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OBIIAS XAPAKTEPUCTUKA PAGOTBI

AKTYaJIbHOCTh padoThl. KoHBepcusi mpupoaHoro rasa, yrisi 1 Ouomacchl B YIJI€BOJO-

POJIbI, CIIUPTHI U 3(PUPHI ABIAETCA OAHUM U3 aKTyaJIbHBIX HAIIPaBICHUH paOOThI IPOMBIIIJIEHHBIX
opraHuzaiui, B cepy IesTeIbHOCTH KOTOPBIX BXOJAUT M00bIYa MM mepepaboTka sHepreTuye-
CKHX pecypcoB. BaxHOCTb pa3BUTHs 3TOr0 HAINpaBJiIEHUs O0YCIOBIIEHA YCIOKHEHUEM HEPTEN0-
ObIYM U pa3pabOTKON HOBBIX CKBAXKHUH, HEOOXOJAUMOCTBIO PACHIUPATH BO3MOKHOCTH AJIs MOTyYe-
HUS YTJIEBOJAOPOIHOTO ChIPhsl, IPEUMYIIIECTBOM NEPEBO/Ia MIPUPOJHOTO Ta3a, yIisl U OMOMacChl B
OoJiee LIEHHbIE XUMUYECKUE MPOAYKTHI. SIIpOM BCEW TEXHOJIOTMYECKOM CXEMBbl BBICTYNAET KarTa-
JUTHYECKasi KOHBEPCHs CUHTE3-Ta3a B yriaeBoaopoasl — mnpouecc dumepa-Tpomnma (DT), — ko-
TOPBII peanu3yeTcss Ha XKejne30- WIM KoOalbTcoAepKaluux Karanusaropax. lIpeBocxoncTtBom
CHCTEM Ha OCHOBE KOOAJIbTa HAJl KEIE30COAEPKAITUMHU SBISETCS UX TOBBIIIIEHHAS CTAOUIBHOCTD
BO BPEMEHH U BO3MOKHOCTb BECTU IPOLECC MPU aTMOCHEPHOM JABICHUU U HEBBICOKUX TEMIIE-
patypax. AKTyanbHON mpobiieMoil B obmactu peanuzanuu npoiecca OT sBusercs pazpaboTka
KaTaJUTUYECKOW CHCTEMbI, 00JaJaroNiel BBHICOKOW MPOM3BOIUTEIBHOCTHIO MO IIEIEBOMY IIPO-
IYKTY U CTAOUIIBHOCTBIO BO BPEMEHH.

He menee BaxkHO# mpoOiemoii siBnsieTcst 3 peKkTuBHAS YTHIU3AKS YTJIEKUCIOTO rasa.
OCHOBHOI BEKTOp UCCJIEI0BaHUs B IJaHHOM 00acTu — cenektuBHasg kKoHBepcus CO, B METaHO
U JIpyrue CIMpThl, 3QUPBl U HUBIINE AJKEHBl — TpeOyeT pa3paOOTKH BBHICOKOAKTUBHBIX M CTa-
OUJIBHBIX KaTaJTUTHYECKUX CUCTEM.

VYrneponusie HanoTpyOku (YHT) oGmamator xapakTepuCTUKAMH, MO3BOJISIFOIIMMH HC-
II0JIb30BATh UX B KaUe€CTBE HOCUTENEH KaTanu3aTopoB. OTHUM U3 OCHOBHBIX NPENATCTBUN Ha ITy-
Tn BHeApeHnss YHT B KaTaauTUYECKYI0 MPOMBIIUIEHHOCTD SIBJISIETCS OTCYTCTBHE JAHHBIX O IO-
BEJICHUM JTOT0 MaTepuasa B YCIOBUAX KaTaJIUTUYECKOro nukia. OyHaaMeHTaaIbHOE UCCIIEN0Ba-
Hue Tpanchopmanuit YHT B mporieccax ruapupoBaHusi OKCHIOB yriepo/ia MO3BOIMIO Obl ONTH-
MHU3UPOBATh METOJMKY MPUTOTOBICHHS M pabOThl KaTajau3aTopa Ha MX OCHOBE. B nanmpHeiimem
3TO MOYKET HUBEJIUPOBATh HenocTaTku YHT kak HOCUTENS M COXpaHUTh MPEUMYILIECTBA: XUMHU-
YECKYI0 MHEPTHOCTD, )KECTKOCTh CTPYKTYPBI, BBICOKYIO TEILUIOIIPOBOJHOCTH, BO3MOKHOCTb Baphb-
UPOBATh CBOMCTBA IIOBEPXHOCTH U JIOKAIM3ALUIO METaJIa-KaTaau3aTropa.

Takum 00pa3zoM, BBUY aKTyaJIbHOCTH 33/1a4U MOJIYYEHUS CTAOMIBHBIX BEICOKOAKTHUBHBIX
KaTaJIM3aTOPOB Mpollecca THAPUPOBAHMS OKCHJIOB YTiiepoa, HeoOxoauma pa3paboTka CUCTEM Ha
ocHoBe koOanbTa 1 YHT 1 nmoctpoeHue Mosenu noBeieHUs TAKMX KaTaJIU3aTOPOB HA CTAJIUAX UX

IMPUTOTOBJICHUA, AKTUBAIIUN U HCIIOCPCACTBCHHO PCAKIINH.



DyHIAMEHTAJbHOM HDOﬁJ’ICMOﬁ, B paMKax KOTOpOﬁ BBIIIOJIHCHA JUCCCpTalusd, ABJIACT-

Cs KOHBEpCHUS TMPOAYKTOB MEepepadOTKU MPUPOIAHOTO Trasza, yris U OMOMAcChl B CHHTETHYECKHE
yTJIEBOJOPObl. PelieHneM gaHHOW MpoOeMbl MOXET OBbITh MOBBINIEHUE 3P(HEKTUBHOCTU KO-
OAJIbTOBBIX KaTaJIM3aTOPOB THUAPHPOBAHMS OKCHJOB yriepoja 3a CYET HCIIOIh30BaHHUS COBpE-
MEHHBIX HAHOCTPYKTYPHUPOBAHHBIX HOCUTEIIEH.

Ileab _padoThl — KOMIUIEKCHBIH (U3uKO-XxuMudeckuii aHanu3 cuctemMbl Co/YHT u eé

sBostonnu B nporneccax rugpupoBanus CO u CO,, Ha OCHOBaHMH KOTOPOTO BO3MOKEH CHUHTE3
CTaOMIILHOTO M BBICOKOAKTUBHOI'O KaTallu3aTopa.
B pamkax copMynupoBaHHOM LIETH pelIaTNCh CIEAYIOIINe 3a/1a4uu:

® CpaBHUTEIBHBIM AHAIN3 XAPAKTEPUCTHK KaTamn3atopoB Ha ocHoBe YHT n kommno3utoB YHT-
Al;O3 ¢ kaTanmu3aTopamu Ha TpaJUIIMOHHOM okcuIHOM HocuTene Al,Os, U onpenenenue oco-
oeHHocTell npoTekanus npouecca T Ha KOMIIO3UTHBIX HOCUTENSX;

® 3y4YCHHUE MPOIECCOB OKUCIUTENBbHON (PYHKIIMOHATU3ANNA U TEPMUYECKON e yHKIIMOHAIU-
3amuu YHT;

® CClIeIOBaHME BIUSHUS cTeneHU ¢yHKuuoHanuzanuu YHT Ha cTpyKTypy, CTaOMIBHOCTH U
KaTaJuTH4eckue cporictBa katanuzaropoB Co/YHT B ruapupoBaHuu OKCHIOB yTiIepoa;

® JCCIIEIOBAHUE ABOJIIOIUH COCTOSTHUS ToBepxHOCcTH YHT Ha Bcex cTaausx mpoiecca — Ipuro-
TOBJICHMU KaTajau3aTopa, €ro BOCCTAHOBJICHWU W UCIBITAHUU B peakiuu rugpupoBanus CO;
U3Y4YCHHE BIUSHUS OOBEMHON KOHIIEHTpallMM KoOaibTa Ha Xapakrepuctuku YHT-
COZIEpIKAIMX KaTaau3aTopOB;

e U3y4ycHHUE BIUSHUS (Da30BOrO COCTOSIHHS KOOAIbTa HAa XapaKTEPUCTUKH KaTaIU3aTOPOB, HaHe-

CEHHBIX Ha okucieHurle YHT.

HaV‘IHaﬂ HOBHM3HA. HOJIy‘-ICHBI HOBBIC OAHHBIC IO BJIUSAHUIO COCTOSHHUSA IMOBCPXHOCTH

YTIEPOAHOTO HOCUTENS Ha CTPYKTYPY, CTaOWMIBHOCTh M aKTUBHOCTH KaTanmuszatopoB Co/YHT.
ITocTpoeHb! KaueCTBEHHBIE MOJEIN CIEKAHWS METAUIMYECKUX YacTHUIl B IIPOLiECCe T'MIPUpPOBa-
Hus. MccnenoBaHo BIUsSIHUE HACHITHOM TUIOTHOCTH YIJIEPOJIHOTO HOCUTENS M 0OBEMHOM KOHIIEH-
TpallMu MeTajula Ha KaTamuThueckue xapaktepucTuku cuctembl Co/YHT. Bnepsoie npoBeaén
JIeTAJIbHBIM aHAJIN3 U3MEHEHU! B cTpykType YHT, Ha OCHOBaHMM KOTOPOTO MpELIOKEHAa MOJEIb
TpaHc(hOopMaIui KaTaJu3aTOPOB HA CTaIusAX CHHTEe3a M HemocpeacTBeHHo mpouecca OT. Ilpen-
JI0’KeHa MoJieb npoTekanus rmpouecca T Ha MabIX YacTUIIaX KOOAJbTA.

BriepBrie i uzydenus QpyHkumonanmzupoBaHHbIX YHT mpuMeHeHbI MeTOAbl HEH30-
TEPMUYECKOW KHUHETUKH M JeuTepueBblii oOMeH. Ha ocHOBaHMM MOMYYEHHBIX NAaHHBIX TaKXKe
BIIEPBbIE OIPEJIEJICHbl 3HAUEHUS SHEPTUHU aKTUBALMK PA3JI0KEeHUs (YHKIIMOHAIBHBIX IPYIIIL.
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IIpakTHYecKasi 3HAYMMOCTb PadoThl. OHTI/IMI/I3I/IpOBaHBI CITOCOOBI IIPOBCACHHUA U 00-

paboTku naHHBIX TepMuyeckoro ananuiza YHT. Pazpabortan moaxos, KOTOpbI MO3BOJISET HUBE-
JUPOBaTh KOHCTPYKIIMOHHBIE HEJOCTATKU TE€PMOAHAIM3aTOpa WM Y4eCThb CBSI3aHHBIE C HUMH
OIIMOKHK B MpoOIecce MHTEpIpEeTaluu pe3yiabTaToB. Mcnonb3yeMslil B pabote cnocod o0paboTku
MacC-CIEKTPOMETPUUECKUX JAHHBIX TAaET BO3MOXKHOCTh KOMILJIEKCHOTO MCCIIEIOBAaHUSI MpoIiecca
nedyukrmonanmm3anuu YHT.

ChopmynupoBansl MeToanueckue OCHOBBI mnonyuyeHus cucteM CO/YHT c¢ 3amaHHBIM
pa3MepoM U CTPYKTYPOU YacTHUI] KOOAJIbTa B 3aBUCUMOCTH OT CTENEHU OKUCIUTENbHON 00paboT-
KM yriIepoAaHoro matepuana. OnpeneneHbl ONTUMAJIbHBIE YCIOBHUS CHHTE3a M BOCCTaHOBJIEHUS
KaTaiau3aTopoB Ha ocHOBe YHT.

Ha 3amuTy BLIHOCATCS CJAeAVIOLME MOJI0KEeHMS

e pe3ynbTaThl cpaBHEHUs cBoicTB MaTepuanoB YHT-ALLOz;, YHT u Al,O3; kak HOcuTeneit mis
KOOaJIbTOBBIX KaTaIM3aToOpoB mpoiecca OT;

®  pe3yNbTaThl U3YUYEHUS CTPYKTYPHBIX U MOBEPXHOCTHBIX TpaHchopmaumii YHT npu ux okuc-
JICHUM a30THOM KUCJIOTOM;

e MEXaHHM3M TepMHYecKol nedyuknuoHamm3anuu YHT U MeTon OIeHKH SHEpPTHil aKTHBAIlUU
pasnokeHus: GYHKIMOHAIBHBIX TPYII C UCMOJIB30BAHUEM JAHHBIX MAacC-CIEKTPOMETPUHU OT-
XOJISIIIMX Ta30B, MOTYyYaeMbIX IIPH MMPOBEJICHUH TEPMOaHaIN3a 00pa3Ios;

® pe3yJbTaThl KCCICIOBAHHMS 3aBHUCHMOCTH KaTaJdUTHYeCKUX CBOMCTB cucteMbl Co/YHT B
mpolieccax TUAPUPOBAHUS OKCUIOB yriaepoia oT cTteneHu Gynkiuonanu3anuu YHT;

e KA4YeCTBEHHAs MOJIEIb dBOJIOIMU HOCHUTEIN U KaTanu3aropa B cucreme Co/YHT B mporecce
OT;

® pe3ynbTaThl U3YUYCHHS MPOIECCOB TUIPUPOBAHUS OKCUOB YIyiepoaa Ha MalbiX (<3 HM) Yac-
TUIaX KOoOaJIbTa C pa3HOUN CTENEHBIO KPUCTAITTUYHOCTH.

CreneHb 10cTOBepPHOCTH. JIOCTOBEPHOCTh PE3YJILTATOB OOECIEUYeHa HCIOJIb30BAHUEM

KOMIUJICKCAa COBPCMCHHBIX MHCTPYMCHTAJIBHBIX MCTOOB, CTaTUCTUYCCKOM OHCHKOI)’I MOorpeuIHo-
cTeu HSMepeHI/Iﬁ H pacCyYCTOB, a4 TaAKXKE BOCIIPOU3BOJUMOCTBIO IMOJTYUCHHBIX PE3YJIIBTATOB U UX CO-
TJ1aCOBAHHOCTBIO ITPU UCITIOJB30BAHUHU PA3JIMYHBIX METOOOB UCCICAOBAHUS.

JInunblii BKJIaJ aBTopa 3akimoyaercs B cuHrese YHT m xommosuroB YHT-ALQO;,

(GYHKIIMOHAM3AIMH TIOJYYEHHBIX MaTepuaioB KHUCIOPOACOAEPKAIIMMHU TpyHnamMu, MPUTOTOB-
JeHUH KOOAIbTHAHECEHHBIX KaTaJM3aTOPOB M MX KATAJUTHUECKUX HCHBITAaHUSIX B IpoLeccax
ruapupoBanus CO u CO,, a Takxke B 00CYXI€HUU TOTYYEHHBIX Pe3yJbTaTOB — UX CPAaBHEHHUH C

ONMCAaHHBIMU B JINTEPATYpPE, MHTEPIPETALUN JAHHBIX (PU3NKO-XUMUYIECKUX UCCIETOBaHUN, Qop-



MYJIIMPOBAHHUH BBIBOAOB, d@ TAKXKC B XapPaKTCPHU3alIUHU 06pasu013 MCTOJaMU CKaHI/Ip}IIOIHeﬁ OJICK-
TpOHHOﬁ MHUKPOCKOIINHN U peHTFeHO(l)aSOBOFO aHaJIn3a.

AnpoOanusi padorbl. OCHOBHBIE PE3YNIBTATHI JUCCEPTALUOHHON pabOTHI MPEACTABICHbI

HA POCCHUHCKHX M MEXIYHAPOIAHBIX KOH(MEPEHIUAX: MEKIYHAPOJHBIX HAYYHBIX KOH(EpPEHIUIX
CTYZICHTOB, aCIMPaHTOB U MOJIOABIX y4eHbIX «JIomoHOCOB-2010» n «JlomoHOCOB-2013%», BCcepoc-
CHUHCKMX KOHTpeccax mo katanusy «Pockatamms» (Mocksa 2011, Camapa 2014), XIX Bceepoc-
cuiickori koH(pepeHnuu "CTpyKTypa M JWHAMUKa MOJICKYJSIpHBIX cuctem" (Mocksa, 2012),
XXXII BecepoccuiickoM CUMITO3MYME MOJIOJBIX YUEHBIX MO0 XUMHUECKON KMHETHKE (MOCKOBCKas
0011., 2014), International Conferensce for Nanomaterials Synthesis and Characterization (Ma-
nauzwms, 2011), International Conference on Materials and Technology (Cnosenwus, 2013), XII
European Congress on Catalysis ”Catalysis: Balancing the use of fossil and renewable resources”
(Kazans, 2015), 5th Advanced Functional Materials & Devices (Kutait, 2016), “Mechanisms of
Catalytic Reactions” (MCR-X, Cgsetmoropck, 2016), “Szeged International Workshop on Ad-
vances in Nanoscience” (Beurpus, 2016).

Iyoaukanuu. [lo MatepuanaMm auccepTalimoHHONW pabOThl OMyONHMKOBaHBI / cTaTed B

xypHanax u3 cnucka BAK w/umm WoS/Scopus.

CTpykTypa U 00b€éM padoThl. [{uccepranimonHas paboTa COCTOUT U3 BBEICHUS U 0030pa

auTepatypsl (rnaBel 1 U 2), sKcnepuMeHTanbHOW dacTu (rnaBa 3), OOCYXKICHHS Pe3yJbTaToOB
(rmaBa 4), BRIBOJOB (IViaBa 5), CUCKA IIUTUPOBAHHOM JUTEparyphl (riaBa 6) M MPHIOKCHHN
(rmaBa 7). Pabora uznosxxena Ha 145 crpanunax, Bkirovaer 74 pucynka, 19 tabnui, 262 cChUIKH B
CIHCKE TUTEPATYPHI, 3 TPHUIOKEHHUS.
OCHOBHOE COJIEP) KAHUE PABOTHBI

Bo BBelleHUM 00OCHOBaHa aKTyaJIbHOCTh BBIOpaHHOW TEMBI, CHOPMYIHPOBAHBI LIETH
JTUccepTalMoOHHON paboThl. [loka3zaHbl Takke Hay4yHasi HOBU3HA U MPAKTUYECKas 3HAYMMOCTb pa-
OOTBHI.

0030p gutepatypbl. B paznenax 2.1 — 2.3 nmpuBeieHO o0I1Iee OMMCaHKUe MPOIIECCOB Ka-

TAJIMTUYECKOTO THAPUPOBaHMs OKcHIOB yriepona (mporecca DT). [lokazaHo, kakue Karaan3a-
TOPbI U HOCUTENIH UCHOJIb3YIOTCS IS pealn3aliy Peakuil B MPOMBIIIIEHHBIX U 1a00paTOPHBIX
YCIIOBUSIX, a TAK)KE W3JI0KEHBI PUYUHBI IPUMEHEHUSI TOTO WU MHOTO KaTallu3aTopa/HOCHUTETIS.
B stux paszzaenax, B TOM 4uciie, IpOJEMOHCTPUPOBAHbI CBOMCTBA YIJIEPOAHBIX HAHOMATEPHUAJIOB,
MO3BOJISIIOIINE pAacCMaTpPUBaTh MX B KayeCTBE MEPCIEKTUBHBIX HOCUTENEH ISl KaTalu3aTOpOB
BBIOpPAHHBIX TPOIIECCOB.

B pasgene 2.4 paccMOTpeHBI OCHOBHBIE XapaKTEPUCTUKH KOOAIBTOBBIX KaTaau3aTOPOB

npouecca Gumiepa-Tpormniia, Hanboyiee CUIBHO BIUSIONINE HA UX AaKTUBHOCTh, CEJIEKTUBHOCTh U
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CTaOMIILHOCTB: pa3Mep YacTHIl KoOasbTa, ClIoCOOHOCTh K BOCCTAHOBJIEHUIO, IIOPUCTOCTh HOCUTE-
JIsl, MAaCCOBOE COJIEp’KaHKe KOOAJIbTa U €ro KpUCTaInYecKasi CTPYKTypa.

B paznene 2.5 npeacraBieHsl JIUTEPATypHbIE JaHHBIE IO Mcnob3oBaHuo YHT B kaue-
CTBE HOCHUTeNeH KaTanuzatopoB mporecca OT. Jlana kpatkas mHbopmarus o camux YHT, ux
CHUHTE3€ M XapakTepusanuu ¢(uzuko-xumudeckumu metonamu. [lokazano npeumymectso YHT
nepea TPaguMOHHBIMU OKCUIAHBIMU U JIPYTUMH YTJIEPOJHBIMH HOCUTENSIMU. PaccmoTpeHo npu-
MEHEHHE THOpPUAHBIX HOocuTenel Ha ocHoBe YHT M HeopraHmueckux OKCHAOB. YCTaHOBIICHO,
YTO TaKWe HOCHUTENU HCCIIEOBAaHbI BHIOOPOYHO M JJIsi MOHMMAaHHSI OCOOCHHOCTEH MpOTEKaHUs
nporecca @T B mpucyTCTBUU KaTalM3aTOPOB HAa MX OCHOBE HEOOXOIMMO mMpoBeaeHue (yHaa-
MEHTaJIbHBIX HCCIE0OBaHUM B 3TOM obOnactu. M3 pa3znena Takxke clenyeT, 4To JJIsl CO3JAaHus (-
(eKTUBHBIX U CTaOMIBHBIX KaTanu3aTopoB Ha ocHoBe YHT HeoOxomuma monudukaims mosepx-
HOCTH HOCHTEJIIS, a HanboJiee pacipOCTPaHEHHBIM METOAOM JIJIsl 3TOTO SBJISIETCS OKUCTUTEIbHAS
(byHKIIMOHATU3AIIHSL.

Pazgen 2.6 mocesmén nporneccy dyHkuuoHanuzanuu nosepxHoctu YHT. IlpuBenens
JaHHBIE TI0 UCCJICIOBAHUIO BIUSHUS THIIA OKUCIUTENS, NTUTEIBHOCTH U YCIOBUH 00pabOTKK Ha
KHUCIIOTHOCTh TOBEPXHOCTH, COJIEpKaHHME KUCIopoaa M (DYHKIMOHAIBHBIX TPYMIM, a TaKXkKe Ha
ctpyktypy YHT. Ycranosneno, uro Haubosnee 3 (PpeKTUBHBIM U yIOOHBIM METOJIOM UMMOOMIIH-
3auu Kuciaopoaa u jaedekroB Ha nmoBepxHoctn YHT sBnsercs oOpaboTka a30THOM KHCIOTOM.
[Toapo6HO paccMOTpeHbl pe3yiabTaThl (YHKIIMOHAIU3AIMU: €€ BIUSHUE HA CTPYKTYpPY U Xapak-
TEPUCTUKU KOOATHTOBBIX KaTalU3aTopoB. [Ipu 3TOM BBISBIEHA TPOTUBOPEUMUBOCTH JIAHHBIX IO
3aBUCUMOCTU KaTaJTUTUYECKUX MapaMeTPOB OT CTENEHU (PYHKIIMOHATU3AINHI TOBEPXHOCTH HOCH-
TeNs: 0OHAPYKEHBI JaHHBIC, CBUACTEILCTBYIONIUE KaK O YBEITUYEHUH, TaK U O CHIDKEHUU aKTHB-
HocTHu cucteMbl Co/YHT mocne o6pabotkun YHT a3oTHOM KHCI0TON. B CBSI3M ¢ 3THM cJlieliaH BHI-
BOJI O HEOOXOAMMOCTH KOMIUIEKCHOTO UCCIIEAOBaHUS POJIU (PYHKIMOHAIBHBIX TPYII U CTPYKTY-
pBI IOBEPXHOCTH Ha BCEX CTAAUSAX CUHTE3a U UCIBITAHUS KaTaau3aTOpPOB.

B 3kcnepuMeHTANbHOW YACTH NMpUBEIEHBI criocoObl npurotosnenus YHT u kommno3u-

toB YHT-AI,O3, dyHkunonanuzanuu 1 ge)yHKINOHATH3AUY TTOBEPXHOCTH ITOJIYYSHHBIX MaTe-
pHUaNoB, HaHECEHMsI KOOaNbTa U KAaTAIMTUYECKUX HCIBITAHUN; METOIUKUA MPOBEACHUS (PU3UKO-

XUMUYECKHUX UCCIEIOBAHUM U ONMCAaHUE PUMEHEHHOTO 000PY10BAHMUSI.
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L TAJIN3aTOp 3arpyKajiu B TPyOUaThIH

Pucynok 1 — Cxema cunmesa YHT (a) u YHT-Al,O3 (6) KBapIEBBIH PEAKTOp M OCYIICCTBIIS-
mu cunate3 YHT npu temneparype 750°C Ha ycTaHOBKE, cXxeMa KOTOPOW MPUBEACHA HA PUCYHKE
la. ns ynanenus npumeceit Co-Mo/MgO VHT kunisatunu B konnieHTpupoBanHoit HCI (O6pasen
«YHTu»). Jlns cunte3a xommo3utoB YHT-Al,Os; HaBecky Al,O; mpomuThiBagud pacTBOPOM
Co(NO3),6H,0 B EtOH m ynapuBamu pactBopurenb npu 70°C u ynbTpa3ByKoBOW 00paboOTKe.
[Muponuz metana mposogwmu npu 650°C (pucynok 16). Ilocie cuHTe3a MOTyUYEHHBIH MPOTYKT
oxJaxJanu B Toke azora ;10 400°C, a 3aTeM B aTMoc(epe Bo3ayXa /10 KOMHATHON TeMIlepaTyphbl
(oopazer; «AIYHTY).

Oxucnenue YHT u xomnosuma YHT-Al,O3. YHT4 nmonsepranu o0paboTKe KOHIEHTPU-
POBAHHBIM PACTBOPOM a30THOW KHUCIIOTHI, BapbHPYS COOTHOIICHHE O0BEMA KHUCIOTHI K Macce
YHT, Bpems u temnepatypy oopadotku (tadauima 1). Oopasery AIYHT nomeranu B KpyrioaoH-
HYIO JIBYTropiyro koia0y Ha 500 mi, cHaOKeHHYIO 0OpaTHBIM XOJIOAMIBHUKOM M KalleJbHOH BO-
poHkoii ¢ pactBopoMm H,0, konnenTpanueit 18,5%. Cmech HarpeBaiu Mpu MOCTOSTHHOM TepeMe-
IIMBAaHUM MAarHUTHOM memmayikou, mpu 3toM H,O, mpukamnbeiBanu 1mo Mepe mpeKpaiieHus aKTHUB-
HOW BUJMMOM pEaKInuy, 3aTeM IMPOMBIBAIH BOJOW Ha BakyyMHOM (unbsTpe u cymmu npu 90°C.
Oopaszer «AlYHTok».

Cunmes KobanemuanecéHHbIX Kamaauzamopos. Bee katanu3aTopbl TOTOBUIMCH METOIOM
NponuTKH. B KadecTBe HOocHTeseH ucmnosib3oaau oopasiel YHT4, YHTok, YHTn (n — Bpems
i temrieparypa oopadotku HNO3), AIVHT, AIYHTok u Al,O3. Kaxbiiit HocuTeNnb MpONUTHI-
B pactBopoM Co(NO3),"6H,0O B EtOH, ynapuamu B V3-Banne npu 70°C u cymwnm mpu
110°C. ITonyuenHble KaTaau3aTopsl 0003HaYanmu kak «XC0/Sy, rae X — MaccoBoe CojepIKaHHe

KoOasibTa B miepecuére Ha CUCTEMY METaNI—-HOCHUTENh; S — 0003HaUueHne HocuTtens (Tabmuna 1).



Tabauya 1 — YVenosus oxucnenuss VHT

MCTS’@)““’ V(HNO3): M(YHT), ma/r t,u T, °C O6pasen
1 30 6 120 VHTox, YHT120
1 VHTI
3 VHT3
6 VHT6
2 20 : 120 ThTe
12 VHTI2
15 VHTI5
3 30 6 90 VHT90

Kamanumuueckue ucnoimanus IMPpOBOAUJIM B BCPTHUKAJIIBHOM IIPOTOYHOM KBApPHICBOM PC-

akTope nuamerpoM 10 MM, momemieH-

IazoBwiii XxpomaTorpadg

HOM B TpyOuaTyro neub (pucyHok 2). B

oa
CO‘ — -_

Cuoii
KATAIH3ATOPA

- |
Kpapuesasi ceTka e ——
JpyGuatas neds [ ciyuae ruapupoBanus CO katanuzatop

Bannons dopMHpoBaTEIL
€ razamu MOTOKA

HarpesBaiu B Toke N, npu 400°C u noa-

[My3LIpEKOBEIT HIMEPHTE TR

BLIXOIHOT0 NOTOKA BEprajli IMpeABAPUTEIILHOMY BOCCTa-

Pucynox 2 — Cxema kamanumuuecxoil ycmanosKu HOBIICHHIO B Toke H; B Teuenne 4 u.
I'unpupoBanue CO, nMpoBoaWIM Ha TOM ke ycTaHOBKe. KaTanuzaTop HarpeBaiu B TOKE a30Ta U
BOCCTaHaBIIMBaJIU Bojopoaom B TedeHue 4 4. Ilpouecc Benmn npu temneparype 300°C, cooTHo-
menue ckopocteit razor Hy:CO:He = 1:4:0,5 u macce katanuzaropa 1,5 1.

JIJis viccnieIoBaHUs DBOJIOIMU HOCHUTENS Ha Pa3HBIX 3Talax KaTATUTHYCCKUX HUCIBITA-
Hull, oopazer; 15Co/YHTY orMbiBanu OT MeTayuia mpH YIbTPa3ByKOBOM 0O0pabOTKe B KOHIICH-
tpupoBannoit HCl. DTa MeToauka mpuMeHsIach Ui KaTalau3aTropa, MOABEPTHYTOTO OTKHTY

(«N-YHT»), BoccranoBnenuto («H,-YHT»), a Takxke mna orpaboranHoro obpasma («DT-

YHT»).

Mopdonoruto 0o0pa3ioB onpeaensyii METOI0M CKaHUPYIOIIEH 31EKTPOHHON MHKPOCKO-

muu (COM) Ha npubope «JEOL JSM-6390LA». MeTooM npocBeYMBalonIel IIEKTPOHHON MUK-

pockorniuu (ITOM) wuccnegoBanmum MUKPOCTPYKTYypYy oOpasmoB. WMcmons3oBanm mpudop «JEOL
2100F» ¢ yckopstomuM Hanpsbkenuem 200 kB. KaTtanuszatopsl npeBapUTeNbHO OTKUTAIH B TO-
ke azora 30 mu/mun npu 400°C, BoccTaHaBIMBaIM B TOKe Bojopoaa 40 MII/MHUH Takxe MpH
400°C B Teuenue 4 4 u maccuBUpoBaiIn cMecbio 2 00. % O,/Ar. OTpaboTaHHbIE KaTalIu3aTOPBI
TaK)K€ MAaCCUBHUPOBAIA KHCIOPOJHO-aprOHOBOM CMECHIO IOCJIE OKOHYAHMS PEAKIMH MPU KOM-

HATHOM TeMIIepaType.

Tepmuueckue corictBa YHT uncciienoBanym METOIOM TEPMOTPAaBUMETPUYECKOTO aHAIN3A

(TT'A) B atMocdepe BO3ayxa WM aproHa ¢ mcmoib3oBanuem mnpudopa Netzsch STA 409 PC u
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KBaApynoJbHBIM Macc-criekTpomeTpoMm Netzsch QMS 403C Aoelos nnst ompeneneHus coctaBa
orxoasamnux ra3oB (TT'A-MC). Ckopocts HarpeBa coctaisia 10°C/MuH 1u1sl BO3IYIIHOW aTMO-
cthepnl u 2-50°C/mun ana uneptHoi. [lpu 3ToM B ciydae uccnenoBanus npoiecca aedyHKINo-
Hanmmzanuu YHT B unepTHOM cpene pazpaboTaHa METOIMKa MUHUMU3AIMU BIUSHUS IPUMECHOTO
BO3/lyXa, KOTOPBIM MPUCYTCTBOBAJI B KaMepe TEPMOAHAIM3aTOpa Ja)e NPHU MCIOIb30BAaHUU KU-
CJIOPOJHBIX JIOBYIIEK. J[JIs1 3TOro mpouiin NoTepu MacChl U Macc-CIEKTPOMETPHUUECKHE KPUBbIE
KQXXJIOM HCClIelyeMOl MacChl PErUCTPUPOBAIIU cienyromuM obpasom: oopazerr YHT12 narpena-
JU OT KOMHaTHOM TemmnepaTypbl 10 1200°C, 3atemM oxJiakJajld B KaMepe aHaJIu3aTopa U MOBTO-
psUTH TIpOLIEyPY, He u3BJeKas obpazel u3 npudopa. [lonmydeHHbie pu MOBTOPHOM HarpeBe Tep-
morpammsl (TI'), nuddepennmansusie Tepmorpammsal (JTI)) u curnansr MC BbluMTanu u3 naH-
HBIX TIepBOTO Harpesa (pucyHok 3). B cimyuae curaanoB MC MOHHBIC TOKH MPUBOJIMIM Ha Maccy
oOpa3la B COOTBETCTBYIOIIMN MOMEHT BPEMEHH, MOJIy4asi 3aBUCUMOCTD yJI€IbHOTO HOHHOTO TOKa

OT TEMIIEPaTYPHI.

0.4
1004 TT, 2-if HarpeB 100+ -0.00
98 1 98
961 1T, 1-ii HarpeB 02 96 e -
94 4 z 5
- = o 941 s
e 924 £ = L0102
< F0.0 o\c o 924 =
Q 904 . Q L
3 e 3 L-0.15 =
2 88 = E 904 Pt
86 1 F-0.2 88
-0.20
844 TT, 13
b | i Harpes 864
82
T T T T T —--0.4 84 . ; . . r -0.25
0 200 400 600 800 1000 1200 0 200 400 600 800 1000 1200
T,°C T €
a o s

Pucynox 3 — Pezynomamst nposedenus J{TA: TI" u J{TI kpussvie 0o (a) u nocie bluumanuis u ceaaxcusa-
Hust (6)

Tak kak B nporecce Tepmooopadorku YHT B uHEepTHOU cpelie TPOUCXOIUT BBIJICICHHE
BO/IbI, JJi OoJiee TOYHOI'O OMpeNeeHUs] CTaJAui JaHHOIO IMpoliecca OCYIECTBISIN AeTepooo-
meH: cycniensuto YHT12 B D,0O nonsepranu Y3-Bo3nelcTBUIO B Te€UEHUE 6 U, a 3aTEM CYIIUIH
Ha potopHoM ucnaputene. Ha ocnoBanuu ganueix TI u JTI (pucynok 30) oOpazen YHT12
noasepranu orxury npu 160, 370, 530 u 840°C B kxamepe TepMmoaHanm3atopa (0Opa3iisl
YHT160, YHT370, YHT530 u YHTS840). Jlns storo o6pasel momMemniaim B Ipuoop, HarpeBaaiu
co ckopocTeio 10°C/MuH 10 TpeOyemMoil TeMnepaTypsl U BBIEPKUBAIN B TeueHue 2 4. s BhI-
JIeJIeHUsl OTJIENbHBIX CTaauil 00pa3oBaHus ra3os, npuBeaéHHble MC curnanst 19, 28, 30 u 44
MOJIBEPrajii MaTEMaTHYECKOMY Pa3IOKCHHIO Ha KOMIIOHCHTHI B mporpamme Origin. Kak mpasu-
70, 7Sl 3TOTO HCMOJb30Banack GpyHkmus ['aycca, B HEKOTOPBIX ClIydyasx MPUMEHSUIH aCCUMET-

puuHyto OurayccoBy (yHkuuro. Ilociennss ncnonap3oBanach, B YaCTHOCTH, IS ITpoLiecca OKHUC-
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nenust YHT npumecHbIM BO31yX0OM, Tak Kak mpoduias MC noriouieHus: KUCIopoaa UMeIl sIBHYIO
ACCUMETPUUYHYIO POpMY.

Kpussie TepmonporpammupoBanHoro Boccranosisienus (TIIB) peructpupoBaiu Ha nabo-

paTOpHOM yCTaHOBKE, BKIIIOUAIOIIEH CHUCTEMY MOATOTOBKHU ra30B, PEAKTOp C TpyOUaToi meubio u
JCTEKTOP MO TEIUIOMPOBOHOCTH. BOCCTaHOBICHHE OCYINECTBISLUIA cMechbio Tra3oB 5% Ho/Ar.
CxopocTb moToka coctapisia 23 mi/mMuH. CKOpPOCTh TMHEHHOTO HarpeBa coctanisiia 12°C/MuH.
Karanuzaropsl mpeaBapuTeabHO MOJBEPrain TepMOOOpadOTKEe B MHEPTHOU aTMocdepe i pas-
JIO’KEHUsI OCTATOYHOTO HUTpaTa KobOanbTa. OOpasubl HarpeBalid B TOke azotra 30 MII/MUH 110
400°C co cxopoctbio 10°/mMuH, a 3aTeM MeaIeHHO (3°/MUH) OXJIaKJadu 0 KOMHATHOW TeMIiepa-

TYPBL.

VY AenbHyI0 MI01as MOBEPXHOCTH, CPEHUIN pa3Mep Mop U UX 00BEM OIpenesiIin METO-

JIOM  HU3KOTeMIepaTypHol copbuuu azora Ha npubope «AUTOSORB-1C/MS/TPR»
(«Quantachromey). Jlerazanuto Benu npu Temneparype 250°C B Teuenue 3 4. Pacuér mapamer-
POB OCYILECTBIISLIN ¢ Ucnoiab3oBanueM mozeneit bOT, BJH u DFT.

®da30BBIil cOCTaB 00pa3IOB HMCCIEIOBATN METOJAOM peHTreHodazoporo anammsa (PDA)

Ha aBTOMaTtuyeckoM mnopoikoBoM audpakromerpe «STADI-P» mpousBoactea «STOE GmbHy,
YCTaHOBJIEHHOM B reomeTpuu bparra-bpenrano, npu ucnons3oBanuu Cu Ko-n3nydenus ¢ miu-

Hoit BonmHbl A=1.54060 A. Cpenuuii pazmep KpUCTAILTUTOB ONpeaeNsan 1o ypasHenuio Lllepepa:

_ KxA
"~ Bxcos6’

rae K — xoadpdunuent dopmst (0,9); A — amuHa BOTHBI PEHTTEHOBCKOTO H3IYUYEHUS; B —
mupuHa pediekca Ha noayBbicoTe; 0 — yron audpakuuu. Karanuzaropsl npeaBapuTesbHO MOI-
Bepranu TepMmooOpabdoTke (cMm. metoauky TIIB).

PentreHoBcky0 GoTorneKkTpoHHYI0 criekTpockonuto (POIC) ucnonb3oBanu isi onpe-

JeneHust cocraBa nmosepxHoctu YHT, a Taxke s uccieloBaHusl CONEPKAHUSA U TUIA ITOBEPX-
HOCTHBIX (YHKIMOHAIBHBIX Tpynn. CrekTpsl peructpupoBaiu Ha mpudope Axis Ultra DLD
(Kratos, BenukoOpuranus) ¢ ucrnonb3oBanueM MmoHoxpomaruueckoro Al Ko uznyuenus (1486,6
5B). O630pubIe PODC criekTpbl NOay4yaiy Mpyu SHEPTUHN NPOITYCKaHUs aHAIN3aTopa, paBHOU 160
9B u mare 1 sB. CnekTpbl BBICOKOTO pa3pelieHHs] PETUCTPUPOBAIA C IHEPTHUEH MPOMYyCKaHUS

ananusatopa 20 3B u marom 0,05 3B.
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Jlis ompeneneHusi CTPYKTYPHBIX Xa- D4 D1 D3 G D2

paktepuctuk u nedextHoctu YHT ucmomns3o- =

Banmu KP-cnekrpockonuio. CHEKTPhl pPErucT- g

pupoBanu Ha mpubope LabRam HR800 UV ;

(Horiba Jobin Yvon), cHaOxEHHOM MOHOXpPO- %

MaTOpPOM C TYpPeNblo AUGPAKIIMOHHBIX PelIé- :-*

TOK. Perucrpanuio cekTpoB 00pa3noB MpoBoO- E ‘

JWIA C UCTOJB30BaHUEM NU(paKIMOHHON pe- 800 | 1000 1200 1400 1600 1800 2000
méTku 2400 mTpuxos/MM. Bpems: HakoruieHHs KP-cxsur, cM”

HHTCHCUBHOCTHU CICKTpPa COCTABJIAIO 50 mc. B Pucynox 4 — Pasnoowcenue obaacmu 800-1900

KayecTBE MCTOUYHMKA BO3OYKIEHHUS CIEKTpa MC- v’ KP-cnexmpa obpaszya YHT6 na xomnonen-
MOJI30BAJI Ta30BbIM aproHOBBIM Jlazep (AyuHA bl

BOJIHBI 514,5 HM) MOITHOCTBIO ~ SMBT ¢ BOASIHBIM oXJaxkaeHueM. J{Jis uccie1oBaHus CTPYKTYp-
HBIX U3MeHeHuM, npoucxonsamux ¢ YHT, B Hacrosmeir paGoTe MpOBOIWIN MaTeMaTHYECKUMA
aHanu3 obnactu konebanuit nmepsoro mopsaaka — ot 800 go 1900 cm™. JlaHHBI Y4aCTOK IOABEpP-
rajid pa3iokKEHUI0 Ha 5 KOMIIOHEHT, uMermux ¢opmy Jlopenna (pucyHok 4) B mporpamme
Origin. Jlns kaxxaoro oopasiia 3adgukcupoBaHo oT TpEX 10 matd KP crekTpoB ¢ 1eabio momyde-
HUS JOCTOBEPHBIX 3HAUYCHHI BCEX MapaMEeTPOB U pacueTa CTAHJAPTHBIX OTKJIOHEHUH.

Oocyskaenue pe3yabTaroB. Pasznen 4.1 nocBsAMEH MCCIENOBAHUIO BIUSHUS IPUPOJIBI,

HACBIITHOM TUIOTHOCTH M MOBEPXHOCTHBIX CBOMCTB HOCHUTENS HA KAaTAIMTHUECKHE XapaKTEPUCTHU-
KA KOOaJbTOBBIX KaTajau3aTopoB. i 3TOro CHMHTE3WpOBaHbl KaTaiu3atopsl Ha ocHoBe YHT,
okucnennbix YHT, komnoszura YHT-AI,Os3, okucinennoro kommno3uta u Al,Oz. Takum o0pasom,
nojy4eH HaOOp KaTaau3aTOpOB, MO3BOJIAIOMIMN MMPOBECTH KOPPEKTHOE CpaBHEHHE OOpPa3lOB Ha
ocaoBe YHT ¢ tpaaunmonnsim karaiausatopoM Co/Al,O3, a Takke moapoOHO HUCCIIEI0BATh 0CO-
OEHHOCTU TOBEACHHSI THOPUIHOM CHUCTEMBI YIJIEPOJ—OKCHJ B POJIM HOCHUTENs A KoOaibTa B
npouecce OT.

B pesynbrare okucnenust oopasunoB YHT4 u AIVHT temmeparypHblit nHTEpBal IOTEPH
MAaccChl pacIIUpsUICS B CTOPOHY OONBIIMX TeMIiepaTyp u3-3a komnaktuzauuu YHT 3a cuér obpa-
30BaHMs (PYHKUMOHATBHBIX rpynn. Metogom [19M mnokazaHo aedexToobpazoBaHHe Ha MOBEPX-
Hoctd YHT npu mx oxucnenuu xucnoroi. Ilpu ¢pynkumonanusanum takxke pocna Sy, YHT, a
paauyc nop cHxkancs. Coaep:kaHue KUciopoja, onpezaenénnoe merogom POIC, nmocne obpa-
OOTKH YBENIWYHMBAJIOCH Kak B ciydae uucThix YHT, tak u TpyOok B cocraBe AIYHT. Ha mosepx-

HocTH YHTOK nmprcyTCTBOBaIM B OCHOBHOM KapOOKCHJIBHBIC U THAPOKCHIIBbHBIC Tpymmbl. Ompe-
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JIeTICHHEe COCTaBa (yHKIIMOHATIBHBIX Tpyni B oOpasiie AIYHTok He npeacTaBisjioch BO3MOXKHBIM
u3-3a ero quddepeHuanbHON 3apsIKu.

Hanmnumne nomomuuTensHOTO Muka moriomeHus Bogopoaa npu ~400°C na kpusoit TIIB
katanuzaropa 15Co/AIVHT no cpasuenuio ¢ 15C0/Al,O3 mpoaeMoHCTpHpOBaao 0Opa3oBaHHE
METaJUTMYeCKOl (pa3bl B caydae HAIMYMS YIIIepoaHOU 00010ukHu. OKHUCICHHE TOBEPXHOCTH KOM-
MO3UTa MPUBOJWIO K YXYALICHUIO BOCCTAHOBJIEHHUS OKCHIOB KOOAlbTa, MO-BUAMMOMY, BBHUIY
IUIOXOM TOCTYMHOCTH MeTaia st
nuddy3un Kk HeMmy Bojgoponaa. B obpas-
e 15Co/YHTok obpa3oBanue meTania
CMEIAJIOCh B CTOPOHY OOJBIIUX TEM- ' '] »
neparyp, CIUBasiCh C MPOIECCOM METa- B3 B 1oom
HupoBanus YHT, 4To mpoucxoauso mno ru
NpUYMHE KpailHe HU3KOro pa3Mepa mop ’ ‘

.

COOTBCTCTBYIOIICTO HOCHUTCIIA W 3a-

TPYAHCHUA YIAJICHUSA BOAbI C IIOBCPX-

-
10 um
—

HOCTH KOOAJIbTOBBIX YacTul. MeTomom
T a Pucynox 5 — Mukpogomoepagpuu IIOM. Boccmanosnen-

[I9M obmapyseHo yMeHbIICHHE pas- Hble naccusuposannvie kamanuzamopwl: a — 15Co/YHTu,

mepa yactui Co Tocne OKUCIEHUs N0~ G — [5Co/AIVHT, 6 — 15Co/VHTox, 2 — 15Co/AlYHTox, 0
BCPXHOCTU  YIJICPOAHBIX  HOCHTEHCH — ]5Co/AlOs3. 0 — cmpyxmypa obpasya AIVHT
(pucynok 5). Jluamerp kpuctamurtoB ymeHbinancs B psay 15Co/AIVHT (13,5 um) >
15Co/YHTu (8,5 am) = 15Co/Al,O3 (5-10 am) > 15Co/YHTok (4,4 am) > 15Co/AlYHTox (3,0
uM). B o6pasue 15Co/AIYHTok npucyrcTBoBaiu Kak Melkue (~3 HM) 4acTHIBI (PUCYHOK 5T),
TaK U UX arjioMepathl, MPUUEM YacTh KPUCTAIIUTOB MHKAICyaupoBaHa riayboko B mopsl YHT,
yTo noaTBepxkaaet nanueie TIIB. B caydae Hocuteneit ¢ HeokucnenubiMu Y HT meTann jtokanu-
30BaH MCKJIIOYMTEIBHO Ha BHEIIHEHN noBepxHocTH Y HT, Torna kak B katanuzaropax ¢ OKHCJIEH-
HBbIM HOCHUTEJIEM 4acTh €ro HaXOJUTCs BHYTpU KaHanoB. Takxe metogom [I9OM ycranoBiieHo,
yro yacTuibl Al,O3 B KOMITO3UTHOM HOCHTENE MOKPBITHI YIIIEPOTHONW 000IOYKOM, YTO UCKITIOYA-
€T BO3MOKHOCTb JioKanu3auuu Co Ha OKCHIHON NOBEPXHOCTU (PUCYHOK 51).

Pe3ynbTaThl KaTAIMTUYECKUX UCTIBITAHUHN MpUBEJAEHBI B Tabmauue 2. Cpenu ucciaeayeMbix
B JIaHHOM TJIaBe KaTaJM3aTOPOB HE HAOIIOAIOCh 3aMETHOW KOPPENIALNN MEXIy pa3MepoM dac-
THIl ¥ KaTATUTHYCCKUMHU XapaKTePUCTUKAMU: JIBA CaMbIX aKTUBHBIX Katanuzatopa 15Co/AIYHT
u 15Co/YHToxk conepsxanu yactuiibl pazmepom 13,5 u 4,4 um cooTBeTcTBeHHO, a 15C0/YHTH4 co

CpPEHUM pa3MepoM 8,5 HM MPOAEMOHCTPUPOBAT HAUXYIIYIO aKTHUBHOCTb. JTO MOXET O0BsicC-
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HATBCS pAIoM (PakTOpoB: pa3HOU 00BEMHON KOHLeHTpanue Co, ero HU3KOM CTEeNeHbl0 BOCCTa-
HOBJICHHS HA OKCUJTHOM U OKHCJIEHHOM KOMIIO3UTHOM HOCHUTEJSIX, a TAaKXKe CIIEKaHUEeM YacTHI] B
npouecce OT. Bricokass 00bEMHasT KOHIIEHTpalus (BbITEKaromas U3 0ojiee BHICOKOM 00BEMHOMU
IUIOTHOCTH COOTBETCTBYIOIIMX HOCHTENEH) crocoOcTBOBaNa MU Py3un peareHToB K MOBEPXHO-
CTH MeTalula, 4YTO YaCTHYHO OOBSCHsET Ooyiee BBICOKYIO akTUBHOCTH 15Co/AIYHT wu
15Co/YHToxk 1o cpaBuenuio ¢ 15Co/YHTu. Yactuisr B 15Co/AlYHTok umenu cpeauuii pasmep
~3 HM, YTO HIJKE ONTHUMAIBHOTO JUaMeTpa Uil HaWIydlmXx rokaszateneid B mporecce OT (4-8
uM). CenektuBHOCTD Tporiecca K CO, (Scop) HAaUBBICIICH MPH UCIIOJIB30BAaHUU KaTaIH3aTOPOB C
HaMMEHBIIUM pa3MepoM dactull u guamerpom mop (15Co/YHTok u 15Co/AIYHToK), uto siBis-
JIOCh CJIENICTBUEM TPOTEKaHUs peakiuii nucrpornopuuonupoBanus CO U KOHBEPCUH BOJSHOTO
ra3a Ha MaJIbIX YacTHI[aX MeTaia u JAedeKkTax MOBepXHOCTH Hocutens. Takum oOpa3om, cpeau
UCCIICTYEeMBIX ~ 00pa3loB, HAWIYYIIAMH  KATAIUTHYECKUMH  TIOKa3aTelsIMu  00amanu
15Co/AIVHT u 15Co/YHTok, mpeB3omieanIue mo BbIXOAY IeJeBOW (DpakIuy KaTtaau3aTop Ha
TPaAUIIMOHHOM OKCHUIHOM HOCHTeNE U HeoOpaboTanubix YHT.

Tabnuya 2 — Pe3yniomamul ucneimanuii. kamaauzamopog 6 euopuposarnuu CO npu pasHvix

memnepamypax.

P =1 amm, GHSV = 1700 mal/(2+u), H,:CO = 1,75:1

Karammsatop | T,°C | Xco, % A, 10° moan CeJIeKTUBHOCTD, %
’ ’ CO/(rgoc) S(CO2) | S(CH4) | S(Co-Cs) | S(Cs4)
190 3,0 0,13 6 9 8 77
15Co/YHTu 205 4,6 0,21 6 18 14 62
220 8,9 0,40 5 25 15 55
190 8,3 0,37 6 6 4 84
15Co/YHTok 205 10,3 0,46 9 16 10 65
220 18,3 0,82 8 28 13 51
190 10,5 0,47 5 19 12 64
15Co/AIVYHT 205 14,7 0,66 5 23 13 59
220 19,6 0,88 5 33 14 48
190 4,2 0,19 6 25 36 33
15Co/AlYHTok | 205 7,1 0,32 8 37 30 25
220 17,8 0,80 8 50 27 15
190 6,7 0,30 3 15 10 72
15Co/Al;,03 205 9,4 0,42 4 20 16 60
220 12,3 0,55 4 27 21 48

Pazgen 4.2 nocesmén uccnenoBanuo npouecca ¢pyakuuonanuzanuu YHT. Ycranosie-
HO, YTO 3aBUCHMOCTE Sy; YHT oT BpeMeHu OKUCIeHHs HMEET MaKCUMYM IIpH 9 4, a cTeneHs Je-

(EeKTHOCTH H COAEPIKaHUs KHUCIOPOJia PAacTyT M BBIXOIAT Ha IUIaTo (pUCYHOK 6a). Takxke B mpo-
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oecce O6pa6OTKI/I a30THOM KHUCJIOTOM MMPOUCXOOUT OKOHYATCIIbHAA OYUCTKA 06pa3ua oT anMeceﬁ

KaTaJiu3aTopa pocCTa.
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cyxeHue nuHuu G

Pucynok 6 — Hzmenenue yoenvHoll no8epXHOCMU, NOBEPXHOCMHOU KOHYEHMPAYUU KUCIOPOOa U dedexm-
nocmu YHT 6 npoyecce oxucnenus (a);, noryuupuna aunui D1 u G 6 3asucumocmu om épemenu oxucie-

nua YHT (6); oxucnenue uckpuenénnozo yuacmka YHT ¢ ynopsaoouuganuem y2no6 ceszeti (8)

Marematuueckoe pasinoxenne oomacta 900-1800 cm™ KP-criektpoB mossonmio Goiee
[IyOOKO MPOCIIEUTh CTPYKTYPHBIE U TOBepXHOCTHbIE u3MeHenus Y HT npu okucnurenbHoi 00-
pabotke. Ha ocHOBaHMM JTUTEPAaTypHBIX JaHHBIX BBIACICHO 5 KoMmoHeHT: G (~1580 em’), D1
(~1355 cm™), D2 (~1600-1620 cm™), D3 (~1450-1500 cm™) u D4 (~1100-1250 cm™). TageHue
OTHOCUTENIbHON Tuioniaau JuHUM G MoKas3alno yMEHbIIEHHWE 4YHClia HETPOHYTHIX OKHUCICHUEM
cnoés YHT B npornecce okucnenus. Taxxe 3aUKCUpOBaHO CHUKEHHE IMUPUHBI JInHUU G Ha TO-
JYBBICOTE B Te€UEHHUE 9 4 00pabOTKH, SABJISIOLIEECS PE3YIbTATOM JIBYX IPOLECCOB: JOOKUCICHUEM
OCTATOYHOTO aMOP(HOrO yIIepoaa W YIOpPSIOYCHHEM YITIOB CBS3eH Ha SP™-IeHTpax (PHCYHOK
60). Bropoe cBs3aHo ¢ okucieHrueM pparmenToB YHT, UMEIOIIMX MOBBIIMICHHYIO CTEIECHb KPH-
BU3HBI, 00YCIIOBIEHHOM NMPUCYTCTBUEM IATU- U CEMUWIEHHBIX YIJIEPOJIHBIX KOJEIl B CTPYKTYpe
cTeHoK (pucyHok 6B). BimsHue 3TOTO mMporecca MeHee 3aMEeTHO M3-3a OJTHOBPEMEHHOTO Hapesa-
Hust YHT, Beaymiero Kk yMeHbIIEHUIO IPaQUTOBBIX KIACTEPOB U YIIUPEHUIO JUHUH. TakuMm obpa-
30M, HECMOTPS Ha TO, YTO 0 0e31e(PEeKTHBIX CIOEB CHIKAETCS, MPOUCXOAUT rpadurnzanus
¢dpakiun YHT. llupuna nmuauu D1 Taxoke ymeHbIinanack B TeueHue 9-12 4 06paboTku (pUCYHOK
60). [TosiBIIeHHE TAHHOM TMHUN MOXET MIPOMCXOIUTh MO PSIIy MIPHYUH, B YHCIIE KOTOPHIX — HAJIH-
4Yp€e KpPaeBbIX aTOMOB, apOMAaTUYECKUX KJIACTEPOB U Sp3-yrnep021a, npuuém Ha KP-ciektp YHTu
BIIMSIOT BCE TIepedrcieHnbie GakTopsl. B mporecce OKHCIEHHS SP>-YriIepos] ¥ CHITBHO Pasyropsi-
JOYeHHbIE (hparMeHTHl Mcue3aroT, U mupuHa JuHun D1 onpenensercs B OCHOBHOM HaludHeM

apOMaTHYECKUX KIJIACTepPOB, cocTosnuX u3 ObBIIKX ciaoéB YHT (To ecth rpad)eHOBBIX CTOEB Ma-
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JIOM TUTOIAAM), ¢ OOIBIITUM KOJMYECTBOM KPaeBbIX aTOMOB. TakuM 00pa3oM, KOJTUYECTBO AeeK-
TOB, BHOCSIIIIUX CBOW BKiIaa B D1, moBpIaeTcs, HO pacTET TakKe UX YHOPSAI0YCHHOCTh, YTO OT-
paxkaeTcsl B CY>)KEHMM JIMHUMU B TeueHue 9-12 u obpadotku YHT. [lansheitmee okucnenne YHT
MIPUBOAMUT K UX Pa3pyIICHHIO U, KaK cleacTBue, yimuperuto quauid G u D1. PocT muHTEHCHBHOCTH
nosioc D3 u D4 otHOCcuTeNnbHO nTHUN G B TIpOIIecCe OKUCIICHHS CBUIETEIBCTBOBANI O YaCTUIHON
skconranuu MoBepXHOCTHBIX clo€B YHT u mosBieHus monudeHUICHOBBIX M TOJTHMEHOBBIX
(parMeHTOB, CBSI3aHHBIX C IMOBEPXHOCTHIO OJTHOM MJIM HECKOJBKMMH CBS3sMHU (pucyHOK 7). Ilo-
cie 3 u obpaborku u manee lps/lg u Ips/lg HE MeHsIHMCh M3-3a TOrO, YTO 0Opa3oOBaHHWE TaKHX

(bpaI‘MeHTOB KOMIICHCHUPYCTCA UX ITOJIHBIM OKHCJIICHHCM.

D1 AedekT yknaagku
BepxHuii crioli  po

= HNO

nonudeHnneHoBbIN

NOSIMEHOBLINA S : P& () ¢parmeHT ®c
cparmeHT s A s
‘ S 0 (o)
D1 D4 D3 ) o “
(kpaeBble aTOMbI) ry ¢ D4 ¢ H

Pucynox 7 — Cxema sosnuxnosenusi oeghekmos ¢ YHT, omeeuarowux aunusm D1, D2, D3 u D4 na KP-
cnexmpax: G — konebanusi udeanvhou epagumosoil auetiku, D1— konebanus kpaesvix amomos;, D2 — om-
cnouswuecs ppazmenmul gepxuezo cnoa YHT, D3 — nonuenoguvie ppazmenmul, depekmul yknaoku cnoés;

D4 — noauenogule u nonugenunernosvie ppacmenmeoi.

Ha ocHOBaHMM JaHHBIX METOJIOB HU3KOTEeMIlepaTypHOil copbumm azora, PODC, KP-
cnektpockoruu U [IOM mpenioxken mexanusm tpanchopmanuu ctpyktypsl YHT B mporecce
okucieHus. Buauane yactuuHo okucnsaoTcs BepxHue cion YHT, a Haubonee nedexTHbie U uc-
KPHUBJIEHHBIE MECTa pa3pyLIatOTCs MOJHOCTHIO, YTO BEAET K HAPE3aHUIO UIMHHBIX HAHOTPYOOK Ha
0oJiee KOPOTKHE, a TaKkKe K PAaCKpbITHIO BHYTPEeHHUX KaHaloB. IIpu sTom cambie ToHkne YHT
OKHCIISIFOTCSL OBICTpEe MO MPUYHMHE BBHICOKOTO HECKOMIIEHCHPOBAHHOTO CTPYKTYPHOTO HampsiKe-
HUSl, CBSI3aHHOTO C KpUBHU3HOM rpadeHOBBIX clo€B. Hapsiny ¢ 3TUM NpOUCXOAUT OKUCICHUE MPHU-
Meceil 0CTaTOYHOro amMOp(HOro yriepofa W BhIMBIBAaHHE KaTanu3aropa pocta. [loBepXHOCTbH
YHT nocreneHHO HachlmaeTcsl (QYHKIMOHATBHBIMU TPYNIIAMU, YTO OTPA)KAeTCsl B HAMBBICIICH
KOHIIEHTpaluu kuciopoja. Obpaszyercs 3HAaUUTEIbHOE KOJIUYECTBO AEPEKTOB, MPEICTABISIOIINX
co0oii (parMeHThl BEPXHUX CIIOEB pa3HOro pasmepa U (Gopmbl, MOJAOOHO Mpolreccy 3Kchoana-

uu. 3aTeM 4acTh YTIEPOIHBIX CI0EB U 0OpbIBKOB ynamsercs ¢ noBepxHoctd YHT B Bune CO; ¢
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OJIHOBPEMEHHBIM OKHCJIEHHEM cieayromux cioéB. Ha mocneqnem stane He HaOI0qaeTCs U3Me-
HEHUS B KOHILIEHTpaluu kuciopoaa u aepexrnoctd YHT u3-3a paBeHcTBa ckopocTeil 00pazoBa-
HUA U yjaneHus ne@exkToB U GYHKIHOHAIBHBIX TpyII, mpu 3ToM camu YHT mpeBpamiatoTcst B
HECTPYKTYPUPOBAaHHBIN YTIIEPOIHBIN MaTepual.

B paznene 4.3 oOcyxaeHo BIMgHHUE cTeneHu QpyHKkIuoHanu3zauuu YHT Ha cTpyKTypy U
KatajguTuueckue cBoictBa cucrembl Co/YHT. MunumanbHas TemiepaTypa BOCCTaHOBJICHUS
C0304 B CoO 3aduxcuposana Ha 15Co/YHT1, uto cBa3ano ¢ HaubonpmumM V., B HOCUTETIE ITO-
ro katanuzaropa. Temneparypa nepexoqna CoO B Co cauraiiach B CTOpOHY OOJBIINX TeMIIepa-
TYp NIPH OKMCJICHHH HOCHUTENS, YTO ABJIAJIOCH CIEACTBUEM yMeHbmeHusa Ry, YHT. Ilo nannem
[19M, cpennuii pazmep yactur Co U MIMPUHA PACIpENeICHUs] B BOCCTAHOBICHHBIX KaTalIU3aTo-
pax maganu ¢ yBenuueHueM BpemeHu oopabotku YHT, ¢ 8,2+6,9 um B 15Co/YHTu no 3,7+1,4
HM B 15Co/YHT1S5. IIpu stom B 15C0o/YHTu Co nokann3oBaH Ha BHEIIHEW OBEPXHOCTU B MecC-
tax neperuierenuss YHT, B 15Co/YHT3 u 15Co/YHT9 — BHYTpH U cHapyX U KaHaJIOB M Ha Jie-
¢dexrax nosepxHoctu. YHT B karanuzarope 15Co/YHT1S cunbHO pa3pyiieHbsl a30THOM KHCIIO-
TOW M co/epX aJli KaK WHKAICYJIUPOBAHHBIN, Tak U moBepxHOCTHBIH Co. Takum obpazom, ycra-
HOBJICHO, 4TO Ry 1 Vo, HOCHTENS CUIIBHO BJIMAIOT Ha XapaKTep BOCCTaHOBJICHHUS KaTaaM3aTopa,
a 0oJbIIoe KOMMYECTBO (YHKIMOHAIBHBIX TPyNn U AePEKTOB CIHOCOOCTBYIOT CTaOMIM3AIMU
kpucrtamunToB Co Ha moBepxHoctu YHT.

Hawussiciiie Xco 1 Ycs: HaOmoaanach Ha karaausatope 15Co/YHTY (tabmuia 3). Poct
KOHBEPCHH CBSI3aH C YBEJIMUYEHUEM JHUCIIEPCUU KoOaabTa Ha HOCUTEJIE, MHKAICYIMPOBAHUEM KO-
OanbTa BHYTph KaHanoB YHT u «Hape3zanuem» TpyOok, obneryaromum audQys3uro peareHToB u
IIPOAYKTOB B pEaKIIMOHHOM cmecH. boree Toro, ctpykrypupoBanue YHT, HauBpiciias Touka Ko-
Toporo ormedena metogom KP-crekTpockpornuu kak pa3 B ob6pazie YHT9, Takxe morio cro-
coOCTBOBATh JOCTUKEHUIO HAWIYUIIMX KaTaJUTUYECKUX MOKa3aTesel, obyeryas nepeHoc 3ek-
TPOHOB MEXKIYy YaCTUIIAMHM METajula U HOCUTENIEeM. Y MEHBbIIIEHHE KOHBEPCUM Ha 00pasiie ¢ Hau-
6onee nonro okuciaeHHbiIMU YHT, nmo-Buaumomy, oObsICHSIETCS pa3pylIeHHEM CTPYKTYpPbl HOCH-
Tesnd B npouecce 00pabotku kucnotoil. CenektuBHOCTH K Csy Ha 00pasue 15Co/YHTu npunuma-
Jla HauBbICIIEe 3HAUEHHE CPEJIM BCEX KAaTaJU3aTOPOB, YTO MOIJIO OBITh CBSI3aHO C HajIM4ueM 0O-
nee kpymHbIX yacTull Co ¥ ruapodoOHOCTH MOBEPXHOCTH HOCHUTEINSI, CIIOCOOCTBYIOMIEH peaj-

copOLMU peareHToB U POCTY LIETH.
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Tabauya 3 — Pe3ynomamul ucnoimanuti kamanuzamopog 6 2uopupogaruu CO. P = 1 amm, GHSV = 2200

mil(euw), H:CO=2:1, T=190°C,t=701y

o -5

Karanauzarop deo, CeﬂeKTHBHOSc(gZ- & XOCO’ Y(g: 5+), '?\\4,0:5105 T?F.i
HM | S(COy) | S(CHy) C) S(Csy) Y0 Y0 CO/(rcoc) 10°c
15Co/YHTu >20 3 9 8 81 6 4 0.31 9,1
15Co/YHT1 6,8 4 14 9 72 10 7 0.56 4,1
15Co/YHT3 4,5 7 23 14 57 12 7 0.67 3,4
15Co/YHT9 4,3 3 24 13 59 15 9 0.85 4,0
15Co/YHT15 53 3 23 14 60 14 8 0.77 4,6

Merogom IIOM mnpoBeneHo uccienoBaHue OTpaOOTaHHBIX KaTain3aTopoB mocie 70 4
npornecca OT (pucynok 86,B). Jlmamerp KpUCTAIUITUTOB B MPOIIECCE PEAKIIUU BO3pacTal BO BCEX
KaTajln3aTopax, Ipu 3TOM CTENEHb pocTa pasinyanach (pUCyHOK 81). CpaBHEHUE 3aBUCHUMOCTH
Sy OT BpeMEHU OKHCJIEHHs M JaHHBIX [0 CTENEHH crekaHus dacTul Co Mo3BOIHIIO MPEATNoo-
KUTh, YTO TUIOLIA/Ib MOBEPXHOCTH HOCUTEINSI KOPPEIUPYET CO CTAOMIBHOCTHIO HAHECEHHBIX Yac-

THI[ METaJlIa.
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Pucynox 8 — Cnexanue uacmuy Co 6 npoyecce ®@T: muxpogpomoepaguu [IOM ramanuzamopos

15Co/YHTu (a,6) u 15Co/VHTY (8,2) 00 u nocie peaxyuu,; ouacpamma yeeauuenus deo (0); érusnue 2eo-

Mempuu nO6EPXHOCMU HOCUmMEIAl Ha CNEKARUue Yacmuy Co (8)

PucyHok 8e miumtocTpupyeT BIHMSHUE T€OMETPUH IIOBEPXHOCTH HOCUTEII Ha MPOLECC ar-
JoMepanuu Metasuia. ['naakas noBepxHocTh HeoOpaboTanubix YHT He MoxeT yaepkaTh 4yacTu-
el OT criekanus. Koporkoe mo BpeMenu (1 4) okuciieHue BeAET K MOSABICHUIO AEPEKTOB, KOJIU-
YEeCTBO KOTOPBIX HEAOCTATOYHO, YTOOBI CTAOMIM3MPOBATH BECh METAUI, YTO OTPAXKACTCS B €rO
JacTUYHOM aryomeparinu. bosee npomomkutenbhas (3-9 1) 00paboTka MOBEPXHOCTH MO3BOJISCT

3aKpCIIUTh Ha HEeH MPAaKTUICCKHU BCC YaCTUIBI KoOanbTa U HE AOIMMYCTUTH UX CIICKAaHHEC B IIPOLECCCEC
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peakuuu. M30bITOYHOE BO3/IEHCTBUE KUCIOTOW CUIIBHO pa3pylIaeT CTPYKTYPY HOCUTES; CTENEHb
YKPYIHEHHUS B 3TOM Clly4ae COMOCTaBMMa C JIaHHOW BeMW4YuHOM s katanuzatopa 15Co/YHTI.
CTOUT OTMETUTH, YTO FEOMETPUS TTOBEPXHOCTHU, MO-BUIUMOMY, SIBJISCTCS HE €IUHCTBEHHBIM, HO
OCHOBHBIM (pakTOpoM cTabmnu3anuu Metautndeckux dyactuil Ha YHT. Hanbonee ycToitunBelil k
CIIEKaHHMIO KaTalau3aTop MmoaydeH ¢ ucnosib3oBanuem YHTO. Ilo manaeim metogoB KP u POA
ATOT HOCHUTEIb 00J1a/1a]l HAauOOJbIIEeH CTENEeHbIO CTPYKTYPUPOBAHHOCTH YIIICPOAHON MATPHUIIBI, a
no pesynbraraM PO®OC u BOT — HauBbICHIMM MOBEPXHOCTHBIM COAEPKAHUEM KHUCIOpOJa U
YZEJIbHOW MOBEPXHOCTHIO0, COOTBETCTBEHHO.

[TonyuyeHHbIE NaHHBIE TIO pa3MEpPy YACTHI] METAJLJIa MOCIE PEAKIUU HCIOIb30BAIN AJIS
OTIpeNieIeHNus 3aBUCUMOCTEH aKTUBHOCTH, celeKTUBHOCTH u TOF OT nuamerpa MeTaumdecKux
kiaactepoB (tabimna 3). [IpuHrMas B pacu€T akTUBHOCTD U Y sy KAaTalM3aTOPOB, MOJYUYCHHBIC
pe3yabTaThl CBUJIETEIBCTBYIOT O TOM, YTO, XOTSI TOBEPXHOCTHBIE aTOMbI CO B KPYIHBIX YaCTHUIAX
6osee 3 PEKTUBHBI TIPU POCTE IENH, 00IIee KOJIMYECTBO TOBEPXHOCTHOTO METalia SBJISIETCS TO-
pazzo OoJiee BaXXHBIM MapaMETPOM JJIsi BBICOKMX Xco U Y css. POCT TemmepaTypsl BOCCTaHOBIIE-
HUS KaTaJlM3aTOPOB C MOBBILIEHUEM CTEIEHU OKUCIICHUS HOCUTEINS, BO3HUKILIUNA U3-32 yMEHbIIIE-
HUS YaCTHI] U JUaAMETpa TMOop, HE OKa3all 3aMETHOTO BIUSHUS Ha aKTUBHOCTH JAHHBIX 00pa3IoB B
npouecce OT.

Oomronus YHTY Ha npoTskeHUH MpUroTOBIIEHUS, BOCCTAHOBJICHHSI U OTPAOOTKU KaTa-
au3aTtopa wuccienoBaHa wmertogamu  POOC, HuskoremmepaTypHoil copOumm azora, KP-
criektpockonuu u [I19M B paszene 4.3.5. YcTaHOBIIEHO, UTO K BCTYIUICHUIO KaTajlyd3aTopa B Mpo-
necc OT na noBepxnoctun YHT octaércs nuib okono 30 at.% kucmopona, a nociie 70 4 peak-
uu — Bcero ~23%. Ha cranguu oTxura ygansitoTCsi B OCHOBHOM KapOOKCHIIBHBIC TPYIIIBI, TIPH
BOCCTaHOBJIEHUHU — BCE IPYIIbI paBHOMEPHO (pucyHok 9a). [locne karanuTuyeckoro npouecca Ha
YHT ocrtanoch HeOonbioe konuuectBo O=C—-O, KoTopble, MO-BUIUMOMY, COOTBETCTBYIOT JIaK-
TOHHBIM M aHTHJIPUAHBIM rpymmam, a Takke C—O u C=0 oT GpeHOTbHBIX U XUHOHHBIX (hparMeH-
ToB. CKOpee Bcero, ocraBimecs (QpyHKIMOHaIbHBIE rpymnmbl B 00pazie OT-YHT npeumytiect-
BEHHO JIOKQJIN30BAaHBI HAa PACCTOSIHUH OT YaCTHUI[ KOOAIhTA, YTO MO3BOJIMIIO UM M30€KaTh dITUMU-

HUPOBAHUSA Ha CTAAUAX IMMPHUTOTOBJICHUA KaTallnu3aTopa.
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PucyHOK 9 - 960]1}01/;1/!}1 Hocumeisil u kamajauzamopa Ha npomAsNCeHuu cunmesd, 60CCMaHO61eHUsl U npo-
yecca @T: a — Konyenmpayuy OKUCIEHHbIX AMOMO8 y2liepood pa3iuyHblx KOHpuaypayut, onpeodeiéHuvie
uz CIs cnexmpoe P@IC; 6 — pacnpedenenue V., no ux pazmepam; 6 — muxpogomozpaghus 119M 06-
paszya Hy-VHT (cmpenku ykasvieaiom na esimpasientvle norocmu); e — coomuoutenus lpillg u Ipy/lc

IIpy oTKUre U BOCCTAHOBJIEHUHU KaTaaM3aToOpa BhIpacTana Sy, U Vy,, HOCUTENS, IPH 3TOM
Ha CTaJ{ BOCCTAHOBJICHHUS MOSBIISUTHCH JIOTIOJHUTEIBHBIC TIOPHI painycoM 6-8 HM (pucyHoK 90).
VYuursiBas nannsie TIIB o cHmkenun temmeparypsl MetanupoBanuss YHT B npucyrcTtBum vac-
Tyt CO, 3T MOPBI MOTJU OBITH BBI3BAaHBI TPABJIICHHEM MOBEPXHOCTH METAJJIOM, YTO MOJTBEP-
xaeHo gaHHbMUA [IOM obpasua H,-VHT (pucknok 98). Tspkénbie mpomyktel mpormecca DT
JIOJDKHBI YACTUYHO 3a0JIOKUPOBATH MOPHI HOCUTENS B TEUCHHUE MTPOBEJCHUS KaTaTUTUUECKUX IKC-
IIEPUMEHTOB, Io3TOMY Sy B 00pasue @T-YHT oxasanace ropasno nuxe, yeM B Hy-YHT. Hccre-
noBanue o0pasnoB No-YHT, Hy-VHT u @T-YHT meronom KP BeIsIBIIIO pe3koe MOBBIIIEHUE CO-
otHoreHus lpi/lg Ha cTaguu BOCCTAHOBJICHUS, YTO TAK)KE CBUIACTEIBCTBOBAIO O TPABJICHHUH I10-
BEPXHOCTH ¥ 00pa30BaHUU OOJIBIIOTO KOJIMYECTBA KPAEBBIX aTOMOB yriepoaa (pucyHok 9r). [Ipu
9TOM Ha CTaJMU OTIKUTA MPOUCXOAUI0 CHIbKeHUE Ipy/lg, Ips/lg U Ips/lg mo mpuuuHe oxucaeHus
BeternsitomuMcess NO, cooTBeTcTByrOmUX (ParMeHTOB, JIOKATH30BAHHBIX PSAJIOM C YaCTHUIAMU
Co(NOg),. ITocne mpoBeaenwust nporiecca @T cpennne 3HaueHus Ips/lg u lpy/lg cierka Bospacra-
71 u3-3a nossieHus B nopax YHT npoaykros peakunu.

Ha ocHOBaHWMM TOJIy4EeHHBIX JAaHHBIX MOXXHO BBISBHUTBH POJIb TOBEPXHOCTHBIX ()YHKIIHO-
HAJIBHBIX TPYII U CTPYKTYPHBIX N1e(DEKTOB B CTAOMIM3AIMU YaCTUIl KOOAIbTA TIPHU MPUTOTOBJIE-
HUM U ucnbeiTaHuy katanuzatopoB Co/YHT. Ha crangum nmponutku 0onbIIoe KOJIUYECTBO (PYHK-

IMUOHAJIbHBIX TI'PYIIII CHOCO6CTByeT PaBHOMCPHOMY pacCHpCACICHUIO HUTpATA KoOajbTa IO I10-
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BepxHocTH YHT Oraromapst 37€KTPOCTaTUYECKOMY YICPKHUBAHUIO HOHOB Co**. Tak KaK KucJO-
POJIHBIC TPYIIIBI JIOKAJU3YIOTCS Ha Je(eKTax MOBEPXHOCTH, TO B MPOIECCE OTHKUTa HE TIPOUCXO-
JUT CTICKaHUs YaCTHUI] OKCUA, HECMOTPS Ha pa3jioKeHue OOJbIIeH YacTh KapOOKCUITBHBIX TPYIIT
U O0IIIeMy CHIDKEHHIO MOBEPXHOCTHOIO KHCIOpoaa. Ha craguu BOCCTAHOBJICHMS YaCTHIBI Me-
Tajuia npoTpaBiauBaloT noBepxHocTh YHT, uto Beaét k ux emgé Oounbiiel crabunuzanuu. Ocra-
TOYHBIC KUCJIOPOIHBIC TPYNIbI (XMHOHBI, PEHOJIBI ¥ TPOCThIC Y(HUPBI) TAKIKE CIIOCOOCTBYIOT TIpe-
JOTBPAIICHUIO CIIEKaHUs KOOAIbTa B MPOIIECCE KaTATMTHUECKON peakmuu. Takum oOpa3om, Iuc-
nepcHsi MeTajlia IPEUMYIIIECTBEHHO 3aBHCHT OT COJICP)KaHMS KHCIOPOJa Ha MOBEPXHOCTH HOCH-

TCJIA, TOTAa KaK Ha KaTaJIUTHUYCCKYIO CTaOMIILHOCTE 00JIee CHUIILHOE BIMSHUE OKAa3bIBACT IMOBCPX-

HOCTHAasd recoMCTpus IOJJI0KKH.

Pazgen 4.4 mnocBsmEH wc-
CJIC/IOBAHUIO BIUSHUS CTCTICHU KPH-
CTATMYHOCTH KOOambTa Ha Xapak-
TepucTUKH HaHecEHHBIX Ha YHT ka-
TaJu3aToOpOB B Ipolieccax TUIPUPO-
Banuss CO u CO,. Bapbupoanue
temrepatypsl  o0pabotku  YHTu

A30THOM KHUCJIOTOM M HHU3KOE COAEp-

aHue kobanbTa (5 macc. %) mo3BO-

Pucynox 10 — Jannwie IIDM u snexkmponnoii ougpaxyuu onn T TOTYHUTE  KaTalInu3aTophr €

obpasyos: a — 15Co/VYHT90; 6,6 — 15Co/VHTI20; 2-e — CWIBHO DA3IMYAIOLICHCS CTPYKTY-
15Co/YHT120A4 poit: 5Co/YHT90 conepxan kpu-
CTAJJTMYECKUE YacTHIIbl KoOanbTa pazMepoMm ~2,7 HM (pucyHok 10a), Torma kak SCo/YHT120
npencrasisut coboit YHT, mokpeiThie «cioem» koOanbTcoaepskamieil Gpa3bl, IPaKTUIECKH HE 00-
JaaoIeld KpUCTAJUIMYHOCTBIO, IPU 3TOM CPEIHUN pa3Mep YacTull cocTaBisia ~1,9 HM (pUCyHOK
100, B). IlpuynHa CTONB CHIIBHOTO pa3inyusi KPOETCS B PaBHOMEPHOM paclpeiesieHHH BCel Me-
Tajuicoaepkarieit ¢passl mo nmoepxHoctu Y HT120 Ha cTaguy NpONUTKY U B MPEMSITCTBOBAHUM €€
KPHUCTAJUTM3ALMU TP OTXKUTE 33 CYET CHIBHOTO CBS3BIBAHUS (PYHKIHMOHAJIBHBIMU TPYIIAMHU U
0osiee BBICOKOTO COJACPKAHUS MOBEPXHOCTHBIX ICPEKTOB, MPEIMATCTBYIOIIUX MAaCCOMEPEHOCY.
JlonomHUTENbHOE MPOKAINBaHUE U BOCCTaHOBIeHHE KaTanusaropa SCo/YHT120 (xaramuzaTtop
5Co/YHT120A) mpuBeno K MOSBICHUIO KPUCTAIMYECKUX YacTHIl cpepuueckoil GopMbl mpu
YBEJIMUEHUU CPEAHEro pa3mepa 110 ~2,9 um (pucyHok 10r, x). B aktuBupoBanHOM 06pasie oOHa-
pyXeHbl xapaktepubie yrnyonenus B YHT, mo BHemHemMy BUy CXO0XHe C 3a()MKCUPOBAHHBIMU B

H,-YHT (pucynok 10e). Tlo-BuagumMomy, 4yacTh MeTajula MpU aKTUBALMM TOKHUAaja BBITPABIICH-
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HbIE UMH K€ MECTa U IIEPEMEIAIACH IO TOBEPXHOCTH HOCUTEINS, YTO OATBEPKIAETCA YKPYITHE-
HUEM dco.

Pe3ynbrarhl KaTanuTUUECKUX UCTIbITAaHUNM 00pa3uoB B ruapupoBanuu CO u CO, npuse-
nenbl B Tabmuie 4. SCo/YHT120 oka3zancs aOcomroTHO HEaKTHBHBIM B ruapupoBaHuu CO; u
PAKTHYECKU HeaKTUBHBIM B ruapupoBanuu CO. Ilpu stom B rugpupoBanuu CO 3adpukcupoBaHa
BBICOKAS Scop. Scs+ HU3KAs, MO-BUAMMOMY, M3-32 OUE€Hb Majoro pasMepa dactuil. B ornuune ot
5Co/YHT120, o6pa3ust 5Co/YHTI0 u 5Co/YHT120A npoaeMOHCTpUpPOBAIN 3aMETHYIO KOH-
Bepcuto CO u CO; 1 mydmyro Scs+. Scop B ruapupoBannn CO Ha 3THX 00pas3iiax Takke BBICOKA.
N 5Co/YHT90, u 5Co/YHT120A npu rugpupoanuu CO, IpoaeMOHCTPUPOBAIA OOJIBIIYIO Ce-
nexktuBHOCTH 0 CO, ywem no CHy. [lanHbIi pakT MOXKET ObITh OOBACHEH OKHUCICHUEM MAaJIbIX
YaCTUIl METaJlIa YTIIEKUCIBIM Ta30M U BOAOW U, KaK CIIEJICTBUE, O0pa30BaHUEM OKCHIOB KOOaJb-
Ta, KOTOPbIE, MO JUTEPATYPHBIM JaHHBIM, CIIOCOOCTBYIOT MPOTEKAHUIO PEaKIUU OOpaTHOM KOH-
Bepcun BojsHoro raza (KBI'). Takoii pe3ynbTaT MOKET OBITH IMOJIC3€H IS JaJIbHEHMIIEro HC-
M0JIb30BAHMSI TOJIOOHBIX CUCTEM, Tak Kak oOpaTHas KBI' paccmarpuBaercs kak HadalbHBIN ATan

IMPOU3BOACTBA HCHHBIX XUMHUKATOB U3 YIJICKUCIIOIO Ira3a.

Tabnuya 4 — Pesynomamul ucnvimanuil kamaauzamopos 8 cuopuposanuu CO u CO,. P =1 amm, GHSV

= 2200 mal(ew), T=190°C,t =701y

I'mppupoBanue CO angpg:)g/z;mle
Kartaiu3zarop X, S, % A, 107 TOF,
MOJIb 107°¢ Xco2 | Sco | Scha
Xco | Scoz | Scha | Sco-ca | Scs+ CO/(re,c)
5Co/YHT90 55 | 20 | 33 15 32 0.48 1,94 19 64 36
5Co/YHTI120 0.7 | 27 | 42 19 12 0.06 0,14 0 0 0
5Co/YHTI20A | 35 | 20 | 37 16 27 0.31 1,00 14 75 25

Jljis TOrO, 4TOOBI ONpeAeNuTh BKIaA peakiuu aucrponopuronuposanus CO (III) B ce-
nexTuBHOCTh o CO, U mpocineauTh U3MEHEHUs B pasmepe vactul B npouecce OT, metonom
[IDM wuccnenoBanbsl oTpaboTaHHble W TaccuBHpoBaHHble Katamu3aTopsl SCo/YHT90 wu
5Co/YHT120. 5Co/YHT90 coaepxan 607bI10€ KOJIWYECTBO YacTHI] pasmMepoMm 3-10 HM mocie
NpoBeACHUs Kataautudeckoi peakiuu. B cimydae SCo/YHT120 cniekanusi mpakTHYeCKH HE Ha-
0JIF01aJIOCh, OJTHAKO OOHAPY>KEHBI HEOOJIBIIINE arioMepaThl KPUCTAUNIMUECKUX YacTuil. PazHuiia B
yKpymHeHuH ¢, 00yciioBieHa OObIIel CTENeHbI0 (YHKIMOHAIN3AUN HOCUTeNs. AMOpdHBIe
yacTullbl B oTpaboranHoM katanuzatope SCo/YHT120 mokpbeITel 000JI0YKON U3 yriaepoja, 4To,

MO-BUIUMOMY, siBisieTcsi cienctBueM peakuuu J[I1. Takast o6osiouka noimkHa CTAaOUIU3UPOBATH
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MeTaiJl, TMpeAoTBpamias ero okucieHue. JlecTBUTENbHO, B OTPabOTaHHOM KaTalu3aTope
5Co/YHT120 mnocne ruapupoBanuss CO MarHUTOMETPUYECKUM METOJOM TOJITBEPKICHO HAJIH-
YUe METANIMYECKOro KOoOallbTa, YTO OTPAKAJIOCh B BBHICOKOM HCXOJHONM HAMarHUYEHHOCTU 00-
pasna. [logo6HpIX 0000uek He 0OHapyx)eHo B oopasie SCo/YHTI0, a Takxke Ha KpUCTaIMUC-
ckux yactunax B camoM 5Co/YHT120, yto no3BosisieT npeanonaoxutb nporekanue 11 npenmy-
IIECTBEHHO Ha YaCTHIIaX C HU3KOM CTENEHbIO KPUCTAUIMUYHOCTH. Hanmnune Merasuia Takke Moj-
TBEPAMIIO TO, 4T0 Temieparypa 400°C mocrarouHa it BOCCTAHOBJIEHHUS AK€ CTOIb MaJbIX dac-
tuig Co.

Ha ocHoBaHMM MOJIy4eHHBIX JAHHBIX MOXKHO CJIENATh MPEINOJIOKEHHE, YTO aMOp(HbIe
YaCTHUIIbI KOOanbTa coAepkaT OOMBIIOE KOJIMYECTBO KOOPIMHAIIMOHHO-HEHACHIIIEHHBIX aTOMOB,
KOTOpBIE KOOPAUHUPYIOT MoJieKyibl CO ¢ 00pa3oBaHneM KapOUIHBIX HHTEPMEIUATOB, YTO BEAET
K TMOSIBIICHUIO YTIEPOJHON 000JI0UYKH. ITOT MPOIECC MHTUOUPYET APYrue BO3MOXKHBIC PEAKIIUMU.
Hamporus, kpuctanmnudeckue yactuisl B SCo/YHTO0 u 5Co/YHT120A conepsxat MeHblIee KO-
JUYECTBO KOOPJAMHAIIMOHHO-HEHACHIIIEHHBIX aTOMOB KoOanbTa. [Ipu 3TOM Ha MaslbIX KpUCTall-
JMYECKHUX YacTuiax npoucxoaut Mmeranuporanre CO. KadecTBeHHass MOIENb BIUSHUS KPUCTAII-
JUYHOCTH MeTaia Ha mponecc @T, ocHOBaHHAs Ha KAaTaTUTHYECKUX PE3YNbTaTax U JAaHHBIX

[I9M, nipencraBieHa Ha pucyHke 11.

H
"'z : CH, H,0 CH,
0 co, }. co,
\ Kp&nnmecxan ® » j f ‘ yrnepogHasn \ /:U%eponuaﬂ
MOpgHanA 6 obono4vka
Ar:;?:::a yactuua wacTvua oCO,y ::CDHHI oCO% obono4ka
MoBepxHocTb YHT MoBepxHocTb YHT I'Ioaepxuocn: YHT

Pucynok 11 — Mooenv npoyecca @T na manvix uacmuyax Co (< 3 Hm) ¢ pa3Holl cmenenvio KpUcmaiiuy-

Hocmu

B pazgene 4.5 nmpuBeaeHO UcCleJOBaHUE TEPMUUECKON AePyHKIIMOHATU3AIUA OKUCIICH-

Heix YHT meromamu P®IC, TT'A-MC u KP. Ilepen

6.0x10° 4

nposeaeHueM TI'A-MC ananuza o6pazen YHTI12 nog-

4.0x10° 4

BEpraiu JeHTepoOOMeHy il TOTO, 4TOObI TOYHEE OT-

L. Al

CJIEIUTH BBIJCIICHUE BOJBI U OKUCIICHUE TOBEPXHOCTHBIX  —%, 0

neeKToB 3a CYET MPUCYTCTBHUS B KamMepe TEpMOaHaIu-

0.0

3aTopa cienoB Boznyxa. Kpussie Boigenenuss HDO, CO, o 200 400 80 800 1000 1200
T, °C

CO, u NO/CH,0 pa3noxeHbl Ha KOMIOHEHTHI, KOTOPEIE, Pucynox 12 — Mamenamuseckoe pas-

B CBOK0 0YE€PE/lb, OTHOCU/IM K OHPEACIEHHBIM HOBEPXHO- ;65 cenye kpusoii maccor CO»

CTHBIM IpoleccaM (MpUMEpP Pa3oKeHUs Ha KOMIIOHEHThl KpuBOM Maccel CO, mokas3aH Ha pu-
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cynke 12). OTHeceHHE KOMIIOHEHT MPOBOJWIOCH MpH MOMOIIM JdaHHbIX PD®OC 00pa3ion
YHT160, YHT370, YHTS530 u YHT840 u nutepaTypHbIX CBEACHUI MO Pa3IOAKEHUIO OpraHnde-
CKUX coeMHEeHUU. TemrnepaTypHble AMANAa30Hbl Pa3I0KEHUS TPYIIT 3aBUCIT OT CKOPOCTH Harpe-
Ba, MIOATOMY 00CYK/IaJTUCh HE a0COJIIOTHBIE 3HAYEHUS TEMIIEpaTyp, a MOCIEI0BATEIbHOCTh IPO-
LIECCOB, MPOUCXOAAIIMX Ha noBepxHocTH YHT12.

Tak kak KHUCJIOpoaACOACPIKa-
YHT12 VYHT370

mue rpynmnsl Ha noBepxHoctn YHT

1 557 51.7
CIOCOOCTBYIOT aJICOPOIIMHU BOJIBI Uepe3 46.5 45.5
oOpa3oBaHuE BOJOPOJHBIX  CBS3EH, T,C
MEPBBIM MPOLIECCOM, MPOUCXOIAINAM —>

YnopsagodeHue

IIpU HArpCBaHUH, SABJIACTCA YIAJICHHC
CTPYKTYPBI KPaeBbIX

aJIcOpOMpPOBAaHHON BOJIBI, CPa3y IOCIE ATOMOB M yIJIOB CBISH

KOTOpOro OOHaKUBIIIHECI T'pYIIIIBI Ha-
Pucynox 13 — Cxema pecmpykmypuzayuu OKUCIEHHO20

GMHAIOT  B3AMMO/CHCTBOBATL - MEXKAY Kpas epaghenoso2o hpasmenma nocie 0eKapOOKCUIUposa-
coboli, oOpa3ysl JIaKTOHBI, TTUPOHBI H

aaruapuibl. [To garaeiM POOC YHTI12 conepXuT mpeuMyIIecTBEHHO KapOOKCHIIbHBIC U THIIPO-
KCWJIbHBIE TPYIIIIBI, TO3TOMY 00pa30BaHUE TAHHBIX COEAMHEHUN Hanbomee BepoaTHOo. CTpyKTypa
00pa3yrIIMXCs TPYIIT 3aBUCUT OT JIOKAJIM3AIIUKA UCXOTHBIX (hparmMeHToB. K mpumepy, «kpeceib-
Has» cTpykTypa noepxHoctd YHT crnocoOGctByeT popmupoBanuio 1,2-mMpoHOB, a «3Ur3aroo0-
pa3Has» — HeHACHIIIIEHHBIX Y-TAKTOHOB. HeKOTOphIe CHIIbHO OKUCIICHHBIC (parMeHThl, TAKUE, KaK
KETO- WU OKCUKHUCIIOTHI, MOTYT TaKe 00pa3oBbIBaTh aHTUAPH B, Bbiaess Boay U CO. JlanHbIi
MPOLIECC, TaK XK€ KaK U MPSIMOE PA3J0KECHUE KETOKHUCIIOT, ABJISCTCS MPUYMHOW HU3KOTEMIIEpa-
typHoro BeifeneHuss CO. I[Tocne 3Toro ¢pyHKIMOHATBHBIE TPYIIT pa3iaraloTcs B CICTYIOIICH ITO-
CJIEI0BATEIbHOCTH: KapOOKCUIIBHBIE TPYIIBI — aHTHAPUJIBI (B ABE CTAIUU: Yepe3 0O0pa3oBaHUe
JAKTOHOB MYyTEM B3aMMOJICUCTBUS C OJU3IICKANUMH THAPOKCHIIAMH ¢ BBIZIIeHHEM Tojibko CO,
u Hanpsmyto ¢ BeieneHueM CO u CO,) — nakTOHBI, (PEHOIBI, MUPOHBI — XUHOHBI U MPOCTHIC
a¢upsl. JleiiTepooOMeH TO3BOJIMIT BBISSBUTH CJIOKHBIM MEXaHWU3M BBIJICIICHUS BOJIBI, TAKXKE MHO-
TOCTYIICHUYATHIN: AecopOIus — JABYXCTaAWiiHas AeruapaTaius (BHauajae B3aUMOJICHCTBUE Kap-
OOHOBBIX KHCJIOT MEXIy COOON WM C COCETHUMH THAPOKCUIIAMH, a 3aTeM JeruapaTaius GeHo-
JIOB) — BBICOKOTEMITEPATYPHOE PA3I0KEHHE (PEHOJIOB MO CIEHHUPUICCKOMY MEXaHU3MY C OTIIe-
wieHueM Bojbl. [Ipu aTom B nuamnazone ~400-700°C B curnanax macc HDO u CO, nabmrogancs
ACCHUMETPHUYHBIA THK, CBA3aHHBIN C OKHCICHHEM NOBEpXHOCTHHIX AedexkroB YHT mpumecHbIM
kucinopogoM. Metonom KP nokazano, uyto yaanenue QyHKIIMOHAIBHBIX TPYI MPUBOJUT K YIIO-

PSIIOYMBAHUIO KPAEBBIX aTOMOB yriiepoza. [loBepXHOCTHBIE TPYIIIBI UCKAXKAIOT U U3TUOAIOT Kpast
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rpad)eHOBOTO JIMCTA, MOITOMY HX YAaleHHe COMPOBOXaacTCs cyxacauem nuauii D1 u G (pucy-
HOK 13).

300- DEHOMEL XHHOMES, JlanHbie mo BbIAeneHUIO ra3oB u3 YHTI12 no-

THPOHBI, TAKTOHLI

JIYYCHBI IIPH IIATU PA3JIMYHBIX CKOPOCTAX HArpesa, 4To

[}

o

o
L

[TpocTeie

MO3BOJIMJIO OLEHUTh 3(()EKTUBHBIE SHEPTUU AKTHBA-
aupst

N
o
o

IIUU TIPOLIECCOB PA3I0KEHUsI (PYHKIMOHAIBHBIX TPYIII

=y

[52]

o
L

1

KapOoxcunst

E_ (x[x/Momnn)

" o0 AHTHADHAR o merony Kuccunmkepa. Bmecte ¢ TeM, IpUMEHUTH

- KJIACCUYECKHUI TOIX0/1 U TIPOBECTH OILICHKY E, 1o maH-
05 1.0 15 2.0

oic HbIM KpuBbiX [TI He mpencTaBisiioch BO3MOKHBIM

Pucynok 14 — 3asucumocmo snepeuu akmu- BBUAY TOTO, YTO IMUKA HA 3TUX KPHUBBIX SIBISJIUCH
6ayuu PAsNodNCenUs QYHKYUOHALbHBIX SPYNN  CyMMOM BBIJEICHHUS HECKOIBKUX Ta30B (B OCHOBHOM,
om coomnowenus O/C 6 ux cmpykmype napa, CO u CO,). IloaToMy A1 BBIYMCIEHUH HC-
II0JIB30BAJIMCh KPUBBIE CUTHAIA Macc-criekTpa. [IpuHATO nonmyiieHue, 4To KaXablid MUK Ha 3THX
KPUBBIX COOTBETCTBYET PA3I0KEHHUIO JTOMUHAHTHOIO TUIA (YHKIIMOHAJIBHBIX TPYIII, a OCTajb-
HBIE TIPOLECCHI HE BHOCSAT CYIIECTBEHHBIX U3MEHEHUI B TEMIIEPaTypHYIO KOOpAUHATy nuka. J{ins
psiaa rpymnn (JaKTOHBI, HUITPOCOEIMHEHHs], OEH30XHMHOHBI) 0Ka3aJ0Ch HEBO3ZMOXKHBIM PacCUUTATh
E. BBUIY HESIBHOTO MOJIOKEHUSI COOTBETCTBYIOIMX NMUKOB. OnieHEHHBIE 3HaUeHUs E,, mo3Bonuaun
cenaTh IMpPEeINoo)KEHHE O TOM, YTO pPas3lioKeHHE (YHKIMOHAIBHBIX MOBEPXHOCTHBIX TPYIII
HPEUMYIIECTBCHHO 3aBHCUT OT cooTHolneHuss O/C B coctaBe camoii rpymmsl (pucynok 14). Tlo-
Jy4YEeHHbIE Pe3yJbTaThl OKa3aJIUCh OJIM3KU K JTUTEPATYPHBIM JaHHBIM SHEPrHil aKTUBAILlUU Pa3io-

JKCHUA MHANBUAYAJIbHBIX BCUICCTB.

BoiBoabI

1. Bweixon ¢pakmuu Cs, B npornecce @T nHa karamuzatope Co/YHT-AILO3 (15 mace.% Co) B
1,5-3 pasa Beimie, ueM B ciyuae ucrnonb3oBanus CO/YHT u Co/Al,O;. Karanuszatopsr Ha
ocHoBe okuciieHHbIX YHT, oOmamaror Oosiee BBICOKOM aKTHBHOCTBIO M CEIEKTUBHOCTBIO,
4yeM Ha ocHOBe HeoOpaboTanHbIX. Okucienrne YHT B KOMIO3UTHOM HOCHUTENIE UMEET 00-
patHbIif 3¢ dekT n3-3a oOpazoBaHus ManoakTUBHBEIX dacTul Co pazmepom <3 HM, arjiome-
PUPYIOIINX HA CTAJIUA BOCCTAHOBIICHHUSI.

2.  Oxucnenne YHT a30THO#N KHUCTOTOM SIBIASIETCS KOMIUIEKCHBIM (DU3UKO-XUMHUYECKUM TPO-
IIECCOM, COCTOSIIIIUM M3 Psijia IEpEKPhIBAIONINXCS cTaauil. BHauane Habiromaercs yaaieHue

HaubOosee nedekTHhIX (parMEeHTOB M PAaCTBOPEHHME KaTallh3aTopa pocTa, 3aTeM — pPaBHO-
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MepHOe 00pazoBaHre (PYHKIIMOHATIBHBIX TPYII, HAPSALY C TOBEPXHOCTHOM AECTPYKIUEH yT-
JIEPOJIHBIX CIIOEB, TTOCJIE Yero MPOUCXOIUT 00bEMHas nectpykius YHT.

[Ipemnoxena metoauka nposeaeHus: TI'A-MC okucnennsix YHT, no3Bossitoinas CHU3UTH
BJIMSIHUE CJIEOB KUCJIOpPOJa B KaMepe TEpMOaHAIN3aTOpa U MCCIIEI0BATH MIPOLIECC OKHUCIIE-
HUS YTJIEPOJHBIX MAaTepUalioB Ha BO3JyXe MPH HEMOCPEJCTBEHHOM MOHUTOPHHIE Macc-
CIIEKTPOMETPUYECKOTO CUTHAJIA MTOTJIOMIEHUSI KUCIIOPOA.

[Ipemnoxen mexanusm tepmuueckoi nedynkimonanmuzanuu YHT. C nmomombio meTona
Kuccunmxepa nonydeHsl 3pPeKTUBHbIE YHEPTUM aKTUBALIUU PA3NIOKEHUS O-KETOKHCIOT,
KapOOKCHIIOB, aHTHJIPUAOB, (PEHOTIOB/MUPOHOB U MPOCTHIX 3(upoB Ha moBepxHocTH YHT.
[TokazaHo, YTO yMEHBIIIEHWE COOTHOIIEHUS KUCIOPOJ/YyIiepoa B COCTaBe (DYHKIIMOHAIb-
HBIX TPYIII NPONOPUUOHAIBHO pocTy E,.

Konnentpauus ¢pynkunonanbubix rpynim, aedekrnocts YHT u conepxanue Co onpenens-
0T OJHOPOAHOCTh PACHIpEIeNICHNUs METallla 110 TOBEPXHOCTU HOCUTENS, CTENIEHb KPUCTAJ-
JUYHOCTH M pa3mep yacTull B katanuzatopax Co/YHT, a reomeTpusi HOBEpXHOCTH HAHOT-
pyOOK — YCTOMUYMBOCTH K CIieKaHHIO B mporecce OT.

YMeHblIeHHEe cpeaHero pa3mepa HanecéHHoro Co c¢ 26,3 no 4,3 HM B KaTaiau3aropax
Co/YHT (15 macc.% meTtanna) NpuBOAUT K POCTY aKTUBHOCTH NPHU MAJACHUM CEJEKTUBHO-
cti K ¢pakiuu Cs.. AKTUBHBIEC IICHTPHI B KpynHBIX yacTuiiax Co 6omnee 3¢ HeKTHBHBI B 00-
pazoBaHuu yraeBoaopo1oB Cs,, 0HAKO 00111ee KOJIMYECTBO JOCTYIHOTO JJIsl peareéHTOB Me-
Tajla OKa3bIBaeT 00Jiee CHIIbHOE BIMSIHHE HA BBIXOJl ATOW (Ppakimu, 4To MOATBEPKIAACTCS
Ha IpuMepe o0pasiia ¢ HAMMEHBIITUM Pa3MePOM YacTHIl MeTasIa.

OpnHo#t U3 mpu4rH HU3KOW akTUBHOCTU YyacTul Co pazmepom <3 HM B npouecce OT ¢ uc-
MOJIb30BAHUEM YTJIEPOJTHOTO HOCHUTEINS SIBISIETCSI OOpa30BaHHUM YTIIEPOJIHON OOOJOUKH Ha

aMop(HBIX YacTHUIIAX, IPEMSITCTBYIOMEN AU (y3Un peareHTOB K aKTUBHBIM LIEHTPAM.

OcHoOBHOe coiep:xkaHNe TUCCePTANUN OIYOJIUKOBAHO B CJAEYIOMUX MyOJIMKAIUAX

1.

S. A. Chernyak, E. V. Suslova, A. S. Ivanov, A. V. Egorov, K. I. Maslakov, S. V. Savilov,

V. V. Lunin. Co catalysts supported on oxidized CNTs: evolution of structure during prepa-
ration, reduction and catalytic test in Fischer-Tropsch synthesis // Appl. Catal. A. 2016. V.
523. P. 221-229.

S. A. Chernyak, A. S. Ivanov, N. E. Strokova, K. I. Maslakov, S. V. Savilov, V. V. Lunin.
Mechanism of thermal defunctionalization of oxidized carbon nanotubes // J. Phys. Chem.
C. 2016. V.120. P. 17465-17474.

26



3. S.A. Chernyak, E. V. Suslova, A. V. Egorov, K. I. Maslakov, S. V. Savilov, V. V. Lunin.
Effect of Co crystallinity on Co/CNT catalytic activity in CO/CO, hydrogenation and CO
disproportionation // Appl. Surf. Sci. 2016. V. 372. P. 100-107.

4. S.A. Chernyak, E. V. Suslova, A. V. Egorov, Lu Li, S. V. Savilov, V. V. Lunin. New hy-
brid CNT—alumina supports for Co-based Fischer—Tropsch catalysts // Fuel Proc.Technol.
2015. V. 140. P. 267-275.

5. S.A. Chernyak, A.S. lvanov, K.I. Maslakov, A.V. Egorov, Z. Shen, S.V. Savilov,
V.V. Lunin. Oxidation, defunctionalization and catalyst life cycle of carbon nanotubes: Ra-
man spectroscopy view // Phys. Chem. Chem. Phys. 2016. DOI: 10.1039/C6CP04657F

6. E.B. Cycnosa, C. A. Yepnsix, A. B. Eropos, C. B. Casunos, B. B. Jlynun. ['ungpupoBanue
CO; B npucyrctBun kobanbTcoaepkanmx katanuzatopos // Kun. Kat. 2015. T. 56. Ne 5. C.
655-662.

7. C.A.Yepnsk, I'. E. Censies, E. B. Cycnosa, A. B. Eropos, K. 1. Macnakos, A. H. Xapmna-

HoB, C. B. CaBuunos, B. B. Jlynun. Biussaue maccoBoro coaepxaHusi KoOajibTa Ha CTPYKTY-
py ¥ KaTaJuTHUecKue XapakrepucTuku katanuzatopoB Co/YHT B mpouecce dumepa—

Tpomua // Kun. Kat. 2016. V. 57. P. 645-651.

BJaarogapHocTu.

ABTOp BBIpaxkaeT orpoMHyto OnarogapHocTh K.J.-mM.H. MacnakoBy K.W. u HecrepoBoii
E.A. - 3a npoBenenne POOC u uHTEpIpeTAIMIO NOJIYYEHHBIX CIIEKTPOB, a TAK)KE 3a MPOBEJICHHE
coporomerpuu, k.x.H. EropoBy A.B. — 3a uccinegopanue merogom I19M, Crpokosoit H.E. — 3a
poBeJicHUE TepMmoaHanusa, ApxumnoBoil E.A. — 3a nomouip B cuHTe3e ucxoausix YHT, K.X.H.
XapnanoBy A.H. — 3a uccnenoBanusa karanuzatopoB metonom TIIB, k.x.H. JleBanoBy A.B. un
k.X.H. Mcaiikunoit O.4. — 3a peructpauuto cnexkrpoB KP, n.x.H. UepnaBckomy I1.A. — 3a uccre-
JIOBaHHE KaTaJu3aTOPOB MArHUTHBIM METOJIOM, a TaKKe CTYACHTaM U COTPYAHHMKaM jabopaTo-
pruu KI'D Xumunyeckoro daxynsrera MI'Y 3a MOCTOSHHYIO MOJAEPHKKY U MOMOIIIb; aKaJAEMUKY
PAH Jlyauny B.B., k.x.H. CaBunoBy C.B. u k.X.H. EnnceeBy A.A. — 3a Ba)XHble KOMMEHTapUH U
obcyxnenne pabotel. OcoOyr 6aroJapHOCTh X0TeNoCh ObI BbIpa3uTh K.X.H. Cycrnosoit E.B. u

HAYYHOMY PYKOBOJAMTENIO paboTHI - C.H.C. K.X.H. UBanoBy A.C.
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