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OnucaHbl pe3yJbTaThl pa3pabOTK METOAUK (POPMUPOBAHUS MEMOPaHHO-3JIEKTPOIHBIX 010KOB (MOB)
TBEPAOOKCUIHBIX TOTUIMBHBIX 37ieMeHTOB (TOTD) MeTOoOM COBMECTHOTO CTIEKAHUS 3JEKTPOIOB U IJEK-
TPOXMMUYECKUX McTbiITaHuit MBb. B KkauecTBe MeMOpaHbl TBEPIOTO JIEKTPOJIUTA ObLIN UCITOJIH30BaHBI
riactuHbl u3 Matepuaia Hionic™ (Fuel Cell Materials, CIIIA) miomansto 50 X350 mm2. Ciiou Katozna u3-
rOTaBJMBAJIMCh HA OCHOBE KaTMOH-Ie(UIIMTHOTO MAHTaHUTA JIAHTAHA-CTPOHLIMS U aHMOHHOTO TPOBOJI-
Huka 89 moi. % ZrO,—10 mon. % Sc,03—1 mon. % CeO, (10Sc1CeSZ) ¢ nobasieHreM caxxul 1151 yIpaBiie-
HUSI MUKPOCTPYKTYPOIi. AHOIHBIE cJIoU ObLIM chopMupoBaHbl HA ocHOBe KoMno3uta NiOQ/10Sc1CeSZ u
BBEJIEHMEM B KauecTBe MOpooOpa3oBaresisi BaHOIHOM TOKOChEMHOM CJIOe pUCOBOTo Kpaxmaia. Ha ocHoBe
IIAaHHBIX TEPMOTPaBUMETPUM, CKAHUPYIOIICH 3JIEKTPOHHOII MUKPOCKOIMU U Pe3yJbTaTOB UCHBITAHUS
2JIEKTPOXUMHUYECKIX XapakTepucTukK TOTD onrumMmu3mpoBaH peXrMM TepMOOOpadOTKM, 0OeCIIeurnBarO-
Uil GopMUPOBaHUE BJIEKTPOXUMUYECKU aKTUBHBIX 3JIEKTPOAOB C MCITOJIb30BaHUEM OTHOTO TEPMOIIMKIIA.
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BBEAEHWE

TrepnookcuaHbie TOIUIMBHBIE 271eMeHTHI (TOTD) —
MepCIeKTUBHbIE NICTOYHUKU SHEPTUU, TTpeodpas3yto-
e XUMHWYECKYI0 SHEPrui0 TOIUIMBA B BJIEKTPO-
9HEPIUIO 1 TEIUIOBYIO aHepruio. OMHUM U3 BapuaH-
ToB peanus3auuu d6artapeiit TOTD gaBisieTcs1 21eKTpPO-
JIMT-NOoAACPKMBaOIIas KOHCTPYKIUSI, B KOTOPOI
MeMOpaHa TBEpPIOTO 3JIEKTPOJIUTA UMEET HauOOJIb-
Iy 13 KoMrnoHeHToB TOTD ToauHy U HeCceT Ha
ceOc OCHOBHEIC MeXaHUYeCKIe Harpy3Kku [1].

st yBenu4eHUsT OO 3JIEKTPOXMMHUYECKUA aK-
TUBHOH oBepxHocTH MeMOpaH TOTD, orpaHnyeH-
HBIX KOHCTPYKLIMOHHBIMM B3JIEMEHTaMU U BBICOKO-
TeMIlepaTypHbIM T€pMETUKOM, HEOOXOIMMO YBEJIM-
YUTh IUIOIIAAb TBEPHAORJIEKTPOJUTHON MeMOpaHbI;
MPHY 3TOM €€ TOJIIIMHA, KaK MPaBUJIO, HE MPEBbIIIAET
150 MmxM. OgHOBpEMEHHOE YBEIUYEHHE TeOMETPpUYE-
CKOW MJIOLIAAM W YMEHbIIEHMWE TOJLIUMHbI HECYIUE
MeMOpaHbl CYIIECTBEHHO OTPaHUYMBAET BO3MOX-
HOCTb MCIOJIb30BaHUSI METOAa MOCJIeIOBATEIHLHOTO
¢dopMUpOBaHUSI 3JIEKTPOIHBIX CJIOEB, TPEOYIOIIETO
cepuu BBICOKOTEMIEpaTypHbIX 00pabOTOK Mpu pas-

! IMy6nukyercs o marepuainam I11 Beepoccuiickoii KoHbepeH-
1y “ToIUIMBHBIE 3JIEMEHTHI M 9HEPrOyCTaHOBKU Ha UX OCHO-
Be”, UepHorosoBka, 2015.

JIMYHBIX Temmepatypax. Ilpu TociaenoBaTeIbHOM
¢GopMUpPOBAHUM BJIEKTPOJOB B 3JEKTPOJUTE BO3HU-
KaloT MeXaHWYecKue HarpsikeHus [2, 3], KoTopbie
MPUBOAAT K 3HAYUTEIBbHOU nedopMaluy Hecylei
OCHOBBI BILIOTH 110 €e pa3pyueHus [4, 5]. OmHuM u3
MOJIXO/IOB, MO3BOJISIIOIIMM U3TOTOBUTH MEMOPaHHO-
BJIEKTPOIHBIN 0JI0K (MDB) 371eKTpoauT-noaIepxKu-
BaoIlleli KOHCTPYKIIUY OOJIBIION TeOMETPUIECKOM
IUIOIIAAH, SIBJISIETCS. METO/ COBMECTHOTO CIIEKaHUS
2JIEKTpoIOB. JIJaHHBII MEeTOH 3aKIo4aeTcs B GopMu-
poBannn M3Ob 3a oguH MK TeMIepaTypHOii oOpa-
0OTKM, KOTJla MEXaHUYECKUE HAIPSKEHUsI, BO3HU-
Kalonue B MeMOpaHe TpU CIeKaHWW KaTOMHBIX U
AHOIHBIX CJI0EB, KOMIIEHCUPYIOT Apyr apyra [6, 7].

PaHee MbI TIpeACTaBUIIN pe3yIbTaThl PabOT IO U3-
rotopieHnio MBOBb TOTD Meromom pa3neabHOrO
CIIeKaHUS 3JIEKTPoHOoB [8, 9]. AHOABI ObLIN U3TOTOB-
JIEeHbI Ha ocHOBe Komrto3utoB NiO u ¢mooputorio-
ITOGHOTO TBEPIOTO pacTBOpa coctaBa 89 Moi. % ZrO,—
10 mont. % Sc,05;—1 mon. % CeO, (10Sc1CeSZ) c
MacCOBBIM cooTHoIeHueM a3z 40/60 u 60/40, Tem-
neparypa ciiekaHus cocrtapiasiaa 1380°C. Iiag ka-
TOOHBIX CJOE€B ObLI UCIIOJb30BaH KOMIIO3UT
(Lay ¢Srp5)0.9sMn0O3/10Sc1CeSZ n onHoba3HbIl TTe-
poBckUT (Lag¢Sr),)09sMnO; (LSM), KoTOopEIE crie-
Kanuch ripu 1100°C g1t mpenoTBpalleHus oopa3oBa-
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HUS PEeaKIIMOHHBIX CJI0EB C BBICOKMM COIPOTUBIIE-
HUEM U COXPAaHEHHWS BBICOKOWU YIEJIbHOM IUIOLIAAU
noBepxHocTU. st monesnbHbIX TOTD HebonbIIoro
pa3Mepa yJeabHasi MOIITHOCTh, CHUMaeMas Ipu pado-
yeii remmeparype 850°C, nocturana 400 mBt/cm? [8].
OnHako BJEeKTPOXMMUYECKME XapaKTEPUCTUKU 3Ha-
YUTEJIbHO YXYIAIIAIUCh TIPU UCIIOJBb30BAaHUM TBEPHO-
2JIEKTPOJIMTHBIX MeMOpaH 0obIIoro padmMepa [9].

JlaHHas paboTa IMOCBsIIeHa pa3pabdoTKe TEXHOIO0-
rum usrorosiaeHusa MOb TOTD meTomoM coBMecCT-
HOTO CITeKaHUsSI 3JEKTPOJOB U MCCIEAOBAHUIO UX
2JIEKTPOXUMUYECKUX XapaKTEPUCTHUK.

METOAUKHN U NCXOJHBIE MATEPUAJIbBI

O6pa3usl MOb usroraBauBaiu Ha OCHOBE MEM-
opan mpomsBoactBa Fuel Cell Materials (CILIA).
MemOpaHbl U3 aHUOHHOro mpoBonHuka Hionic™
WMeJU KBaipaTHYI0 (hOpMYy CO CKPYIJTIEHHBIMU YIJIAMMU;
cTopoHa kBaiapata — 50 MM, TollIMHAa MeMOpaHbl —
150 mxMm. KaTogHble CJIOM M3roTaBIUBAIM U3 BBICO-
komucmepcHoro mopomka 10SclCeSZ (DKKK,
SAnoHus) M KaTUOH-IEPUIMTHONO MaHTaHUTA
(Lag¢Srp5)09sMnO; (LSM), cHHTE3MpOBaHHOTO O
LIUTPATHOM TeXHONAOTUU. [JIs1 ONTUMU3AIUU MUKPO-
CTPYKTYpbl Obljla MCHOJb30BaHA KaHajbHas caxa
K-354 mnpousBonctBa “Cnektp-Xum” (Poccus).
Komrmo3ulimoHHbIe aHOAHbIE CIOM U3TOTaBJIMBAINCH
¢ ucronab3oBanueM nopoimkoB 10Sc1CeSZ u NiO
(Sigma-Aldrich). B kadecTBe mopooOpa3oBaTeyss B
aHOIHOM TOKOCHEMHOM CJIO€ MCIIOJIb30BaJICsS PUCO-
BbIi Kpaxmai (Beneo, benbrus).

OnHodasHblii  BBICOKOIMCHEPCHBIM  MOPOIIOK
LSM OblU1 CUHTE3MpPOBAaH LIMTPATHBIM METOIOM
[10, 11] w3 La(NO,), 6H,0, Sr(NOy),,
Mn(CH;COO), - 4H,0O u moHoruapara JUMOHHOM1
KUCIOTh. @UHATIBHBIN OTKUT ITOCJIe CUHTE3a TTPOBO-
aunn Ha Bo3ayxe rpu 1100°C ¢ BBIaepKKOI S 4.

JJ1s1 MpUroTOBJIEHUSI KOMITO3UTOB CMECU MCXO/I-
HBIX COCIMHEHUI MIPOXOAIN MHOTOCTaaUIAHbIC TIe-
peMoipl B IIapoBoil MenbHMIE Pulverisette 5
(Fritsch, T'epmanus). IlepeMosibl Mpou3BOAMIUCH B
€MKOCTHU M3 YaCTUYHO cTabuinusupoBaHHoro ZrO, c
HMCIOJIb30BaHUEM IIIAPOB M3 TOTO Xe MaTepuraia aua-
MmeTtpoMm 3 1 10 MM; B KadecTBe Cpelbl IJIsT TToMoJia
BBICTYMAajia CMeCh TOJIyoJa/0yTaHosa/ I3 TUIaIuITI -
HaTa ¢ 00beMHBIM cooTHoireHueM 70/30/2 1 modaB-
JIEHMEeM OMaMUHOIIPOIIaHa, BBICTYMAIOIIETO B POJIU
IMOBEPXHOCTHO-aKTUBHOIO BEILIECTBA, B KOJIUYECCTBE
3 mac. %.

IMacTer mist TpadapeTHOI TIe4aTH ObUIM U3TOTOB-
JIEHBI C TIPUMEHEHNEM OPTaHWYECKOTO CBSI3YIOIIETO
Heraeus V-006A (I'epmanus). B pyHKIIMOHATEHOM 1
TOKOCHEMHOM aHOIHBIX CJIOSIX UCITOIb30BaJIOCh CO-
OTHOIIIEHWE MOPOIIOK : cBsi3yromiee 1 : 0.4 w1 : 0.5
COOTBETCTBEHHO, a B QYHKIIMOHAJIBHOM 1 TOKOChEM-
HOM KaTogHBIX c1ogX — 1 : 0.8 1 1 : 1 cOOTBETCTBEH-
HO. JlaHHBIe COOTHONICHWST OBLIM ONNTUMU3NPOBAHBI

BYPMUCTPOB u np.

panee [12]. MHorocTanguitHbIe TTepeMeITMBAHUS OIS
rOMOT€HM3allMu U Jera3alyuu ObUIM MpOBEIeHbI B
iaHetapHoM Mukcepe ARE 250 mpousBoacTsa
Thinky (SIlmonwus). DireKTpoaHbIe ITACThl HAHOCWINCH
Ha MeMOpaHbI TBEPJIOTO 3JIEKTPOJIUTAa METOAOM Tpa-
dapeTHOI IIeYaTH C MCIIOJb30BaHMeM cTaHKa Ekra
Mat S45 nmpousBonctsa (Ekra, 'epmanust) yepes Tpa-
dapeThl npousBoacTBa “A-Iecaitn” (Poccus).

PentreHorpadmyeckmii aHaI3 UCXOMHBIX MaTe-
pHaIoB TIPOU3BOAWIICS C TIOMOIIBIO IU(paKTOMETpa
Siemens D-500-Braun X02-1787 (CuK,,;-u3iny4yenue,
mrar 0.02°, uaTtepBan yrios 20° < 20 < 90°) npous-
BojacTBa Siemens (I'epmanus). Mopdosorust ucxomu-
HBIX TIOPOIIIKOB, a TAKXKe MUKPOCTPYKTypa MeMOpaH
TBEPIOTO 3JIEKTPOJINTA U 3JEKTPOTHBIX CIIOCB OBLIN
HCCJIENOBaHBl C MCITOJIb30BAHUEM CKAaHUPYIOIIETO
3JIEKTPOHHOTO MUKpocKona (CHM) ¢ mosieBbIM 3MU-
tupyomuM karogoM LEO Supra 50VP, o6opynoBaH-
Horo cucteMoii MukpoaHanmsza INCA Energy+ ns
HICCIICAOBAaHUI METOIOM PEHTTEHOMITIOOPECIICHTHOTO
CIIEKTPaJIbHOTO MUKpoaHaIu3a. McciremoBaHst MeTO-
JIOM MPOCBEUYMBAIOLIEN JEKTPOHHON MUKPOCKOIIUU
BBICOKOTO pa3pelieHus] MPOBOAWIUCH C TOMOIIIbIO
mukpockona Jeol JEM 2100 (Smonwus). s tepmo-
IPaBUMETPUUYECKUX MCCIEAOBAaHUIN MOpoobpa3oBa-
TeJIe W CBSI3YIOIIETo MPUMEHSIIM TepMOTpaBUMET-
puyeckuii aHanu3atop Setsys EVO 16/18 (Setaram,
®pannus).

HccnemoBaHus 2/IeKTPOXUMHYECKUX XapaKTepH-
ctuk MOb mnpoBoguaM ¢ TIOMOIIBIO YCTAaHOBKM
TrueXessory-HT (FuelCon, I'epmMaHusi) u razoreM-
nepaTypHOTO CTeHIa, 00eCIIeYMBAIONIEr0 KOHTPOJIb
paboueit TemIiepaTypbl, a TakxKe MOTOKa M CocTaBa
OKMCJIMTEIbHOM U BOCCTAaHOBUTEJIBHOI Ta30BBIX
cMmeceil. [omorpadbl UMIIEHAHCHBIX CIIEKTPOB ObLIN
n3MepeHbl B nuana3oHe yactoTt oT 0.1 I'm go 1 MI'tr ¢
IIOMOIIIBIO IIOTEHLIMOCTaTa-rajbBaHocTarta Autolab
302N ¢ momynem FRA32M 2-31eKTpOogHBIM 4-KOH-
TaKTHBIM METOJIOM, IMO3BOJISIIOIIUM UCKIIOYUTH CO-
MPOTUBJICHNE TOKOIOABOASIIIINX IIPOBOIOB.

PE3YJIbTATHBI 1 OBCYKJIEHUE
Membpanuno-snexmpoonste 610KuU

st mioBbiieHUsT 3ddexTuBHOCTH paboTel TOTHO
00a 2J1eKTpoIa COCTOSIIM U3 JBYX CJI0EB, OTIIMYAIOIINX~-
CSI COCTaBOM M MUKPOCTPYKTypoii. Ilpmnerarommii K
HECYILIEMY JIEKTPOIUTY CI0M ((DYHKIIMOHATBHBII ) ObLIT
ONTMMM3UPOBaH ISl  3(h(MEKTUBHOIO TPOTEKaHUS
OKMCJIMTEJIbHO-BOCCTAHOBUTENIBHBIX peakiiuii. B 3ana-
Y1 BHEIITHETO (TOKOCHEMHOT0) JIEKTPOTHOIO CJIOSI BXO-
JIAT pacripeieieHue ra30BbIX IOTOKOB peareHTOB U MPo-
JIyKTOB peaKiiuu, a TAKXKE CHIKEHUE CIIOEBOTO COMPO-
TUBJICHUS DJIEKTPOHHOMY TOKY.

Karoapr. CtpykTypa m MOpdOJIOTUST CUHTE3UPO-
BaHHOro LSM, cocTaBJsIIOlIero OCHOBY KaTOOOB
TOTD3, 6b1M HUCcienoBaHb METOOAMU PEHTITeHOda-
30BOr0 aHajliM3a M CKAHUPYIOIIEH 3JIeKTPOHHOM

DIIEKTPOXUMMUS Ne 7

TOM 52 2016



MN3TOTOBJIEHWE MEMBPAHHO-SJIEKTPOAHBIX BJIOKOB 751

o (a)
(Lag §Sr(2).9sMnO;
) a=0.5478(3) um
&
g s
] e\l
=
H
3 =
e A
m
= o
2 E N
L
=
=
1 B 9 Y\
0 20 40 60 80 100 120

20, rpan
(6)

Puc. 1. IllopomkoBass mudpakrorpamma LSM (a) u
COM-u3o006paxeHue 4aCTULI ITopolka (6).

Mukpockornuu. [lopomkoBas aucdpakTorpamMmma u
COM-u3zobpaxeHne NpUBeIeHbI Ha puc. 1. AHaIu3
mokKaszajl, 4To CMHTe3upoBaHHBIN LSM sBiseTcs on-
HOMa3HBIM U UMEET CTPYKTYPY POMOO3IPUYECKOTO
neposckuTa (a = 0.5478(3) um, V= 0.1176 um3). ITo-
POIIIOK MaHTaHUTa COCTOUT M3 YACTUIL] CYOMUKPOH-
Horo pa3mepa (0.1—0.8 MkMm), 0ObeTMHEHHBIX B ar-
JIoMepaThl pa3MepoM 0 5 MKM, UTO TTO3BOJISIET UC-
MOJb30BaTh €T0 JJISI IPUTOTOBJIEHUSI TOKOCHEMHOTO
CJI0sI KaTOOHOTO 3JeKTpoaa. s mpuMeHeHus Ta-
KOTO IMOpoIiKa B GYHKIIMOHAJIBHOM CJIO€ 3JEKTPO-
Ila TpedyeTcsl mpeaBapuTesibHasI AearJoMeparus my-
TeM TIepeMoria.

J11s1 TpUTOTOBIIEHUS TOKOCHEMHOTO CJIOST OBLII IC-
moab30BaH 4ucThili LSM, He mnoaBepraBIIMiics
IpeaBapuTeIbHOMY pa3MOJIy B IJIAHETApPHOU MeJlb-
Huue. OyHKIMOHAJIBHBIN CI0M KaTOIOB M3rOTaBJIN-
BaJid Ha OCHOBE KOMIIO3UTa C BECOBBIM COOTHOIIIE-
HueM LSM/10Sc1CeSZ = 60/40%. Ansa ontumusa-
U1 MUKPOCTPYKTYPHI B COCTaB KOMIIO3UTa BBOAWIN
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Puc. 2. COM-u3o6pakenus nopoiuka 10Sc1CeSZ (a) u
KaHaJbHOM caxu (0).

15 Mac. % KaHaJIBLHOI Caxky, BBICTYITAIONICI B Kave-
CcTBe mopoobpa3zoBaressi. Beibop caxu obyclioBieH
0JIM30CTBIO pa3MEPOB YaCTHUIl IIOpOOOpa3oBaTes U
OKCHJIHBIX KOMIIOHEHTOB (puc. 10, puc. 2). DTo 1mo3-
BOJISIET M30eXaTh MOSIBJICHUS B (DYHKIMOHAIBLHOM
cJIoe KaToja KPYITHBIX IIOp, CHIDKAIOIIMX OOIIYIO
MPOTSKEHHOCTh Tpex(da3HOoM IpaHUIIbI MEXITY dJIeK-
TPOJIOM, TBEPABIM 3JEKTPOJIUTOM U Ta30BOi (ha3oid.
11 mpUroToBiIeHNUSI KOMIIO3UIIMOHHOM CMeCH Ha-
BeCKM NCXOIHBIX TOopo1IKoB LSM, 10Sc1CeSZ n xa-
HaJIbHOM caXXy TIOoABEpTaiUCh MpeIBapUTEIbHOMY
COBMECTHOMY IIOMOJIy B IUIAaHETaApHOM MEJIbHUIIE C
MoCJIeAyIolIeii TOMOreHu3aleil cMecu B IBYXOCE-
BOM MUKCEpE.

AHonbl. AHOITHBIE CJTOU OBITA N3TOTOBJIEHBI HA OC-
HoBe komro3uta 10Sc1CeSZ u NiO. CooTHollleHue
5THX a3 B PYHKIMOHATHEHOM M TOKOCHEMHOM CITOSIX
aHoda ObUIO ONITUMU3MpPOBaHO paHee [13, 14| u co-
craBisuio 40/60 u 60/40 mac. % cooTBeTCTBeHHO. B
COCTaB TOKOCHhEMHOTO ¢J10s1 BBoauioch 10 Mac. % pu-
COBOT0 KpaxMaJjia, BEICTYITAIONMIeTO B KaYeCTBE IOPO-
obpaszoBaTels.

Heob6xoanuMo OTMETUTh, YTO UCXOAHBIN HAHOIIO-
poiiok okcuaa Hukest (Aldrich, <50 HM) He mpuro-
IIeH K WCITOJb30BAHUIO IUISI TIPUTOTOBJIICHUS 3JIEK-
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Puc. 3. [I9M-uzobpaxkenue ucxoaHoro NiO (a) u CHOM-
uzobpaxeHue rmopoiika NiO, oroxckeHoro rmpu 650°C (6).

TPOIHBIX MACT U TpeOyeT IpeaBapUTeIbHON MOATO-
ToBKU. Kak ObLIO IOKa3aHO B MpeAllecTBYIOLICH
pabote [15], yacTuilbl HAHOCTPYKTYPUPOBAHHOTO
NiO wuMeT CcTpyKTypy TUIla “sSapo—o0oiaoyka”
(puc. 3a). AMopdHast 060JI0YKa YaCTUL] XapaKTepu-
3yeTcsl TPUCYTCTBHEM aacopOMpPOBAaHHOM BOIbI U
CBEPXCTEXMOMETPUYECKOTO KHUCJIOpPOAa, KOTOpPHIS
JIOJDKHBI OBITH yaieHbl. 10 3Toil mpuyrHe MopoIioK
OKCHJIa HUKEJIS, UICITOIb3yeMbIii B (DYHKIIMOHAJIbHOM
1 TOKOChEMHOM CJIOSIX aHOJa, IIPOXOMWII IIpeaBapU-
TeJBHBII OTXKUT TTpH Temiteparypax 650 u 900°C co-
OTBETCTBEHHO.

COM-m3obpaxenne mmopomka NiO mocie oTKu-
ra ipu 650°C B TeueHre 1 4 mMoKazaHO Ha puc. 30.
ITocne TepMO0O6PaObOTKH pa3Mep YaCTUIl OKCHIIA HU-
kens coctasisieT 50—100 HM, 9TO SIBISIETCS CpaBHU-
MBIM ¢ pasMepamu 4vactull mnopoinka 10Sc1CeSZ
(puc. 2a). s MpUTOTOBJEHUS KOMIO3ULIMOHHOMN
cMecu (YHKIIMOHAJBHOTO cjioeB HaBeckum NiO u
10Sc1CeSZ nmoaBeprajiuch COBMECTHOMY ITOMOJY C
MOCJIeIyIoIIe ToMOTeHN3aIeit B MUKcepe.

i TIOBBILIEHUST Ta30IPOHUIIAEMOCTU TOKO-
CbEMHOTO CJIOSI aHOJIOB OOBIYHO MCIIOJIB3YIOT TTOPO-
o6pa3oBaTeN, IPU CTOPAaHUU KOTOPHIX B 3JIEKTPOII-
HOM cjoe (GOpMHUpPYETCS CUCTeMa MarucTpaabHBIX

Puc. 4. COM-u300paxkeHus TTOPOILIKOB PUCOBOIO (a) u
KaptodenbHoro (0) Kpaxmarna.

nop. Ha puc. 4 npusoastcs COM -n3o0pazkeHUs Mo~
POIIIKOB PHUCOBOr0O U KapToeJIbHOTO Kpaxmaia, Ko-
TOpBIE pacCMaTPUBAIUCH IS JaHHOM nenu. Yactu-
bl KapToeabHOTO KpaxMaina (puc. 40) UMEIOT IIu-
pokoe pacmopeneieHUe II0 pasMepaMm; MpU 3TOM
MPUCYTCTBYIOT OTHEJIbHBIE YACTULILI Pa3MeEpPOM IO
70 MUKPOH, UTO CYIIECTBEHHO MPEBHIIIAET TOJIINHY
TOKOCBHEMHOTO cJiosi. YacTUIbl pUCOBOTO Kpaxmala
UMelT (GopMy HENpPaBUJIBHBIX MHOTOTPAHHUKOB,
CpPEIHMI pa3Mep KOTOPBIX COCTaBISIET 3—5 MKM.
BDTOT pazMep XOPOIIo MOAXOAUT JJIsI CO3AaHUST pa3-
BUTO# CUCTEMbI MAaTUCTPAIbHBIX ITOP.

Hdna omnpeneneHUsl ONTUMAILHOTO KOJMYECTBA
pUMCOBOro Kpaxmaja, BBOAMMOIO B TOKOCHEMHBIN
cJI0it aHoza, OblJla IIPUTOTOBJIEHA CEPUS 0OPa3IOB C
comepxanueM kpaxmana0, 5,7.5, 10, 12.5u 15 mac. %
[16]. CDM-uzobpaxkeHUs IONEPEYHOIO CEYEHUS
AHOIHOTO 3JIEKTPOJIA C colepKaHueM Kpaxmaia 0, 5,
10 u 15% npencraBiaeHBI HA pUC. 5.

M3 pUCyHKOB BUIHO, UTO B MCXOIHOM O0Opaslie,
M3TOTOBJIEHHOM 0€3 UCIOJIb30BaHUSI MOPOOOpa3oBa-
TeJIsA, MIPUCYTCTBYET pa3BUTAsI CUCTEMA TTOP C XapaK-
TEPHBLIM pa3MepoM okoJjio 1 MkM (puc. 5a). I1pu no-
GaByleHUH 5 Mac. % pucoBOro Kpaxmaia (puc. 56) Ha-
psImy C MEJIKOI TTOPUCTOCTHIO TTOSIBIISTIOTCS] KPYITHBIE
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Puc. 5. COM-u3o6paxeHus: 00pas3iioB ¢ pa3HbIM MACCOBBIM COAEPKAHUEM PMCOBOIO Kpaxmajia B TOKOChEMHOM aHOTHOM
crnoe: 0 (a), 5 (6), 10 (B) u 15% ().

IOpbI pa3MEPOM 0 5 MKM, OJHAKO CUCTeMa KpPYIH-
HBIX TOp He SIBJSIETCS] CBSI3HOM. YBeJlMYeHUe AOJIU
pucoBoro kpaxMaia no 10 mac. % (puc. 5B) mpuBOIUT
K TIOSIBJICHWIO CBSI3HOM pa3BUTOM CHUCTEMblI Maru-
cTpaibHbIX nop. I1pu manbHeIeM yBEJIMYEHUU CO-
nmepxkaHus KpaxMana mo 15% (puc. 5T) mpoucXomuT
pPOCT KakK OOJM, TaK U CPEeIHEro pa3smepa KpYHMHBIX
IOpP, YTO MOXKET MPUBOIUTH K PE3KOMY YXYIIIEHUIO
MEXaHMYECKUX U BJIEKTPOIIPOBOIHEBIX CBOMICTB TOKO-
cbeMHOTo cios. Ilo aToif mpuyMHE ONTUMAaIbHOE
MacCcOBO€ COJIepXKaHue PUCOBOro Kpaxmaja B TOKO-
CBhEMHOM cJIoe aHogHOro 3jekTpona TOTD cocras-
et okono 10% maccel. CMech mopoimkoB NiO,
10Sc1CeSZ un xpaxmMaJjia MpoOXOoanIa COBMECTHBIN IO~
MOJI B IUIAHETApPHOI MeJIbHUIIE, a 3aTeM TOMOTCHM -
3MpPOBajach B IByXOCEBOM MUKCEPE.

Bovioop pexcuma mepmoobpabomru

JI1s1 ONTUMM3AIIMK CTaIuM HarpeBa B XO4¢ BBIOO-
pa pexyuMa BBICOKOTEMIIEpaTypHOIO oTxXura MOb
PHYCOBBII KpaxMaJl, KaHaJIbHasl caXka 1 OpraHNIeCcKoe
CBsI3yIOIIee ObUIN UCCIeA0BaHbI METOIOM TEPMOTPa-
BUMETPUYECKOIO aHanu3a. M3MepeHHus IIpOBOIM-
JIMCH B BO3IYIIHOI aTMocepe IIpU CKOPOCTU Harpe-
Ba 2 K/mMuH. Ha puc. 6 npencraBieHbl TeMITEpaTyp-

BJIIEKTPOXUMMUA Ne 7
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HbI€ 3aBUCUMOCTHU MACChl 1 €€ epBOii TPOMU3BOAHOM.
JJ1s1 TIOJTHOTO CXKUTaHMsSI pUCOBOrO Kpaxmasa Tpedy-
eTcs TeMnepatypa He Hike 480°C. [1pu aToM MOXHO
BBIIEJIUTH 3 3Talla moTepu Macchl. HesHaunuTeabHOE
U3MeHeHUe Macchl ITpu Harpese 10 200°C, BeposiTHO,
OODBSICHSIETCS IOTEPE copOUpoBaHHOM Boabl. KoMm-
MOHEHTHI KpaxMajla UHTEHCUBHO CTOpaloT B TEMIIE-
patypHoM nHTepBajie ot 250 no 300°C u MeHee UH-
TeHCcUBHO — OT 300 o 480°C. KaHanbpHas caxa MmoJj-
HOCTbIO cropaetr npu HarpeBe no 720°C. Ilorepst
MacChl HAYMHAaEeTCs IIpU TeMIiepatype okoiio 375°C,
M Jaliee mpoliecc HaGupaeT ckopocTh 10 600°C.

Ha puc. 7 mpencraBiaeHbl TepMOTpaBUMETpUYE-
CKue AaHHbIe 10 CropaHuio cBs3yloilero Heraeus
V006-A. OcHOBHasA TOTEpsT MACCHl IPOMCXOIUT B
TemIiepaTypHoM guaraszoHe ot 100 mo 250°C. OcraB-
mecs 10% cropatot B mHTepBaie 10 400°C.

ITo pe3ynbraTaM TepMOTPaBUMETPUYECKOIO aHa-
Jin3a ObUT OIIpee/ieH ONTUMAJIbHBIN peXUM Harpesa
BO BpeMsI BBICOKOTEMIIEPATYPHOIO OTKMIa MEM-
OpaHHO-3J1eKTpoAHbIX 6;10KOB TOTO. IlepBhiit aTamn
HarpeBa 10 250°C mpoBoIMjCsS C BBICOKOM CKOPO-
CThIO 3a 1 4, TIOCKOJIbKY JIETy4rEe KOMIIOHEHTEI CBSI3Y-
omero Heraeus V-006A mipenBapUTeTbHO YAATISIOTCS
BO BpeMs cyllek Ha Bo3ayxe npu 130°C, koTopbie
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Puc. 6. Pe3ynbraThl TEpMOrpaBUMETPUYECKOTO aHAIM3a
pUCOBOro Kpaxmaja (a) ¥ KaHaJibHOU caxu (0).

MIPOXOJIAT MOCJIe HAHECEHUsI KaXIOTo U3 4 3JIeKTPO/I-
HBIX CJIoeB. [ ymaneHusT TsKeJlol KOMITOHEHTHI
OPTaHUYECKOTO CBS3YIOIIETO, a TakKe IOPOIIKOB
mopoo6pa3oBaTesieii: pucOBOTO KpaxMalla U KaHallb-
HOM caxXu, HarpeB 10 TeMiiepatypbl 750°C nmpou3sBo-
nuiicst co ckopoctbio 100 K/u.

HaunGonee BaxKHBIM IapaMeTpOM BBICOKOTEMIIE-
paTypHOTO OTXMra IIpU COBMECTHOM CIIEKAHUU
2JIEKTPOJIOB CTAHOBUTCS BHIOOP MAaKCUMAaIbHOM TEM-
nepaTypbl TepMooOpaboTKu. B ciydae ucronab3oBa-
HUSI METOJa MOCeI0BaTEIbHOTO CIIEKAHUS DJIEKTPO-
JIOB TeMIlepaTypa OTXKWTa aHOHOOB, KaK IIpaBUJIO, Je-
Kkut B objactu Bbeiue 1300°C, 4TO MO3BOJISIET
chopMHUpoOBaTh XOPOIIO CIEUYeHHBI KepMeT, obec-
reyuBaroluii B padbouyux yciaoBusix TOTD nocraTou-
HYIO ITJIOTHOCTB Tpex(da3Hoi rpaHULIbLI B COYeTaHUU C
XOpolei TpoYyHOCThIo. IIpeaBapuTebHbIE UCCIEI0-
BaHMsI T10Ka3aJiv, YTO NPU CHIDKEHUN TeMIepaTyphl

BYPMUCTPOB u np.
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Puc. 7. Pe3yabTaThl TepMOrpaBUMETPUYECKOTO aHaIu3a
cassyioiiero Heraeus VOO6A.

Puc.
TOTD, npuUroToBJIEHHOTO 6€3 UCITOJIBL30BaHUS TTOPOOO-
pasoBarelieil u criedeHHoro npu temnepatype 1155°C.

8. COM-uzobpaxeHne KaTOTHOTO BIIEKTpoaa

¢dopmMuUpoBaHUsSI aHOTHOTO 3jeKTpoaa Huxke 1170°C,
aJIeKTpoXUMUUYeckue xapakrepuctuku TOTD nemoH-
CTPUPYIOT OBICTPYIO JIETpajialinio, 00bSICHSIEMYIO, OUe-
BUIHO, HU3KOMU IJIOTHOCTBIO C(HOPMUPOBAHHBIX 3JIEK-
TPOOHBIX CJIOEB 1, KaK CJAEACTBUE, YXYAIIEHUEM 3JIeK-
TPOIPOBOISIIINX CBOICTB u BO3MOXXHBIM
YXyIIlIeHUEM JIOKaJIbHbIX KOHTAaKTOB. TemrepaTrypa
¢dopMUpOBaHUS KATONHBIX CJIOEB CYIIECTBEHHO
OrpaHMYeHa BO3MOXXHOCTbIO XUMUUYECKOTIO B3aUMO-
NeNCTBUSI KaTOMHOrO MaTepuajia ¢ MaTepuaioM
TBEPAORJEKTPOJUTHON MeMOpaHbl U, Kak MpaBuUio,
He goskHa npesblmath 1150°C. Mcrnonb3oBaHue Ka-
TUOH-JAe(UILIMTHOIO MaHTaHUTA JIaHTaHA-CTPOHIIUS
MO3BOJISIET CYLIECTBEHHO MOJaBUTh TaKOe B3aUMO-
NeicTBYE; OJHAKO, KaK BUAHO U3 PUC. 8, OBbIIIIEHUE
TeMmIiepaTypbl criekaHnust Boie 1150°C mpuBoauT K
3aMETHOMY CHMXXEHWIO TTOPUCTOCTU KOMITO3UTHOTO
¢dbyHKIIMOHaJIBLHOTO cj0s1 Karona. 1o aToit mpuunHe
JUUTS TIOBBILLIEHUS TeMIiepaTypbl (hOpMUPOBaHUS Ka-
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Puc.

9. CDM-u3obpaxkeHuss KaTOOHOIO 3JIEKTPOIa
TOTD, MpUroTOBIEHHOTO C MPUMEHEHHEM TOPOOOPa30-
BaTeJiei 1 criedeHHoro rpu 1165 (a) u 1175°C (0).

TOIHBIX CJIOEB TpeOyeTcs o0sI3aTeIbHOE BBEICHUE
mopooOpa3oBaTelicii.

Kaxk BumHo u3 puc. 9, ncronb3oBanue 15% maccol
KaHaJIBLHOI caXXW B KayecTBe MOpooOpa3oBaTesisl B
KOMITO3UTe (DYHKIITMOHAJIBHOTO CJIOST KaToma IMO3BO-
JISIET CYIIIECTBEHHO TTOBBICUTH JOJIIO TTOP TIPH CITeKa-
HUU BIJIOTh A0 TeMneparypbl 1170°C. Temmnepatypa
1170°C 6buta BBIOpaHA B KadyecTBE ONTHUMAIbHOMN
TEeMITepaTypbl BBICOKOTEMITEPATyPHOTO OTKWTA IS
COBMECTHOTO crieKaHUsI ayieKTpoaoB TOTD.

Ilo pe3ynbTraTamMm TepMOTrpaBUMETPUYECKOTO aHa-
Jiuza mopoo6paszoBaresieii U CBSI3YIOLIEro, a TAKXKe I10
pe3yabTaTaM ONTUMM3AIINN TeMIIepaTyphl (hrHAaIb-
HOT'O OTKMTa OB MOCTPOEH ONTUMAIBHBINA PEXUM
BbIcOKOTeMmIMepaTypHoro otxkura MOb TOTD. 3aBu-
CHMOCTD TeMITIepaTyphl OTKUTa OT BpEMEHHM TTOKa3a-
Ha Ha puc. 10.

Mukpocmpykmyphbie u 21eKmpoxumuyecKue
xapakmepucmuku MOb

ITocne omruMmmzanuy MOPQOJOTUM KCXOMTHBIX
MaTepuajoB, COCTaBa 3JIEKTPOAHBIX KOMIIO3UTOB U
pexuma TeMIepaTypHoit 00pabOTKM Oblla M3rOTOB-
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Puc. 10. PexxuM BBICOKOTEMIIEPATYPHOTO OTXKWTIa MEM-
OpaHHO-3J1eKTPOIHBIX OJIOKOB JJ151 COBMECTHOTO (POpMU-
POBaHMSI 2JIEKTPOJIOB.

JleHa cepusi MeMOpPaHHO-3JEKTPOAHBIX OJOKOB
TOTD MeTomIOM COBMECTHOIO CIEKAHHUSI DJICKTPO-
noB. @ororpaduu obpasuos MOb TOTD npusene-
HBI Ha puc. 11.

ITonepeyHoe ceyeHre MOMIEIbHBIX 00pa3loB ObI-
JIO MCCJIEA0OBAaHO METOIOM CKaHUPYIOIIEHt 3JIEKTPOH-
HoM MuKpockonuu (puc. 12). M3 pucyHka BUIHO,
YTO CJIOU MMEIOT paBHOMEPHYIO TONIIMHY. DYHKIIN-
OHAJIBHBIA KAaTOOHBIN CJIOM MMEET TOJIIMHY OKOJIO
10 MKM, a TOKOCBEMHBIN — OKOJIO 20 MKM. AHOIIHBIN
BIEKTPOJ COCTOUT M3 (PYHKIMOHAJIBHOTO M TOKO-
CBEMHOTO CJIOEB TOJIIMHOM 0KO0JI0 20 MKM KaxKIbIiA.

Ha puc. 13 npuBoastcs COM-u3zobpaxeHus oT-
JebHO Katoda (a) u aHoma (0), MOJydeHHbIE MpU
OosbmieM yBenWdeHMHM. Kak camMum BJIEKTpPOIHBIC
CJION, TaK 1 MexK(a3HbIe TPAaHUIIBI JOCTATOYHO XOPO-
IO CIleYeHBbl. B TOKOCHEMHBIX CIIOSIX 2JIEKTPOAOB
MMeEETCs pas3BUTasl CUCTEMa MAarucTpajabHBIX II0p
pasmepom Oojiee 3 MKM, a (DyHKIIMOHAJIbHbIE CIIOU
c(OpMUPOBAHBI YACTULIAMU CYOMUKPOHHOTO pa3zMe-
pa. CTOUT OTMETHUTh, YTO MCTIOIb30BaHNE KAHAITBLHOM
caXXy B KauyeCTBE MOpooOpa3oBaTelIsl IIpU IPUTOTOB-
JIeHUU (PYHKIIMOHAJIbHOTO c¢Jiost KaTonoB TOTD no3-
BOJIJIO M30€3KaTh 3HAYUTEILHOTO YBEJIMYCHUS CPE/I-
HEeTOo pa3Mepa YacTHUILl MaHTaHUTA JJaHTaHa-CTPOHIIUS
n 10Sc1CeSZ, onHaKo 00bEM MOP MOXKET OBITh HEAO-
CTaTOYHBIM.

DIIEKTPOXUMHUYESCKIE XapaKTe pUCTUKN MEMOpaH-
HO-3JICKTPOIHbBIX OJIOKOB, U3rOTOBJICHHBIX METOIOM
COBMECTHOTO CIIeKaHUs BIIEKTPOIOB, MCCIEeIOBa-
nuchk npu 850°C. TormMBHAasI CMeCh COCTOSIIIA U3 BO-
Jopola M a3zoTa C HapUMaJbHLIMU JTaBJICHUSIMU
0.5 atM. B kauecTBe OKUCIUTEIHBHOM CMECU NCHOJIb-
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Puc. 11. ®otorpadun MmeMOGpaHHO-3J1eKTPOAHBIX 6;10KOB TOTD, N3roTOBJIEHHBIX METOIOM COBMECTHOTI'O CITEKAHUSI JIEKTPOIOB.

30Bajlach CMECU KMCIOPOJa U a30Ta C MaplaJIbHbIM
naBiaeHueM kKucyiopoga 0.21 aTM (MCKYCCTBEHHBII
Bo3ayx) u 0.5 atM. BoibT-amMnepHble 1 MOIITHOCTHBIE
xapaktepuctuku MOb TOT3D nokazaHbl Ha puc. 14.
I1pu ncrroabp30BaHNM BO3MyXa B KAU€CTBE OKMCITUTE-
JIT MaKCUMaJbHass MOIIIHOCTh, CHUMaemas ¢ MOb,
coctaBuia cBbiie 3.6 BT (ymenbHass MOIIHOCTb
225 mBt/cm?). CTouT 06paTUTh BHUMAaHUE, YTO JaH-
HOE 3HaYeHNEe CHIMAaeMOIf MOIITHOCTH OBLIO TOCTHUT -
HyTo pu HanpsikeHuu 0.7 B, a compoTuBieHne moa-
BOJISIIITUX TIPOBOIOB M OCOOEHHOCTH M3MEPUTETbHOM

MEMOPatiaTBEPIONOIEKTPOMMTA

3OV
[Cefer Sl

Puc. 12. COM-u3obpaxkeHue IONEPEUYHOrO CEYECHUS
MOBBb TOTD, M3roToBIEHHOTO METOIOM COBMECTHOTO
CreKaHUsl JIEKTPOJIOB.

Puc. 13. COM-uszobpaxkeHue KaTOTHOTO (a) U1 aHOTHOTO
(6) anektponoB MOb TOTD, U3roTOBICHHOIO METOIOM
COBMECTHOTO CITEKaHUs 3JIEKTPOIOB.

BJIEKTPOXUMUA
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Puc. 14. Bosnbr-amriepHasi 1 MOILHOCTHAsl XapaKTepu-
ctuku MOb TOTD, n3roroBjaeHHOIO METOIOM COBMECT-
HOTO crnekaHus anekrponos: I, I' — P(H,) = 0.5 6Gap,
P(0,) =0.21 6ap; 2, 2' — P(H,) = 0.5 6ap, P(O,) = 0.21 Gap.

—0.04
T=1850°C
3
o o o P(Hy) =056ap P(O,)=0.5Gap
h A P(Hy) =0.56ap P(O,)=0.21 Gap
0.05 a* o s
0 ‘l;‘ m%v 1 O‘ X
. 0.10
Re Z, Om

Puc. 15. Tomorpadsl MMITEDaHCHBIX CIEKTpoB MOb
TOTD c anexkTpogamu 1Iomanaso 4 X 4 cM”.

CTAaHLIMM HE II03BOJIMJIM TPOUTH 4Yepe3 MaKCHUMyM
moiuHocTu. Ilpu wmcronb3oBaHUU Oosiee OGoraToit
OKHUCJIMTEIbHOM CMeCU CHMMaeMasli MOIIIHOCTh IIpe-
Boimaet 4.2 Bt (260 MBt/cM?). 3aMeTHOE yiIydlIEHUE
DJIEKTPOXUMUNYECKHNX XapaKTEPUCTUK IIPU ITOBbIIIE-
HUU TTapUUaJIbHOIO NABJCHUSI KUCJIOPOAA, BEpPOSIT-
HO, OOBSICHSAETCS HalmmumeM Iud@y3MOHHBIX 3a-
TPYOAHEHUI HA KaTOAE TOILUIMBHOTO 2JIEMEHTA.

st ornpeneneHusT COCTaBISIOIIMX ITOJHOTO CO-
npotusiieHuss MBb TOTD B Tex ke paboumnx ycio-
BUSIX OBbUIM MICCJIeIOBaHbI rogorpadbl UMIIEIAHCHOTO
crekTpa. Hekoropble pe3ynbTaThl HpUBENCHLI Ha
puc. 15. BugHo, 4TO oMuUecKasi 4aCTb UMIIEJAHCHO-
ro criekTpa cocrasisieT 0koso 0.05 Oum (0.8 OM cm?),
a ntosspusanronHas — 0.06 Om (1.0 OM cm?) B ciy-
Jae MCIOJIb30BaHMs 00raToii OKMCIUTEIbHOI CMeCUu
u okosio 0.07 Om (1.1 OM cM?) 11 UCKYCCTBEHHOTO
Boznyxa. IIpu aToM ciienyeT OTMETUTh, YTO U3MEHe-
HMe MapIuaJIbHOTO AaBISHUS KHMCI0POIa OKa3bIBaeT
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CYIIECTBEHHOE BIUSIHUE MMEHHO Ha HM3KOYacCTOT-
HYIO 4acTb rogorpaga, 00bIYHO CBSI3bIBa€MYIO C AU -
(y3MOHHBIM BKJIAJOM B MOJISIPU3ALIMOHHOE COIpPO-
TUBJIEHUE. DTO TOATBEPXKIAeT paHee CcleJaHHOe
MpEeAroioKeHue o Haluyuu Iuddy3uoHHBIX 3a-
TpyaHeHui Ha katoae TOTD.

SAKJIIOYEHHUE

B pabote nipencraBiieHBI pe3yAbTaThl pa3padoTKHI
TexHoJioruu u3roroBieHua MOBb TOTD® meromom
COBMECTHOTO CITIEKaHUSI 3JIeKTpOaOB. JlaHHasI TeXHO-
JIOTHSI TI03BOJISIET KOMIIEHCHPOBAaTh MEXaHUYECKUE
HaIIpSDKEHWS, BO3HUKAIONINE B TBEPHOJICKTPOIMTHOMN
MeMOpaHe BO BpeMsl BbICOKOTEMITEPaTypHOIO OTXKUTA.
ITpoBeneHHBIE AIEKTPOXMMUYIECKIE UCCIEIOBAHMS I10-
Ka3bIBaIOT, YTO MaKCUMaJibHasl yAeabHas MOIIHOCTb,
cHrMaemas ¢ MOB, cocrasnser 225 mBt/cMm? ipu pa-
ooueit emnepatype 850°C 1 HaNMpsDKEHUU Ha SJIeMeH-
Te 0.7 B. UccnenoBaHus 3aBMCHMMOCTH Tomorpada
MMIIEJAHCHOTO CIIEKTpa OT ITapLaIbHOTO JaBICHUS
KHMCJIOpPOAa CBUACTEILCTBYIOT O HAJIMYUM Ta30BBIX
3aTpyJHEHUI Ha KaTomax, KOTOPbIE, BEPOSITHO, CBSI-
3aHBl C HEOOCTAaTOYHOM MOPUCTOCTBIO (DYHKIIMO-
HaJIbHOTO cJiosl. JlanmpHelinass padota OyneT cBs3aHa
C onTUMU3alMeil MUKPOCTPYKTYPBI JaHHOTO CJIOS C
LeJIbIO TTOBBIIIIEHUS IJIOTHOCTA MOIITHOCTH, CHUMAae-
moii ¢ MBb TOTD.

PaGota BhInofiHEHa NpU (PUHAHCOBOM MOIAEPK-
k1 MuHo6pHayku Poccun B pamkax DILIIT “Ucche-
JIOBaHUS 1 pa3pabOTKM MO MPUOPUTETHBIM HaIpas-
JICHUSIM HayKM W TEXHOJOTUI”, YHUKaJIbHbIN UIEH-
tudukarop Cornamenust RFMEFI61014X0007, u
npoekta POPU 13-03-12408.
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