(BI):
Hosoxenos Bragumup Autornosud (RU),
HosoxeHos Anexcanap Bragumuposuu (RU),
Benosa Onsra Bmagumuposna (RU)

(73) INaTenToobnamaTenn(un):
(enmepanpHOe TOCyIapCTBEHHOE OIOIKETHOE
00pa3oBaTeIbHOE YIPEXXICHHUE BEICIIIETO
mpocdeccrHoHaTBHOro 00pa3oBaHus "AnTacKuit
rocynapcTBeHHbIN yHUBepcHTeT" (RU)

(56) Criucok JOKYMEHTOB, IUTUPOBAHHBIX B OTUETE
o moucke: SU 266751 Al, 08.02.1973. RU
2413041 C2, 27.02.2011. RU 2387052 C1,
20.04.2010. RU 2440292 C2, 20.01.2012. US
5824278 Al, 20.10.1998. STIJEPOVIC I. et al.,
Conductivity of doped LaGaO 3 prepared by
citrate sol-gel method, Journal of
Optoelectronics and Advanced Materials, 2010,
Vol. 12, No. 5, pp. 1098-1104.

(54) Cnocob nonydyenus ramnarta tantada LaGaO ;
(57) Pedepar:

N3obpereHre MoxeT OBITh HUCIOJIB30BAHO B
XUMUYECKOU ITPOMBIITUIEHHOCTH, MUKPOJJIEKTPOHUKE
u omroalniekTpoHuke. Crioco0 morydeHus rajiata
manTaHa LaGaOsz co CTpPYKTypo#l IE€pOBCKUTA
BKJTFOYAET OCAXKCHUE PACTBOPOM aMMHUAKa U3 CMECH
pacTBOPOB  HUTPATOB  JIaHTaHA W TaJUIUS

Crp.: 1

TMIPATUPOBAHHBIX OKCHUAOB JIAHTAHA U TaJUIds.
[TonyuyeHHyio cMmech THAPATUPOBAHHBIX OKCHIOB
JTAHTaHa W TaJUIMsl TPOMBIBAIOT, BBICYIIMBAIOT U
npokanmBaioT npu 800°C B TeueHue 24 YacoB.
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(54) METHOD FOR PRODUCING THE LaGaO ; LANTHANUM GALLATE

(57) Abstract:

FIELD: chemistry.

SUBSTANCE: invention can be used in the
chemical industry, microelectronics and optoelectronics.
Method for the production of LaGaO5 lanthanum gallate

with the structure of perovskite involves precipitation
using the ammonia solution from the mixture of
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solutions of lanthanum and gallium nitrates of hydrated
lanthanum and gallium oxides. Resulting mixture of
hydrated lanthanum and gallium oxides is washed, dried
and calcined at 800 °C for 24 hours.
EFFECT: invention allows to reduce the synthesis
temperature and improve the purity of the product.
1cl,2dwg, 1tbl, 1 ex
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M3006peTeHne oTHOCUTCS K 001acT TBepA0(ha3HBIX XMMUYECKHX ITPEBPAIICHUN
HEOPraHUYECKUX BEIIEeCTB, 8 UMEHHO CUHTE3Y TPOMHBIX COCIMHEHMI rajijlaTa JIJaHTaHa CO
CTPYKTYpPOH MEPOBCKUTA, U MOXKET ObITh UCIIOJIB30BAHO B XUMUUYECKON TPOMBIIIUIEHHOCTH,
MUKPOIJIEKTPOHUKE U OTITOAICKTPOHHUKE.

N3BecTeH criocob moirydeHus rajijiaTta JaHTaHa, 3aKJTF0UAIONHIACS B CIEKaHUW UCXOTHBIX
okcuaoB JaHTaHa (LayO3) u (InyO3). [IpeaBapurenbHO pacTUpain UCXOHbBIE OKCU/IbI B

LIMPKOHUEBOM TUIJIE U ITWJIOBOM cniupTe. [1osydeHHbIe OKCUIBI OT)KUTAJIM ITPY TEMIIEPATYPE
1200-1300°C B Teuenue 24 yaco. [TonyyeHHbIE OKCUIBI CMEIIMBAIIM IIPU COOTHOLIEHUH 50:
50 Mmo11.% nipu Temneparype 1500°C B Teuenue 6 yacoB (Kyung Bin Yoo, Gyeong Man Choi
Performance of La-doped strontium titanate (LST) fnode jn LaGaO3-based SOFC // Solid State

Ionic. 180. 2009. P. 867-871).

HenocraTtkom gaHHOTrO crioco6a sIBJISIETCS] UCTIOIb30BAHUE ITPU CUHTE3€ BHICOKUX
temrnepatyp (1500°C) u npeaBapuTeibHas TOJArOTOBKA UCXOAHBIX OKCUOB, YBEIMUMBAIOIINX
BpeMS MOJIyUYEHHMS TaJLUIATOB.

N3BecteH Takke cnocob MoyiydeHusl rajiata JaHTaHa U3 CMeCcel OKCUIOB U HUTPATOB
JIAHTAHA Y TaJUIUs, IPU KOTOPOM CMECh OKCHUJIOB WJIM HUTPATOB MPOKAIIMBAIOT CHAYAJIA IPU
temnepatype 1200°C B Teuenue 24-72 yacos, a 3ateMm npu 1300°C B Teuenue 12-36 u

(Chandrasekaran A., Azad A.-M. Densification LaGaOs at low sintering temperatures via Fe’*

substration at Ga>* site. // Journal of material science. 36. 2001. P 4745-4754).
HenocraTtkoM maHHOTO crmoco0a sIBISIETCS TO, UYTO MIPU CUHTE3€ UCITOJIb3YETCS B KAUeCTBe

JIOTIMTUPYIOIIETO ar€HTa COEAUHEHUE Fe’ * yto MIPUBOJIUT K TTOJIyYEHUIO TOOOYHOT O MPOIYKTa
oT 15 1o 55 mon.% oxcuna xenesa (Fe,O3), a Takke UCIIOJIb30BAHUE JIJIS CHHTE3a BBICOKUX

temnepatyp: 1200°C miist nepBoit craguu oTxura u 1300°C i1t BTOpoy CTaIuy OTKUraA.

N3BecTeH MEXaHOXUMUUECKUIN METO/T CUHTE3a MEPOBCKUTOB, KOTOPBIN 3aKTI0YAETCS B
MpeABaPUTENIBHON MEXaHUYECKON 00paboTKe cMecel KUCIIOPOICOAEPKAIIMX COSTMHEHUIA
(OKCUIIOB, TUIPOKCUAOB, KAPOOHATOB) MEPEXOAHBIX 3JIEMEHTOB 112 U penko3eMenbHbIX
anemeHnToB P33 nepen craaueit ux repmoobdbpadotku [PD 2065325, BO1J 23/10, 20.08.1996].
VBenuueHue JUCnepcHOCTH ChIPbs TPUBOIUT K YMEHBIIEHUIO TEMITEpATypbl cuHTe3a (10 S00-
700°C) ¥ IIUTETBHOCTU TEPMUYECKOM 00OpaOOTKH, T.€. CHUKEHHUIO JHEPTOEMKOCTH METOIUKH,
B CPABHEHUH C TPAAULMOHHBIM KEPAMUUECKMM CUHTE30M. BakHBIM TOCTOMHCTBOM METO/1a
SIBJISIETCSI HEBBICOKASI SHEPIrOEMKOCTh, COKPAIIEHUE BPEMEHU CUHTE3a, OTCYTCTBUE BOJIHBIX
CTOKOB U3 PA3JIMYHOTO CHIPHS C YAEIBbHOW MOBEPXHOCTHIO, PAHEE TOCTUTAEMOMN TOJIBKO
METOJ0M COOCAXK]ICHHUSI.

K HemocTaTkaM MeTO/1a OTHOCSITCS BO3MOXHOCTD 3aIPS3HEHUS TPOAYKTAa CUHTE3a
aOpa3MBHBIM MaTEPUATIOM, TaK Ha3bIBAEMBIN «HAMOII».

HaunbGonee 01u3kuM o mpu3HaKaM K MpeIaraéMoi TEXHOJIOTHUM SIBIISIETCS CIIOCO0
MOJIyYeHUsl opToTrajaTa JjaHTaHa (aBTopckoe cBuaerenbcTtBo SU 266751, k1. CO1F 17/00,
1973, Bcero 1 ¢). MeTon 3aKIII04aeTCsi B TOM, YTO SKBUMOJISIPHBIE CMECH PACTBOPOB HUTPATOB
JIaHTaHa U raJljIds YIapuBaloT C MOCIEAYIONIUM MPOKAJIMBAHUEM CYyXOTO OCTaTKa MpH
temriepatype He Bblie 900°C.

HenocratkoM 3TOro MeToaa SIBJISIETCS UCTIOIL30BAHUE B KAUECTBE UCXOIHBIX CMECEH
TBEPABIX HUTPATOB, IPUBOSIIEE K TOMY, UTO MPOKAJIMBAHUE CMECEN HUTPATOB HE BCET1a
o0ecreynuBaeT paBHOMEPHOE CMEIIMBAHUE KOMIIOHEHTOB.

B ocHOBYy U306 peTeHuts MOJI0KEHA 3a/1aua MOJIyYeHUs rajijiaTa JaHTaHa Mpu 0oJiee HU3KOM
TeMIIEpaType, UCKIIFOUMB BCE BBICOKOTEMIIEPATYPHBIE CTA/IUU.

ITpennaraemslii cioco0 uckirodaeT mpumeHeHue craand CBY-00paboTku 1 MEXaHUYeCKOM
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AKTUBALMM CMECeH UCXOIHBIX PEareHTOB, TaK KaK CMEIIMBAHUE PACTBOPOB 00OECIIeUMBAET
XOpolIee CMEIIMBAaHUE peareHToB. [lomyyaromuecs B pe3ysibTaTe OCaKIEHUS CMECH Ol
MoAM(UKALMI THIPATUPOBAHHBIX OKCHOB 00J1a1a10T BEICOKON peaKLIMOHHOM ClIOCOOHOCTBIO,
IIO3TOMY JUJISI CMHTE3a J0CTaTOYHO IpokainuBanue rnpu 800°C B Teuenue 6-8 yacos. s
CUHTE3a MOKHO UCIIOJIb30BaTh HUTPAThI PEAKO3EMENTbHBIX 3JIEMEHTOB, Hanpumep La, Ce, Y,
Nd, 1 1p. HUTPAT raJUIUSL.

3ajaya pemaercs TeM, 4YTO MpeaiaraeTcsi crnocod MoJlyuyeHus rajijiara JaHTaHa,
BKJIIOYAIOIINH OCaXACHUE (AMMHUAKOM) CMECH TMIPATUPOBAHHBIX OKCUOB JJAHTAHA U FaJIIUS
(ux a-popmel LayO3-nH,0, Ga,O3-nH,O, KOTOpbIE OTINYAIOTCS TOCTATOUYHO BBICOKOMN

XMMHYECKON aKTUBHOCTBIO 110 CpaBHEHUIO € B-hopmami (LayO3, Ga,O3, KOTOPBIE MOTyIar0TCs

IIPY TPOKAJIMBAHUU UCXOIHBIX OKCH/IOB)) U OTKUT€ ITOTy4yeHHbIX cMecer Tpu 800°C B TeueHue
24 gacos.
ITpumep. Cuntes ramnara nantaHa LaGaOs

B xaudecTBe UCXOIHBIX COeAMHEHMI 11 cuHTe3a BhioOMpaioT La(NO3)3-6H,0 (XY), Ga
(NO3),:6H,0 (XY). Cosv cMEIIMBAIOT B CTEXUOMETPUUECKMX KOJIMUECTBAX, COOTBETCTBYIOLINX
KOHeuHOMY npoaykry LaGaOs;.

Crnioco06 ocymecTBisieTcs cieayomum oopazom. [Tpouecc cuHTe3a MPOBOJSAT B HECKOJIBKO
CTavM:

1 cragusi: HUTpATHI FAJUIMS U TaHTaHa Mapkd XY pacTBOPSIOT B BOJIE, ITOJKUCIICHHOMN
A30THOW KUCTIOTOM, IJISI UCKJTFOUEHUS TUIpoJnu3a. COOTHOIIEHUS UCXO/IHBIX HUTPATOB OEpeTCs
TakuM 00pa3oM, YTOOBI MOYYUTh TajuiaT Tpedyemoro coctana (LaGaOs3). PactBop cmecu

HUTPATOB 00ECIeunBaEeT OHOPOAHOE CMEITMBAHUE KOMIIOHEHTOB;

2 craust: TpoU3BOAUTCS OcaxieHue 10%-HbIM THIPOKCUAOM AMMOHHUSI OJHOPOIHON CMECU
TUAPATUPOBAHHBIX OKCUIOB JIaHTaHa U rajuius. [1orydyeHHbId 0CaoK MTPOMBIBAIOT
JUCTULJTMPOBAHHON BOJOM U BBICYIIIMBAIOT B CYyIIMJIbHOM 1miKady mpu 105°C.

La(NO3)3+Ga(NO3)3+6NH4OH:La(OH)3+Ga(OH)3+6NH4NO3.

3 cTazus: BBICYIICHHBIC CMECH OKCHIIOB IPOKAMBAIOT B MydenbHoM meun mpu 800°C B
TeueHue 24 4.

PenTrenodas3oBplit aHam3 00pa3oB 10 U MOCIIE MPOKAIMBAHUS HA BO3IyXE TPOBOIST
Ha qudpaktomerpe Bruker D8 (I'epmanust) B quanazone yriioB 20-80° o 2 TeTa, ¢ Iarom
0.05, 5 c Hakoruienus B Touke. M nentudukamuro ¢a3 mpoBoast no 6a3e gaHubix ISCD u
JCPDS.

Tepmudeckuii aHAIU3 BRITIOJIHSIOT Ha AepuBaTorpade Q-1500 B uHTEepBaie TEMIIEpaTyp
20-1000°C Ha BO3ayXe U B TOKe reus. CKopocTh HarpeBa 00pas3uoB coctaisieT 10°C/muH,
HaBecka obpa3ia - 200-1000 mr.

PenTrenogas3oBplit aHAIN3 ITOKA3aJT, YTO MTPH ITUX YCIIOBUSIX ITOJTyYAETCs TajljIaT JIaHTaHa
(LaGaO3). PenTrenorpamma noyiy4eHHOI0O rajuiaTa U peHTreHoTpaMMa rajuiata u3 0asbl

JCPDS cosnagarot (dwur. 1, Tabdi. 1).
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Tabsanua 1. PentresorpaMmsl raiara JaHTana

JanHele kaprotekH JCPDS | DKCNEPHMEHTAIBHEIE JaHHEIE '
d; “':'l I lorin, % d, -& Iomw., %0 :
3,89 13 : 3,90 22 !
3.87 13 ! 3.85 ' 20
2.746 100 : 2.72 71
2,248 10 2,221 21 _
: 2,239 14 ;’ 2,219 1 |
1,041 25 1,923 24
T1.59 17 1,58 B 16 ,
1,585 35 | 1,564 29 !
; 1,583 16 | 1,545 10 |
{ 1,373 ] 9 1,349 9 R

HccnenoBanue NoBEpXHOCTH MOJIYYEHHOTO rajuiaTa METOJIOM aTOMHO-CUIIOBOM
MUKpocKomuu (mpudop Solver Next) mokazano ee O4eHb Pa3BUTYIO MOBEPXHOCTH (Dwur. 2).

OCHOBHBIM TPEUMYIIIECTBOM U300PETEHUSI SIBISETCS CHUKEHUE TEMIIEPATYPhI CUHTE3a C
1300-1500°C go 800°C, uncTtoTa MOJYYEHHOrO MPOAYKTA, KOTOPAs OMPENEISIeTCS YUCTOTON
UCXOJHBIX BELIECTB, OTCYTCTBUE TPYAOEMKUX MMPOMEXKYTOUHBIX CTAJIMH.

(57) ®opmyna uzobpeTeHus
Cnoco6 nonyuenus rajuiata 1antana LaGaO3, BKITIOUAIONIHI OCAXKIEHHE PACTBOPOM

aMMMAaKa U3 CMECH PACTBOPOB HUTPATOB JIAHTAHA U FAJUIUS TUAPATUPOBAHHBIX OKCUIOB
JIAHTAHA U TaJUINS C MTOCIEAYIOENd TPOMBIBKOM U BBICYIIMBAHUEM IOJTYYEHHBIX
TUAPATUPOBAHHBIX OKCUOB, a TaKXe mpokanuBaHnrueM cmecH ipu 800°C B TeueHue 24 4acos.
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Owur. 1. PertreHorpaMma CHHTE3UPOBAHHOTO rajuiata (a) ¥ peHTreHorpaMma rajuiara
u3 kaproreku JCPDS (6).
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@ur. 2. Pororpadus NOBEpXHOCTH rajuiata JaHTaHa
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