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1 Tema BBITYCKHON KBaTH(PUKAIMOHHOH padoTh:

Katanu3aTopsl npolecca HU3KOTEMIIEPaTypPHOro OKHCIICHHS CO Ha OCHOBE KpHUIITOMEJIaHa CO
v 2

crpykTypoit OMS-2, MOAM(HIIPOBAHHOTO HOHAMH Ce™ u Cu™

2 Cpoxk caum 00y4aroIIMCs BBIITOTHEHHOM BBITYCKHOMN KBaTM(UKALHOHHOH paboTBL:

a) B nekanat — 17.06.2022 6)B DK - 20.06.2022

3 UcxoaHble JaHHBIE K paboTe:

O6next uccienopanns —  katanuzatopsl OMS-2, MOAHPULIEPOBAHHOTO HOHAMH Ce™ n Cu’
Tlpeamer nccienoBannst —  OU3MKO-XMMHYECKHE  XapaKTEPUCTHKH  KATaIH3aTopoB Ce—

OMS-2 u Cu-OMS-2 u uX KaraJMTH4yecKas aKTHBHOCTb B
poLecce HU3KOTEMIIEPATYPHOIO OKUCIICHHA CO.
[lenb McCNeIOBAHUS — YCTAHOBUTH BIHAHHC [PHPOJBI mogu¢ukaropos Ce’ H Cu*" na
CTPYKTYPY OMS-2, HaUTH OTITUMAJILHEIE yCIIOBHS
THPOTEPMATLHOrO CHHTE3a, & TAK)Ke UCCIeI0BATh KATAIUTHICCKYIO
AKTUBHOCTL  TIPUTOTOBIEHHBIX  KaTalM3aTopoB B IpoLecce
Hu3koTemneparypaoro oxkucaenns CO

n+

3ajaqu:

1) CuntesupoBaTh 2 CepuH KaTalM3aTOpOB CO crpykrypoit OMS-2, cozepKallliX KaTHOHBI
nepus (#Ce) u meau (#Cu) ¢ COOTHOLIEHHEM Mn/M = 20/1.

2) UccnenoBaTh BIMSHHE TPUPOIBI BBEICHHBIX KAaTHOHOB M JaBJICHUA TUAPOTEPMATIBHOTO
cuHTe3a Ha oieMeHTHbIH (P®1A) u  (a3oBbii  COCTaBbl (P®A), crpykrypusie (KP
CIIEKTPOCKOMHUSI) U TEKCTYPHBIC XapaKTCpUCTHKH (N—azncopbumsa) HPUrOTOBJICHHBIX
KaTaJn3aTopos.

3) V3yuuTh BAWsHHE NPHPOJBI BBEICHHBIX KAaTHOHOB H BHIODAHHBIX YCJIOBMH CHHTE3a Ha
PEAKIHOHHYIO CIIOCOGHOCTE KATATH3ATOPOB B MPOLECCE HU3KOTEMIEPATypHOTO OKHCICHHUA
CO.

MeToabl HCCIEA0BAHMS:

Pentrenoda3oBblil aHaJIM3, pEHTreHO(hTyOPECLEHTHBIN JIMCIICPCHOHHBIA ~ METO/,
HU3KOTeMIepaTypHas CcopOLus a30Ta, CIEKTPOCKONHA KOMOMHALIMOHHOTO  PacCesHus,
katanutndeckoe okuciaenue CO.

Opranu3zanus Ui OTpacib, M0 TEMATHKE KOTOpOIi BBITIOJIHSAETCsA padoTa:
PaboTa BBINONHSETCS MPH (DHHAHCOBOM moauepkke PoccHiCKOro Hay4HOro ¢onna (MpoexT

19-73-30026).



4 Kpatkoe conepikanue padoThl
Byzer mpoBeieH 0030p COBPEMEHHOH JMTEpaTyphbl, CHHTES KaTaIH3aTOPOB; MCCISIOBAHBI

DU3MKO-XMMUUECKHE XapaKTePUCTUKU: yCTAHOB/ICH 57eMEHTHBI ©  (a30BBId  COCTAB
KATAIU3aTOPOB, TEKCTYPHBIE XapaKTEPHCTHKHM; HCC/IC10BaHa KaTaJTUTHUYeCKass aKTUBHOCTD
gatami3atopoB B peaxiun oxucierus CO. B pesyiprare pecie[oBaHus OyIyT IOJIyd4eHBI
JaHHBIE O BIMSHUM MOJIM(UKATOPOB Ha 00pasyIoLIyrocs B XOAC rEAPOTEPMATEHOIO CHHTE3A
crpykTypy OMS-2. BbIABICHa BO3MOKHOCTh CHHTC3HPOBATH KaTaIM3aTophl CO CTPYKTYpOH
OMS-2, Moau(ULIMpPOBaHHbBIE Ce™ u Cu®’ PAcCMOTPEHHBIMH METOJaMH, MOKa3aHO BJIMAHUC
moauduKaTopa H/WIH CTPYKTYPbI OMS-2 Ha KaTaIMTHYECKYIO AKTHBHOCTH B MPOLECCE
au3koTemieparypHoro oxucienus CO.
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/ 4

Touent kapenpsl PKX, At LA / E.B. Kynpuakosckas
00NICHOCMb, MeCmo padonivl ( noaVqu H.0. @amunus
3agaHue MPUHAT K HCIIOJTHEHHUIO Vs
« 19 » anpens 2022 S — / A.J. KpoieukuH
cmyoenm /" noonuce H.0. ©amunus



PE®EPAT

bakanaBpckas pabota Bkiarodaer 52 cTpanullsl, 13 pucyHkoB, 6 Tabmui, 82 UCTOYHUKA.

3EJIEHASL XUMUS; JUOKCH]]T MAPTAHIIA; OMS-2; THJIPOTEPMAJILHBIN
CUHTE3; MOJU®UIIMPOBAHHBIE KATAJIU3ATOPHI; ILEPUMCOJEPXAIIME
KATAJIM3ATOPBI; MEAbCOIEPXKAILMNE KATAJIM3ATOPBI; DJIEMEHTHBIN AHAJIN3;
PEHTTEHO®A3OBBIA  AHAJIM3;  CIHEKTPOCKOIIMSI ~ KOMBUHALIMOHHOI'O
PACCESHNMA; HU3KOTEMIIEPATYPHAS  AACOPBLU-JAECOPELIUSA  A3O0TA;
HU3KOTEMIIEPATYPHOE OKMCJIEHHME CO.

OOBeKT MceneqoBaHusA: KaTalu3aToOpbl HA OCHOBE JMOKCHIA MapraHlia co CTPYKTYpOM
kpunromenana (OMS-2), cuHTe3UpOBaHHBIE THAPOTEPMATILHBIM METOZIOM, MOTU(PHUIIMPOBAHHBIC
nonamu Ce™ u Cu?*.

Lenb paGoThl: ycTaHOBIIEHUE BIUAHUSA Ipupoabl MoaudukaropoB Ce u Cu Ha CTPYKTYpy
OMS-2, Haxox/eHUE ONTUMAIbHBIX C TOYKU 3pPEHMs JABJICHUS YCIOBHHM THAPOTEPMAIBHOIO
CHMHTE3a JJig coxpaHeHusi CTpykTypsl OMS-2, a Ttaxxke omnpeneineHue 3aBUCUMOCTH
KaTaJIMTHYECKUX CBOMCTB MOJIYYEHHBIX KaTaJIH3aTOPOB OT MPUPOIBI MOTUPUKATOPOB U yCIOBUI
UX [IPUTOTOBIICHHUSL.

I'napoTepmManbHBIM METOIOM CUHTE3UPOBAaHbI LIEPHIA- U MEbCOAEPIKAIINE KaTalu3aToOPhl
co crpykrypoit OMS-2. UccrnenoBanbl (HU3NKO-XUMHUYECKHE XAPAKTEPUCTUKH UX: YCTAHOBJICH
DIIEMEHTHBIM W (a30BBIi cOCTaB 0OpPAa3lOB, TEKCTYpPHBIE XapaKTEPUCTUKH; MCCIEeI0BaHA
KaTaJIMTUYECKash aKTMBHOCTb KaTalu3aTopoB B peakuuu okucieHus CO. B pesynbrarte
UCCIIeI0BaHMsl ObLTH MOJYYEHbI JaHHBIE O BIMSAHUU MOJIU(HUKATOPOB HAa 00pa3youIylocs B X0/
THIPOTEPMAIEHOTO CHHTe3a CTpYKTypy OMS-2, BbIsiBIIEHA BO3MOXKHOCTH CHHTE3MPOBAThH
KaTaImM3aTopsl co cTpykTypoir OMS-2, momamdurmposarusie Ce™ u Cu?* paccmoTpeHHBIMH
METO/IaMH, YCTaHOBJIEHO BIMsSHUE Moan(puKaTopa u/uiu crpyktypsl OMS-2 Ha KaTaaTUTUYECKYIO
aKTUBHOCTh B IIpoliecce HU3KoTeMiepaTypHoro okuciaenus CO.

BoisiBnena koppemsiuust Mexay nasieHneM B ['TC u  konuyecTBOM BBOAMMOIO
MoIUHUKATOpa: C POCTOM JaBIICHHs COJEpKaHWE METAJUIOB B 00pa3max pacreT. Bricokoe
JTaBJIEHUE TPUBOJIUT K MOBBIIIEHHON Ne(eKTHOCTH KpHcTainueckoil pemerku OMS-2 B cepun
MEJIHBIX 00pa3I0B M MPAKTHYECKHU MOJHOU nepecTpoiike OMS-2-CTpyKTypbl B C€pUU LIEPUEBBIX
o6pasnoB. Kpome Toro, katasims3aTopsl, MoaydeHHbIE B Ooiee xecTkux ycnoBusax [ TC, obmanaror
BBICOKOHM TUCTIEPCHOCTHIO (a3 u OoJblIeil yelIbHON TOBEPXHOCTIO YacTull. bbuio onpexneneHo,
4yro B cepun #Cu KaTaim3arop, CHHTE3UPOBAHHBIN MPHU BHICOKOM JaBJICHUH, MPOSBISIET CaMylo
BBICOKYIO KaTaJIMTHYECKYIO aKTUBHOCTh cpeid 00pa3ioB o0oux cepui. ¥ oboux obpasnoB #Ce
KaTaIMTHYECKHE CBOMCTBAa BBIPAXKEHBI 3aMETHO cllabee BCIEACTBHE HEC(HOPMHUPOBAHHOCTH

3amanHOM (pa3er OMS-2.
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BBEJIEHUE

AKTHBHBI HayuyHBIi HMHTEepec K AuOKcuay MapraHna (MnO:2) co cTpykTypoit
OKTa’pUueCcKUX MOJEKysipHbIX cUT (OMS) uccrnenoBarenu cTaiu NpPOSBIATb CPABHUTEIBHO
HeZaBHO. B ocoOeHHOCTH 3TOT UWHTEpeC BBIpAKAETCS B HUCCIEIOBaHUSIX B 00JaCTH
KaTaauTuyeckoil aktuBHocTH OMS-cTpykTyp. HecomHeHHO, Takue O6JaropoHble METasulbl, KaKk
IUIaTHHA W TN, a TakKe KOMIIO3UIIMN Ha MX OCHOBE SIBJISIOTCS ATaJIOHHBIMU 00Opa3iamu
KaTajau3aTopoB [UIsl OONBIIMHCTBA XHUMHUYECKUX mpoieccoB. OTHAKO HapsSAy C XOpPOIIO
U3YYEHHBIMH CBOMCTBAMHU IUIATUHO- U MNaJUIaJUHCOJEp)KAIMX KaTalu3aTopoB, OTIUYHO
M3BECTHBI U UX HEJIOCTaTKHU: B MEPBYIO OYEPE/b, ITO UX BBICOKAs CTOMMOCTb U, KaK CII€J[CTBUE,
OTPAaHUYEHHOCTh B MPUMEHEHMM Ha MAacCIITa0HBIX XUMHYECKHX Mpou3BojacTBax. [IpoGiemsr
noJ0OHOrO XapakTepa CTald TONYKOM K TIOMCKY COEJUHEHH Ha OCHOBe OoJee
pacrpocTpaHEHHBIX AJIIEMEHTOB, KOTOPbIE MOTJIH OBl CTaTh JIEIMIEBOM, HO HE MeHee I (HEeKTUBHOU
QIbTEPHATHUBON KaTATMTHYECKIUM KOMIUIEKCAaM Ha OCHOBE 0JIarOPOIHBIX METAJIOB.

B coBpemMeHHOM MHUpE OCTpO CTOUT MpodiieMa 3arpsA3HEHHs] OKpY’Karolleil cpeabl, B
YaCTHOCTH  aTMOC(EpPHOrO  BO3AyXa, 4YTO CTajll0  CJEACTBUEM OYypHOro  pa3BUTHUS
MpoMbIIITIEHHOCTH. Ha ceropgsmHuii A€Hb BO3AYyX — OAMH W3 HCTOYHUKOB IOCTYIUIEHUS B
OpraHu3M YeJIOBeKa TAaKUX TOKCUYHBIX BEILIECTB, KakK JieTyune oprannyeckue coeaunenus (JIOC),
okcuapl CO 1 NOx, B3BelIeHHBIE BemecTBa [1].

OKTarapuyecKre MOJIEKYJISIPHBIE CUTa KpunToMeaaHoBoro tuna OMS-2 sBiisieTcs oqHUM
U3 TEPCIEeKTUBHBIX KaTanu3atopoB riyOokoro okucienus JIOC u HU3KOTEMIIEpaTypHOTO
okucnenus CO [2, 3]. ITox JIOC nonumMarotcs yriiepoacoaepskalinue coeJuHeHus (YIiIeBO10pOIbI,
CIUPTBHI, AJIbJETU/IbI, KETOHBI, FAJIOI€HCOAepIKAINE COEIMHEHNUS, apOMAaTHUYECKUE COEAMHEHUS U
Ip.), CIocoOHbIe o1 AeiicTBUEM Y D-cBeTa pearupoBarth ¢ okcuaamu azora NOx ¢ 00pa3zoBaHueM
030HA M MEPOKCUTHBIX coenuHeHuil [4, 5]. IMeHHO 030H M MEPEeKHUCH SBISIOTCS OAHUMH U3 TE€X
KOMIIOHEHTOB 3arpsi3HEHHOTO BO3/yXa (cMora), KOTOpble OKa3bIBalOT HETaTHBHOE BJIMSHHE Ha
3/I0pPOBbE YEJIOBEKa, BKJIOYas OOOCTpEHHE acTMbl [6] M TOBBIIEHWE PHUCKA CMEPTU OT
pecnipaTopHbix 3a0oneBanuii [7]. JIOC cuntaroTcss OCHOBHBIM 3arpsi3HUTENEM Bo3yxa [8], u Ha
CETOAHSIIIHUN JeHb pPa3pabOTaHO MHOXECTBO CIOCOOOB Ml HX yJAaJeHHs: C)KUTaHUe,
KaTaJUTHUYECKOE OKHCIICHUE, KOHJEHCAIUsi, COpOLMOHHBbIE, MeMOpaHHbIE W OHOJOTHYECKHE
METOJBI, a Takke (orokaranus u Ap. [9]. Bonpmas gacte 3Tx cnoco6oB ymaneHus JIOC
SIBIISTFOTCST  MAJIOA((EKTUBHBIMU  JTHOO XapaKTEePU3yIOTCS BBICOKMMH JKCIUTyaTallHOHHBIMU
3arpaTamu. Tak, CkMraHue (TepMHUECKOe OKHCIEHUE) KaK TPAJUIIMOHHBIM METO/I OUUCTKU Ia30B
ot JIOC 00bIYHO MPOBOJUTCS MpPH BBICOKHX Temreparypax nopsaka 1000 °C, mpu 3ToM ecTb
BEPOATHOCTh 00pa3oBaHUs OoJiee TOKCHUYHBIX COEAUHEHHH (BKIIOYas JHOKCHHBI) [9].

Karamutuueckne METOABI TaKXC HC JIMIICHBI HCAOCTATKOB. TaK, Halpumep, HanOOJIbIICH
3



AKTUBHOCTBIO TUIIMYHO O00JIaZar0T KaTajJu3aTopbl, B COCTAB KOTOPBIX BXOIAT OJaropojHble
METaJIbl, OJAHAKO CTOMMOCTh TaKMX MaTEpHaJOB 3HAaYUTEIbHA. B MPOTHUBOMOIOXHOCTE UM
pa3pabaThIBarOTCSl KaTalM3aTOPbl HA OCHOBE Oo0Jjiee JOCTYIHBIX B IICHOBOM ILUIAHE SJIEMEHTOB.
XOTsl 10 CBOUM KaTaJIUTUYECKUM CBOMCTBAM OHH ITOKA YTO HE CTOJb 3(PPEKTUBHBI, TEM HE MEHEE
IpUMEHEHHE HMX B KadecTBe OoJjee JeIIeBOM aJbTepHATHBBI KaTalu3aTopam, COJAEp KalluM
METaIJIbl JIATHHOBOM TPYMIbI, UMEIOT OOJBIINE MEPCHEKTUBBI KaK C TOYKU 3PEHHUST BBICOKOTO
KaTaJUTHUYECKOTO JCWCTBUA, TaK W MOBBIIICHHONW M30MpaTenbHOCTH peakuuii. CeleKTUBHOCTh
KaTaau3aTopa, CO34aBaeMOro IOJ ATUI0M «3€JE€HOW XMMHW», KpaliHe Ba)KHA IO OTHOLIEHHUIO K
CO. Yrapublii Ta3 Kak OJUH U3 OCHOBHBIX 3arps3HUTENICH BO3yXa BBHIOpAachIBacTCs B OOJBIINX
Macimrtadax C BBIXJIONHBIMA Ta3aMH aBTOMOOWJIEH W pPa3lWYHBIMU MPOMBIILIEHHBIMU
MPOIECCaMH, TAKUMH KaK 3JIEKTPOCTAHLIMHU, TPOU3BOJCTBO CTAJH, IPOU3BOACTBO CTPOUTEIHHBIX
matepuanioB. CO kpaiiHe omaceH s 4eliOBeKa, MOCKOJIbKY CIOCOOEH JIETKO CBSI3BIBATHCS C
TeMOTJIO0MHOM, IPUCYTCTBYIOIIUM B KJIETKAaX KPOBH, M MPEBPAIIATHCS B KapOOKCUTEeMOTIIO0HH,
HECTMOCOOHBIN 3aKperuiaTh Ha ce0e MOJEKYJbl KHUCIOpoAa [Uisi TPaHCIOPTUPOBKU HUX IO
opranusmy [10, 11]. [ToMumo 3TOTO, YrapHbIii ra3 omaceH ajs aTMOchephl U SKOCUCTEM, TaK KaK
BBI3bIBAET KMCIOTHBIE JI0’KIU, pa3pyLIEHUE 030HOBOIO CJIOS U T. 1.

VYrapuelii ra3 u okcuzbl a3ota NOx BXOIST B COCTaB IPOAYKTOB CTOPaHUsl UCKOIAEMOI0
toruBa U yris [12, 13]. B ropoackux ycioBUSIX YrapHbIM Ia3 U OKHCIBI a30Ta MOCTYMAOT B
BO3JyX C BBIXJIOIHBIMHM ra3aMyd aBTOMOOWJIEH W MPEICTaBISIOT HAaUOOJBIIYIO OMAaCHOCTH JUIS
3/10POBBS YEJIOBEKA, HETATUBHO BIIMASI HA CEPACUHO-COCYUCTYIO U AbIXaTEIbHYIO CUCTEMBI [ 14].

Huokcun mapranna OMS-2 nposiBisieT BBICOKYIO KaTaJUTHYECKYIO AKTUBHOCTh B
peakmusax okucnenun JIOC u CO [2, 3] u BocctanoBnenun NOx [15], omHako 3ToT 3G heKT MOKET
OBIThH ycuiIeH myTeM moaudukanuun OMS-2 kaTnoHamu pasnuuHbix Metamios (Lit, Agh, Co?”,
Cu?*, AI*Y, Fe’" u nmp.) [16, 17, 18]. Momudumupyomue KaTHOHbI PAacloONaraloTcs BHYTPH
OKTa’IpUUECKUX TYHHeJEH pazmMepoM 2x2 okTadapa [MnOs] 160 3amernaroT MOHBI MapraHiia B
KPUCTAJZIMYECKON pelIeTKe, a TakKe MOTYT OcelaTh Ha moBepxHocTH yacTul, OMS-2 B Buae
OKCUJHBIX qucnepcuit [18, 19].

B kadecTBe monupyroero KaTuoHa B TOM YKCJIE MOXKET BBICTYIATh YEThIPEXBaJICHTHBIN
katnoH 1epus [20, 21]. Cpemu Beex katnoHoB MoH Ce*" mHTepeceH B CBS3M ¢ OKHCIUTEIHHO-
BoccTaHOBUTENBHBIM cBoiicTBaMu CeOx: BcneacTBue nepexona mexay Ce(IV) u Ce(Ill) oxcun
uepust CeOx MOXKET HAKAIIUBATh U BBIIEISATH KUCIOPO/I B OKUCIUTEIbHBIX U BOCCTAHOBUTEIBHBIX
yCIOBUSIX [22].

Brenenne moHOB-MOIM(MUKATOPOB Cu” B KaTanu3atopbl Ha ocHoBe OMS-2 Ttakxke
OKa3blBa€T BJIUSHHUE HAa OKUCIUTEIbHO-BOCCTAHOBUTEIIbHBIE CBOMCTBA  IOBEPXHOCTH,

CIOCOOCTBYSl YBEJIIMYEHUIO KaTaauTU4ecKoil akTtuBHocTH [23, 24, 25]. Cpemu pa3mudHbIX
4



TYHHEJIbHBIX KATHOHOB HOH B 3HAYUTENbHOM cTemeHu crnocoben Cu’' akTuBM3MpOBaTH
KaranuTudeckue cBoiictBa OMS-2, nenas pemer4arsiii KUCIopo | 00Jee JOCTYITHBIM ISl PEaKIIuu
okucienus: CO [26].

B nacrosimee Bpemsi pa3pab0TaHO HECKOJIBKO METO/OB CHHTE3a MaTepHajioB HA OCHOBE
OMS-2, no3BoNIOMIKUX KOHTPOJUPOBaTh (pa3oBbIil cocTtaB U Mopdonoruto. OOumenpuHsaThIe
TO/IXO bl OCHOBAHBI HA OKHCIUTEILHO-BOCCTAHOBUTENBHOM peakiuu Mexay Mn*t u MnO4>. K
TAKOBBIM OTHOCHUTCS PEQIIIOKC-METOJ, OCHOBAHHBI Ha KHUISYEHUU PEAKIIMOHHON cMecH ¢
00paTHBIM XO0JIOAMIBHUKOM [27, 28]. 30i1b-T€llb CUHTE3, KOTOPBIHA BKJIIOYAET CTAJANIO MOTYUYECHUS
30J11 C TIOCIEIYIOIIMM TIEPEBOJOM €ro B Te€b, B pe3yJbTaTe 4ero o0paszyercs CTpPyKTypa
Oepreccuta 0-MnO2 (okcuma MapraHiia co CIOUCTON cTpykTypoi). [lpm nmampHeimmei
tepmuueckoit obpabotrke (T < 400 °C), mpu KOTOpPOW MPOUCXOIUT CpalllMBaHUE CIOEB
OepHeccuTa, CTPYKTypa IMepecTpanBaeTcs B TyHHeNnbHYI0 THna OMS-2 [29]. B tBepmodaznom
CHHTE3€ OCYUIECTBIISIETCS Tormoxumuueckas peakmus mexay KMnOs m Mn(CH3;COO), 6e3
pactBopuTtend [30]. Onqnum u3 Haubosee NPOCThIX METOIOB CUHTE3A SIBJISIETCS THAPOTEpMalibHAs
o0pa®oTKa, KOTOpasi OCHOBaHAa Ha HarpeBaHUM pEaKUUMOHHOW CMecH B aBTOKJIaBe MpuU
noBbllIeHHOM pAasieHun [31, 32]. Kpome TOro B AaHHOM METOJE CTAHOBUTCS BO3MO>KHBIM
BHE/IPEHHE MOHOB MOJU(PHUUMPYIOUIMX METAJIOB HMMEHHO Ha CcTaguu (QOopMHUpOBaHUS
KpUIITOMEJIaHOBON CTPYKTYPHI.

Ilenpto HacToOsimielt pabOTBI B TIEPBYIO OUYEPEAb SBISIIOCH YCTAHOBJICHHE BIIMSHHS
npupozas MoaudukatopoB Ce u Cu Ha cTpyktypy OMS-2, Haxox/1eHHE ONTUMAIBHBIX C TOYKH
3peHus JAaBJICHUS YCIOBUI T'MAPOTEPMAalIbHOIO CUHTE3a Il COXpaHEHMs CTPYKTypsl OMS-2, a
TaK)Ke ONpEJEIeHHE 3aBUCUMOCTH KaTaJIUTUYECKUX CBOMCTB MOJYUYEHHBIX KaTalU3aTOpPOB OT
IPUPOJIbI MOAU(PUKATOPOB U YCIOBUN UX MIPUTOTOBIICHUS.

Jnst mocTHKEHUS TTOCTaBICHHOM 1IeNU pelIaiuch CIEAYIONINe 3aauu.

1. CuHTre3upoBaTh 2 cepur KaTaau3atopoB co CTpykTypoid OMS-2 ¢ BBeneHUEM KaTHOHOB
uepusi U MeAu npu cooTHomeHnn Mn/M = 20/1 u pa3TuYHOM JaBICHHH B
TUIPOTEPMAIIBHOM CHHTE3E.

2. HWccnenoBarh BIMSHUE MPUPOABI MOAU(PUIMPYIOMIUX KATHOHOB M BHIOPAHHBIX YCIOBHN
CUHTE3a Ha AJIEMEHTHBIH 1 (ha30BbIil COCTaB, CTPYKTYPHbBIE U TEKCTYPHBIE XapaKTEPUCTUKH
CHUHTE3UPOBAHHBIX KAaTAJIN3aTOPOB CO CTPYKTypoit OMS-2.

3. U3yuuts BAMAHUE NPUPOABI MOAM(PUUIMPYIOIMIMX KATHOHOB W BBIOPAHHBIX YCIOBHMA
CHHTE3a Ha PEaKIIMOHHYIO CIIOCOOHOCTh KaTaJlu3aTOPOB B peaKIIMU HU3KOTEMIIEPaTyPHOIO

okucienusa CO.



3AK/IIOYEHHUE
I[To pe3ynbTaTam NMpOBEACHHBIX UCCIECIOBAHNN MOXKHO CIENIATh CIEIYIOIIUE 8bI1800bL.
MomudunupoBanusle Meablo  Katanu3atopel OMS-2  BO3MOXXHO CHHTE3UPOBAThH
TUAPOTEPMAIIbHBIM METO/I0M COTJIAaCHO BBIOpaHHOM MeToauke [78].
Karanuzaropel, MoauduuupoBaHHbIE II€pUEM TUAPOTEPMAJIbHBIM CIIOCOOOM IO
METO/IMKE, IPUMEHEHHO! B JaHHOW paboTe, He UMEIOT MOJIHOLEHHOM cTpyKTYpsl OMS-2.
Bo3MoskHO, BUujon3MeHeHHass MeToauka cuaTe3a Ce-OMS-2 criocoOcTBYyeT pa3pelieHn o
JAHHOM MPOOJIEMBL.
Bricokoe naBieHne BO BpeMs THAPOTEPMAIBHOIO CHHTE3a CIIOCOOCTBYET BKIIFOUCHHIO
MOHOB MEIW U LEepus B HUMEHHO OOBEM KaTaau3aTOpPOB B OOJIBIIEM KOJHUYECTBE.
Cob6ctBennbix kpynHokpucrammndeckux das (CeOz, Cu, Cu0, CuO) moaudukatopsl He
00pa3yloT, HO HE HCKIIIOYEHO BO3MOKHOE IPHUCYTCTBHE HEOOJBIIMX KOJUYECTB UX B
MEJIKOJUCIIEPCHOM COCTOSIHUM, YTO TpeOyeT NOATBEPKICHHUS APYTUMH METOJaMHU
aHau3a.
BerpanBanue HOHOB MeAM IPOUCXOJUT MPEUMYIIECTBEHHO B KPHUCTANIMUECKYO PEIETKY
OMS-2, B MeHbllIeM KoaudecTBe — B TyHHenu OMS-2 ¢ 3amelieHneM HOHOB Kajusl.
OnHako MenbcoJepXKaluil KaTalu3aTop, MPUTOTOBJICHHBIA MPH BBICOKOM JABICHHH,
XapaKkTepU3yeTcsl 3aMEeTHBIM HCKaXeHHeM CTpyKTypl OMS-2 wu3-3a 0601b110TO
KOJIMYECTBA PACIOJIOKEHHBIX B y3JaX KPUCTAUIMYECKOM PELIETKH 4yKEPOJIHBIX MOHOB
MEH.
Bxutouenue nepusi B 00pasibl CONMPOBOXKAAETCS paszpylieHueM cTpykTypsl OMS-2. C
pOCTOM JaBlieHUsI HAOJIOJaeTCsl TEHJEHIUS K IMepecTpoiike 2X2-cTpykTypsl OMS-2 B
Ix1-cTpykTypy mmpomro3uta. Tem He MeHee, IUIsl OCTaBIIeics (a3bl KpUNTOMeTaHa
MOXHO 3aKJKYHUTh, YTO MPOM3OLIEN YAaCTHYHBIH HOHHBI OOMEH Kanus Ha Lepui B
TYHHEJSIX.
Buenpenne  uwoHOB  000MX ~ MOIM(UKATOPOB  TMPEMATCTBYET  KPHCTALTU3ALMH
KaTaJu3aTopoB, B PE3yJIbTAaTE YEro MOJyYaroTCs MEJIKUE YaCTULbl C BBICOKOM YJENbHON
HOBEPXHOCTHIO. JlaHHBIHN 3(h(heKT ycunmuBaeTcsi ¢ pOCTOM JIaBJIECHUS BO BPEMsI CHHTE3a.
Mopaudunupoanue OMS-2 HOHAaMU MEIU C COXPAHEHHEM CTPYKTYPhI KpPHITOMEJaHa
YCWJINBAET KaTAIUTUYECKYH0 aKTUBHOCTb TaKMX KaTaJlW3aTOPOB B PEAKIIMU OKUCIECHUS
CO, pu TOM HaUOOJIBIIMM KaTATUTHYECKUM 3P (PeKTOM 0071a1aeT TOT 00pasert, KOTOpon
COJIEP’KUT MeJib B OOJIbIIIEM KOJIMYECTBE.
Karanuzatopst MnOz, MonuduLpoBaHHbIe IIepUeM, UMEIOT OOJBIIYI0 KaTAIUTUYECKYIO
aKTUBHOCTB, 4YeM 4uCTbIiil OMS-2, TeM He MeHee pa3pylIeHHE KPUCTAIIIMUECKON PeIIeTKU

KpUIITOMEJaHa He MO3BOJSeT NOMy4uTh KaTtanuzatopsl Ce-OMS-2. IloBblieHHas
43



OTHOCHUTENbHO HeMmoaupumupoBaHHoro OMS-2  akTHBHOCTH  I€pHiiCOIEpIKAIINX
karanuzaropoB B okucieHnn CO MoxeT ObITh CBsi3aHa C (OPMHPOBAHHEM Ha
IIOBEPXHOCTHU 3€peH KinacTtepoB Tuna mnuHenu CeMnOx.

9. HaneceHHbIi MeAHBIN KaTaINU3aTOp OoKazaics 6osee 3hHEKTUBHBIM B peaKIIMK OKHCIECHUS
CO, yem nerupoBaHHBIH oOOpa3zel, MOJy4YeHHBIH HpU Oojiee BHICOKOM JaBJICHUU U
coJiepKaluii Hauboblee KoIM4YecTBO Moaudukaropa cpean obpasios cepuit #Ce u
#Cu. BeposTHO, cuHeprus Mexy MapraHieM M MeJblo KaK NepeXxoAHbIM METAJIOM IpH
HEIOCPEICTBEHHOM y4acTHH 00OMX 3JEMEHTOB B PEaKLMM Iepefadn Kuciopoaa Ooisee
npeanoutuTesbHa npu okucieHuu CO BeieAcTBHE MeHee NMpouHOoil cBsizu Mn—-O y
HaHECEHHOI'0 KaTaJu3aTopa, YeM y JISTHPOBAHHOI'O KaTaJu3aTopa, B KOTOPOM aTOMapHbIN
KHCJIOPOJI IPOYHEE CBSI3aH C OKPY’KAIOIIMMU €ro aTOMaMH MapraHia.

Ilepcnexmusoti nanbHeNIIEN pabOTHI SABISETCS CUHTE3 LIEpHUIicoAepKAIUX KaTaIu3aTOPOB
Ha OCHOBE KPHIITOMEJAaHa 0 METOAMKE, MCIIOIb30BAHHOW NPU TMOIYYEHUH B JAaHHOM paboTe
MEJIHBIX KaTaJau3aTopoB, C LENbI0 BHeApeHWs Lepus B cTpykTypy OMS-2 npu ycnoBum ee
coxpaHeHHsd. B ciywae karanu3aTopoB, MOJU(PHUIMPOBAHHBIX MEIbI0, CIEAYET NPOJOIKUTh
MOUCK ONTHUMAJILHOTO COOTHOILIEHHUS KOJIMYECTBAa BBOAUMOU ¢ coctaB OMS-2 meau u ycioBuii

I'TO ¢ Touku 3peHus naBiaeHUs.
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