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OBIIASA XAPAKTEPUCTUKA PABOTDI

AKTYyaJIbHOCTHb TeMBbI HCCJIC0BAHUS

I'eTeporenHblii KaTaau3 JIEKUT B OCHOBE OOJBIIOTO YHCIIA XUMH-
YECKMX IPOILIECCOB, MMEIOMMX KIIOYEBOE MPOMBIIIJIEHHOE 3HAYCHHE.
CoBpemeHHBIE TpeOoBaHUs K SHEProd(pPeKTUBHOCTH, CENEKTUBHOCTU U
HKOJIOTHYECKOH 0€30MacHOCTH XUMHUYECKUX MPOLECCOB 00YCIOBINBAIOT
HEOOXOIUMOCTD JI€TaJbHOTO MOHUMAHUSI MEXaHH3MOB KaTaIUTHUYECKUX
peakiuii U COMYTCTBYIOIIMX IPOIIECCOB MAcCO- M TEIUIONEpPEHOCa B
YCIIOBHSX, MAKCUMAIBHO MPUOIMKEHHBIX K TPOMBIIUICHHBIM.

Hanbonee naHdopmMaTuBHBIM MOJX00M K PELICHUIO JaHHOW 3aa-
YH ABJSIETCS IPOBEJCHUE operando ucciel0BaHui, MO3BOJSIIOIINX PErt-
CTPUPOBATh COCTaB PEAKLMOHHOM Cpenbl U AMHAMUKY MPOLIECCOB HEMO-
CpeACTBEHHO B paboTaromeM peakrope. Cpeau HEMHBa3UBHBIX METOAOB
0co00e MEeCTO 3aHMUMAET SACPHBIM MarHUTHBIN pezoHaHc (IMP), oGec-
MEYMBAIOIINN KOJIMYECTBEHHOE OIpPECICHUE KOHIIEHTPAUN pearcHTOB
U IPOAYKTOB, a TAKXe MOIy4eHUE MPOCTPAaHCTBEHHO-Pa3peIICHHON HH-
(dopmanuu o pactipeielieHHH BEIIECTBa, TEMIIEpaType 1 MOTOKAaXx.

HecMmoTps Ha mMpOKUil CIEKTp BO3MOXHBIX HCCIEIOBaHHUM, Cy-
LIECTBYET PsI CIOKHOCTEH M OTpaHMUYEHUM NMPHU MU3yUYEHUH T'eTepPOreH-
HBIX cucTeM MeTogaMu SIMP. B uacTtHOCTH, MaHHBIE METOOBI 00IagAI0T
HU3KOH YyBCTBUTEIBHOCTHIO0. OCOOEHHO OCTpO 3Ta MpodiieMa CTOUT IpH
WCCIIeIOBaHNU ra30(a3HbIX MPOLECCOB, T.K. IUIOTHOCTH SIIEPHBIX CITUHOB
B ra3e Ha TPH MOPSJKA HIKE, UEM B KUAKOCTH, YTO CYIIECTBEHHO CHU-
’aeT MHTEHCUBHOCTh curHana SIMP, 3HAUNTENBHO YCIOXKHSSA UCIOIB30-
BaHHUE KJIACCMYECKOTo noaxoaa. OMHUM U3 MEPCIEKTUBHBIX MOAXO0JI0B K
MIPEOAOJICHHIO JAaHHOTO OTPAHUYEHHS ABIISETCS HCIIOJIb30BAaHUE METOAOB
TUNEPHOIAPU3ALNN AJEPHBIX CIUHOB, MO3BOJISIIOIINX YBETUYUTh HHTECH-
CHUBHOCTB curHasia SIMP Ha HECKONBKO MOPAAKOB BETUYHHEI.

JononHuTeNsHON MpoOJIeMoil MpH TPOBEJCHUH HCCIICAOBAaHUN
KaTaJIUTUYECKUX PeakTopoB MmeronaMu SIMP sBusiercs MCKakeHue of-
HOpPOJHOCTH MAarHUTHOTO IOJI TPaHYJIMPOBAaHHBIM KaTaJIUTHYECKUM
CJIOEM, MPHUBOZAIIEE K YIIMPEHHUIO CIEKTPAIBHBIX JIMHUM, CHI)KEHUIO
MHTEHCUBHOCTH CHTHAJIOB M YCJIOXKHEHUIO MpUMEHEHUs meTtonoB SIMP.
Kpome toro, cnienuduka razodasHbIX CHCTEM, BKIIOUYas BHICOKYIO (-
(y3MOHHYIO TIOABMKHOCTh MOJIEKYJI U KOPOTKHE BpEMEHA SACPHOM CIH-
HOBOW peJlaKcalliy, HaKJIaJbIBaeT JONOJHUTENBHbIE OTPaHWYEHUS Ha
BEIOOp SKCHEPHUMEHTAIBHBIX METOOUK U TpeOyeT Oosee TIIATENLHOTO
noadopa TUMa ¥ apaMeTpOB UMITYJIbCHBIX MTOCTIEI0BATEIEHOCTEH.
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B cBs13u ¢ 3TUM aKTyallbHOM SIBJIIETCS Pa3padOTKa U Pa3BUTHE Me-
ToA0B SIMP, ananTupoBaHHBIX K UCCIEAOBAHUIO T€TEPOrCHHBIX KaTaJIH-
TUYECKHUX MPOIIECCOB B Ta30BOM (ha3e B pexUMe operando, BKItOYas UC-
MOJIL30BAaHUE METOJOB THUIIEPIIONIIPU3AIMK M TIOJX0J0B, 00eCIeUNBaI0-
IUX MoiydeHue crekTpoB SIMP BBICOKOro pa3pelieHusi U KaueCTBEH-
HbIXx MP m300pakeHmii peareHToB U MPOJYKTOB BHYTPU PabOTArOIIETO
peakrtopa.

Takum o0pa3oMm, JaHHas AHCCEPTAllMOHHAs paboTa IMOCBSIICHA
pasBuTuio MetoaoB SIMP, HanpaBiIeHHBIX HA U3YUYCHUE MTPOLIECCOB, MPO-
TEKAIOUUX B MOJEJBHBIX T'e€TEPOTCHHBIX KAaTAIUTUYECKUX PEaKTOpax B
ra3oBoil (pase C MCIOJIb30BAHUEM THIICPIOSIPU3AIIN SACPHBIX CITHHOB
Ha OCHOBE MapaBoOAOPO.a.

CreneHnb pa3padoTAHHOCTH TeMbI HCCJIEI0BAHUS

B nocneagnue pecstunerus Meroasl IMP akTUBHO pa3BUBAIOTCA U
HaXoAiT BcE Ooyiee MIMPOKOE MPUMEHEHHE JJIsi UCCICAOBAHUS TeTepo-
TEHHBIX KaTATUTHYECKUX IMPOLIECCOB.

CylIeCTBEHHBIM OrpaHuueHueM uccieaoBanuit SAMP  sBnsercs
HU3Kasl YyBCTBUTEIHLHOCTh METO/IA. J{JIsl MOBBIIICHUS] YYBCTBUTEIILHOCTH
HCIIONB3YIOT Pa3MYHble METOJbI TUIEPIOISPU3ALUU, BKIIOYAs HUHA-
MUYECKYIO MOJIIPHU3AIMIO SJIeP, CIMH-0OMEHHYI0 ONTHYECKYI0 HaKauKy,
METOJbl YCUWJICHHSI CUTHAJa 3a CUET MCMOJIb30BaHUS MapaBOJOpOAa, Ta-
KM€ KaK MHIYIHUPOBAaHHAS MapaBoaopoaoM noispusanus saep (M)
W YCWIEGHHE CHUTHalma B Ipolecce oOpatuMoro oOmeHa (signal
amplification by reversible exchange; SABRE). Oguum u3 nanbomnee
MPOCTHIX ¥ MEPCIICKTUBHBIX METOMIOB ISl operando uccnenopannii IMP
KaTalMTUYeCKUX peakiuil sBusercs meron WIS, mo3Bosstronuii co-
3/1aBaTh TUMNEPIOSAPU3AIUI0 HENOCPEACTBEHHO HA HMHTEpMEAUaTax u
MPOIYKTaX PEaKIU TUIPUPOBAHUSL.

Hapsimy ¢ mpo0GiieMoii 4yBCTBUTEBHOCTH, CYIIECTBEHHBIM IPETISIT-
CTBUEM ISl UccaeAoBaHui ¢ momoiplo SIMP rereporeHHbIX KaTaluTu-
YECKUX PEAKIMM SBIAECTCA HEOJIHOPOJHOCTh MATHUTHOIO MOJISA, BBI3BaH-
Hasg NOPUCYTCTBUEM TpPaHYJIMPOBAHHOTO KATAUTHUYECKOTO CJOs. ITO
MPUBOAUT K 3HAUUTEILHOMY YIIHPEHUIO CIIEKTPANbHBIX JUHUHN, CHUXKE-
HUIO0 WH()OPMATUBHOCTU CIIEKTPOB M YCIIOKHSET MPUMEHEHUE METOOB
SAMP. JlonomHUTENBHBIC TPYIHOCTU CBS3aHBI CO CHEIU(PUKON THITEPIO-
JISIPU30BaHHBIX CUTHAIOB B Metone WIIIIA, Brirodas mx aHTH(A3HEIHA
XapakTep, a Takke ¢ OonpKMMU Kodpduuuentamu Auddy3un u KopoT-
KHMH BPEMEHaMU peJlakcallii MOJISKYII B Ta30B0Oi (a3ze.
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Takum 06pa3oM, HECMOTpPS Ha 3HAUYUTEIBHBIN NPOrpecc B pa3BUTHU
MeToq10B SIMP 1 MeTonoB rUnepnoisipu3aluy, ocTaéres psiji HepeleH-
HBIX 33]a4, CBA3aHHBIX C aJanTalyed JaHHBIX MOAXOJOB K HMCCIEN0Ba-
HUIO ra30()a3HbIX TeTEPOTCHHBIX KATAIUTHYECKHUX MIPOLIECCOB B YCIOBH-
X operando. OT0 onpeaensieT He0OXOAUMOCTh JalbHEHIIETO Pa3BUTHS
9KCHMEPUMEHTAIBHBIX METOAUK, MMITYJIbCHBIX IOCIEN0BATEIbHOCTEN H
KOHCTPYKIMI peakTopoB, COBMECTUMBIX ¢ SIMP uccrnenoBanusimMu, 4To 1
SBIISIETCS. IPEAMETOM JTAaHHOM PabOTHI.

Hean paGoTsl
pa3paboTka 1 npuMeHeHHe metoaoB SIMP mns wccnenoBaHus reTepo-
TCHHBIX KaTaIUTHYECKUX MPOLECCOB B operando yCIOBHUsIX, B TOM YUCIIE
¢ npumenenueMm meroga UIITTA.

3agaun:

1. mccnenoBath BIUSHHUE aHTU(A3HONH HAMAarHUYEHHOCTH Ha OTHOILICHUE
curHan/mym (OCLI) MP nzobpaxenni;

2. pa3paboTaTh M ONTUMHU3HPOBATH UMIYJIBCHYIO MOCIEI0BATEIBLHOCTD,
o0ecreunBaronylo npeodpa3oBaHue aHTHU(A3HOTO CUTHANA B CHH-
¢azubii, s MPT uccnenoBanuii reTeporeHHOro razogasHoro rua-
PUPOBaHUS C UCIOIB30BaHUEM MTAPaBOAOPOAA;

3. paspaboTtaTb MOAXOMABI K MOJMY4YeHHUIO criekTpoB SIMP Beicokoro pas-
peleHns Jisl IPOLEeCCOB TeTEPOreHHOT0 ra3o()asHoro ruIpUPOBaAHHS
C MCIIOJIb30BAaHNEM TapaBOOPO/a B YCIOBUIX CHIIBHOM HEOIHOPO.-
HOCTH MarHMTHOTO MOJIsI, 00yCIOBIEHHONW NPUCYTCTBHEM TpaHyJIH-
POBaHHOTO KaTAIMTHYECKOTO CJIOSI B YyBCTBUTEIBbHONW 00JIacTH CIEK-
TPOMETPA;

4. OLEHWUTH BO3MOXHOCTH MCIIOJIb30BAaHUS TEOMETPUIN KaTaTUTHYECKOTO
CcJ10s, COBMECTUMBIX ¢ SIMP m MMUHUMU3HPYIOIUX UCKaKEHUS OJHO-
POIHOCTH MAarHUTHOTO IOJIA, JUISI M3YYEHUS KaTaUTHUYECKUX Mpo-
[IECCOB BHYTPH paboTaromiero peakropa Mmerogamu SIMP.

Hayunast HoBH3HA

[lokazano HeratuBHOE BIMSHUE aHTH(A3HOW HAYaIbHOW Hamar-
HUYEHHOCTH CIIMHOBOM CHCTEMBI, BO3HHKAIOIIEH B SKCIEPHUMEHTax ¢
WCTIOJIb30BaHUEM TMapaBoaopoaa, Ha nHTeHcuBHOCTh U OCIL MP n300-
pakeHuH.

Pazpaborana um onNTHMU3MpOBaHAa HMMITYJIbCHAs MOCIEAOBATEIb-
Hocte MPT, obGecneunBaromas s¢QexruBHOE MpeoOpa3oBaHHE aHTH-
(ha3HOTO TUNEPHOISIPU3OBAHHOIO CHTHaNa B CHH(A3HBI U MO3BOJISIO-
mas noirydatb MP m3o6paxenus ¢ noseimeHabiM OCLI o cpaBHEeHUIO
CO CTaHAAPTHBIMU UMIIYJIBCHBIMH IOCJIEIOBATEIBHOCTAMU IIPHU HCCIIE-
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JOBaHHH T'€TEPOTEHHBIX ra30()a3HbIX KaTATUTHUYECKUX MPOLECCOB C HC-
none3oBanuem MIIITA.

BrniepBrie npeyiokeH U pean30BaH MOAXO0J, OCHOBAHHBIN Ha HC-
MOJIb30BaHUM ABYKBAaHTOBBIX KOTE€PEHTHOCTEH, (HOPMHPYEMBIX B HM-
nynbcHOM mocnenoBatenbHocTn COSY u3 anTH(a3HONW HAMarHWYEHHO-
CTH, BO3HUKarolle nmpu npumeHeHuu meroxa MIIIIS, nns momydenus
cnekTpoB SIMP BbICOKOro paspelieHus! Mpu HCCIETOBAaHUM IMPOLECCOB
TOMOTE€HHOTO U TETEPOreHHOTO THUIPHUPOBAHUA C HCIOIb30BAHUEM
MapaBoAopoja Kak B KUAKOCTH, TaK U B Ta3e, B YCIOBHUAX CUIBHON He-
OJHOPOAHOCTH MAarHUTHOTO TOJIS, OOYCIOBIEHHON MPHUCYTCTBHEM Ipa-
HYJMPOBAHHOTO KaTaJUTHYECKOTO CIIOS B UYYBCTBUTEIBHOM o00iacTu
CIIEKTPOMETpA.

BrniepBrie moka3aHa NpUMEHMMOCTh MCIIOJIB30BAHUS TOJIBIX CTEK-
JISTHHBIX TPYOOK C HAaHECEHHBIM KaTAIUTHYECKHM CJIOEM M MOJBIX cdep
u3 okcuga amroMuHus (Al,O3), HE3HAUUTENFHO UCKAKAIOIINX OHOPOA-
HOCTb MarHUTHOTO TOJIs, I ody4eHus crekTpos SIMP Beicokoro pas-
pelieHuss W TPOBEICHUSI operando WCCIEAOBAaHUN TPOLECCOB TeTEpo-
TEHHOTO KaTaJUTHYECKOro TWApHpoBaHus Mmetomamu SIMP B rasoBoit
daze.

TeopeTnyeckasi 1 NpaKTHYeCKAs 3HAYUMOCTD

[lokazano, uro aHTH(a3HBIA XapaKTep HAMAarHUYEHHOCTH, BO3HU-
Karomui npu ucnons3zoBanuu UM B yenosusix PASADENA, npuso-
OUT K 3HAUYUTENIBHOM MOTEpEe MHTEHCUBHOCTH CUTHAla M CHI)KEHHUIO
OCULI MP u300paskeHHi.

Pazpaborana u peannzoBaHa MMIYJbCHAs MOCIENOBATEIBHOCTD,
obecrieunBaiomias mnpeodpa3zoBaHue aHTH(A3HOW HAMarHUYEHHOCTH B
cuH(a3HyI0 mepe] NPOCTPaHCTBEHHBIM KOIMPOBAHUEM, YTO MO3BOJIMIIO
MOBBICUTh NHTEHCUBHOCTH curHana B MPT u ysemnuuts OCII nomyya-
eMBIX n300paxeHni runepnonsapusoBaHHoro merogom UIIA npoaykra
peaxkuy TUAPUPOBAHUS B rase.

[Ipennoxen noaxon, OCHOBaHHBIN Ha UCIOIB30BAaHUM JIBYKBAHTO-
BBIX KOI'€pEHTHOCTEH, (HOPMHUPYEMBIX B UMIYJIbCHOW MOCIEI0BATENbHO-
ctu COSY u3 anTuda3Hoii HAMarHMYEeHHOCTH, BO3HUKAIOLICH TPH MIpH-
MeHeHnn Merona MIIIISA, mns momyuenust crektpoB SIMP Bwicokoro
paspeleHs B yCIOBUSAX CHIBHON HEOJHOPOJHOCTH MAarHMTHOTO TOJI,
00YCIIOBIEHHOH MPUCYTCTBHEM TPaHYJIMPOBAHHOTO KaTAIUTHYECKOTO
CJIOSI B UyBCTBUTEIILHON 00JIaCTH CIIEKTPOMETPA B operando yCIOBUsIX.

OKCNEepUMEHTANbHO MPOJAEMOHCTPUPOBAHO, YTO HCIIOJIb30BaHUE
QJIBTEPHATUBHBIX F€OMETPUN KAaTAIMTHUECKOTO CJ0s, a MMEHHO MOJIBIX
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CTEKJISTHHBIX TPYOOK ¢ HaHECEHHBIM KaTaJlM3aTOPOM M TOJbIX chep U3
Al,O3 B KauecTBe HOCUTENEH KaTalu3aTopa, CyIeCTBEHHO CHM)KAeT UC-
Ka)K€HUs] MarHUTHOTO TOJISI U TIO3BOJISIET IMOJIyYaTh MPOCTPAHCTBEHHO-
paspemieHHble ciekTpel SIMP sxuakocTtelt M ra3oB C BBICOKHMM CIIEK-
TPaJIbHBIM pa3pEIICHUEM, CEJEKTUBHBIE N0 XMMHUYECKOMY caBury MP
n3o0paxenus: razoazHoN peakluy, a TAKXKE MOIydaTb AOCTOBEPHBIC
KOJIMYECTBEHHBIE JJAHHBIE O COCTABE PEAKIIMOHHON CMECH U KOHBEPCHU B
operando yCIoBHsIX Aaxe 0e3 NCIOIb30BaHHsI METOJOB TUIIEPIIOIIpHU3a-
LUH.

PazpaboranHble MeTOJOJIOTMYECKHE MOIAXOIBl PACLIMPSIOT 00-
nacte npuMeHnMocTH MetoqoB SIMP ¢ ucnonszoBanuem UIIIIA B du-
3MYECKOM XMMHHU M KaTaJIu3€ U CO3JAI0T OCHOBY IS JAIBHEHIIIETO pa3-
BUTHSI METOJIOB Operando TUarHOCTHKH T'€TEePOTeHHBIX KaTATUTHYECKHX
peakTopoB

[IpakTryeckas 3HaYMMOCTH PabOTHI 3aKITIOYACTCSI B BOBMOKHOCTH
MPUMEHEHUS MPEIOKEHHBIX METOJIOB AJI KOJIMYECTBEHHOTO aHalIN3a
KOHBEPCHH, CEJIEKTUBHOCTH, PACIpEe/ICHUs] peareHTOB U IMPOAYKTOB, a
TaK)ke MPOLIECCOB MAcCo- U TEIJIONEPEHOCa B KaTAIUTUYECKUX PEAKTO-
pax MpOTOYHOTO TUIA B PEXKUME operando.

MeTtom0s10THsI M METOAbI HCCIET0OBAHMS

B pabote ncnonp30BaHBl METOBI CIIEKTPOCKONUH SAEPHOTO Mar-
HUTHOTO pEe30HaHCa M MAarHUTHO-pe30HaHCHOH Tomorpadpuu, WK-
TepMorpadui U ONTUYECKOH CIEeKTpOCKONmMH. sl yCHIIEHHs CHUTHana
WCIOIB30BAJICA METOJI MHAYLMPOBAHHON MapaBOAOPOAOM MOJSpHU3ALHUU
szep.

IToJs10:xeHUsI, BBIHOCHMBbIE HA 3AIUTY

1. AaTHda3HBI XapakTep THIEPIONSPU30BAaHHOW HAaMarHWYEHHOCTH,
BO3HUKAIOWIEH MPH HMCIIOJIB30BaHUU MApaBOAOPOJa B YCIOBHUAX 3KC-
nepuMmeHTa PASADENA, npuBoauT K CyIIECTBEHHOMY CHH)KEHHUIO
uHTeHcuBHocTH U OCILI MP u3o0pakeHuil B HEOJHOPOAHBIX Mar-
HUTHBIX MOJISAX.

2. Pa3paboTaHHas UMITyJIbCHAS ITOCIEI0BATENbHOCTE, 00ECTIeYBAOLIAs
npeoOpazoBaHue aHTH(a3HOW KOTEPEHTHOCTH B CHH(a3Hyr0 mepen
MPOCTPAHCTBEHHBIM KOAMPOBAHHMEM, MO3BOJIsIET OoJiee ueM B 2 pasa
noBeicuTs OCIL MP u3o0paxeHuil rereporeHHbIX razodasHbix pe-
akTopoB IpH wucnonb3oBaHuu Mertoma MIIIIA B pexume
PASADENA.

3. Ucnonp3oBaHNWE JBYKBAHTOBBIX KOT€PEHTHOCTEN B ABYMEPHOM IJKC-
nepuMenTe SIMP no3Bonsier nonydats criektpsl IMP Bricokoro pas-
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peLICHNs B YCIOBHSIX CHJIBHOW HEOJHOPOIHOCTH MAarHUTHOTO MOJIS,
BBI3BAaHHOHM NMPHUCYTCTBUEM T'PaHYJIHUPOBAHHOIO KAaTalIW3aTOpa B UyB-
CTBHUTEJIbHOU obnactu criekrpomerpa AMP.

4. PanimoHanbHBIA BHIOOp T€OMETPUM HOCHUTENs Kartaiauzaropa (IoJibie
CTEKJISTHHBIE TPpyOKH, monblie chepsl n3 Al,O3) MUHUMHU3UPYET HCKa-
KCHUSI MarHUTHOTO TOJISI W OOECTeYnBaeT BO3MOXKHOCTH operando
SAMP u MPT uccnenoBanuii ra30Qa3HbIX IPOLIECCOB.

5. Pa3paboTaHHbIil KOMIUIEKC METOJOJIOIMYECKUX MOIXOA0B MO3BOJISET
MPOBOJUTH KOJIMYECTBEHHBIE operando SIMP nccrnenoBanus rerepo-
TEHHOr0 Tra30()a3HOr0 THAPUPOBAHMS C HCIIOJIB30BaHHEM METOnA
UIIIIA.

JocToBepHOoCcTh padoTHI
JlOoCTOBEpHOCTh PE3yNIbTaTOB MOATBEPKAAETCS BOCHPOU3BOANMO-

CTBIO OKCIEPHUMEHTAJbHBIX JaHHBIX, HCIOJH30BAHUEM COBPEMEHHOTO

SKCHEPUMEHTAILHOTO 000pYIOBaHUS, WCIONb30BAaHHEM HE3aBHCHUMBIX

METOAOB aHanu3a. llomydeHHbIe SKCIIEpUMEHTAIBHBIE TaHHBIE COTIacy-

IOTCSI C IUTEPaTYPHBIMU JaHHBIMU U PabOTaMH IPYTUX HAyYHBIX TPYIII.

KoppektHocTs pe3ynbTaToB pabOTHI Takke MPU3HAHA MHUPOBBIM Hayd-

HBIM COOOIIECTBOM, YTO MOATBEPXKAAETCS MyOJMKAMSIMU B BEIyLINX

PELeH3UPYyEeMbIX MEKAYHAPOAHBIX >KypHallaX COOTBETCTBYIOIIEH Tema-

TUKU B 00CYXIIEHHEM pe3yIbTaTOB Ha MEXIYHAPOAHBIX KOH(PEPEHIIUSX.

Anpobanysi padoTsI
OcHOBHBIE pe3ynbTaThl pabOThl OBUIM H3IIOKEHBI B 5 CTAaThAX U

ObUTM JINYHO IPEICTaBJICHBI aBTOPOM M OOCYKAaIHCh Ha CIETYIOLINX

mkosax M kKoHpepenmmsax: MHCK-2019, MHCK-2020, PERM-2020,

Spinus-2021, International Voevodsky Conference «Physics and Chem-

istry of Elementary Chemical Processes» 2022, MHCK-2022, Cumno3u-

yM «CoBpeMeHHas xuMmudeckas pusuka» 2022, International conference

«Modern Development of Magnetic Resonance» 2023, Spinus-2023,

EUROMAR 2025, ChemReactor-26, PERM-2025, Kartamutuueckuii

nuzanu 2025.

JIM4YHBINA BKJIAJ CONCKATEJS
Cowuckarenp y4acTBOBAI B IUIAHUPOBAHUHM HKCIIEPHUMEHTOB, HX

MPOBENCHUH, aHATH3€ SKCHEPHUMEHTAIBHBIX AAHHBIX, OOCYXIEHHH MO-

JYYCHHBIX PE3yJbTaTOB U UX MHTEPIpPETANH. ABTOP y4acTBOBAI B MPO-

BEJCHUH BCEX MCCIIEJOBAHMM, ONMMCAHHBIX B pabOTe, KpOME CHHTE3a Ka-

TaNMU3aToOPOB.

[loaroroBka Te3MCOB AOKIAIOB M CTAaTeil MPOBOAMIACH aBTOPOM

COBMECTHO C HayYHBIM PYKOBOJIUTEIEM U COABTOpaMH PadoT.
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CTpykTypa n 00BEM ANccepTAIUN

Huccepranys usnoxeHa Ha 185 cTpaHuIiax MalIMHONKMCHOTO TEK-
CTa, coAepPkUT 53 prucyHka (U3 HUX 7 B MPWIOKEHUN) U 3 Ta0nuikl. Pa-
00Ta cocTouT M3 BBeAEHHs, 0030pa JIuTeparypsl (riaBa 1), omucanus
METOAOB HcciefoBaHus (Ti1aBa 2), pe3ynbTaToB U 00CyxneHus (TiaBa
3), 3aKJIIOUEHHS M BBIBOJIOB, CITMCKA UCIIOJIB3YEMbIX COKpAIlEHHUH, CIIHC-
Ka HUTHPYEMOH JINTEPATYphl U3 234 MyHKTOB, U MPUII0KEHNUS.

CootBercTBHe cnempagabHocTH 1.3.17 — XuMHu4eckas Qpu3nKa,
ropeHue 1 B3pbIB, GU3NKA IKCTPEMAJIBHBIX COCTOSIHMI BelllecTBA

HuccepraunonHas pabota cooTBeTcTByeT 1. | «ATOMHO-
MOJIEKYJISIpHasl CTPYKTYpa XMMHUYECKUX YaCTHIl U BEIIECTB, MEXaHU3MBI
XMMHMUYECKOTO TPEBpaIllEHUs, MOJIEKYJIIpHAsA, SHEPreTUYeCcKas, XUMUYe-
CKasl ¥ CIIMHOBAs AMHAMHKA 3JIEMEHTapHBIX POLECCOB, pU3NKa 1 Gpusn-
YeCKHE TEOPUH XUMMUYECKUX pPEakUUil M 3KCIEPUMEHTAIbHBIE METOIBI
WCCJIEJOBAHNS XUMHUYECKON CTPYKTYpBl U TUHAMHMKH XMUMUYECKHX Ipe-
BpallleHui», a Takxke M. 6 «CTpoeHHe, CTPYKTypa M peakLMOHHAs CIIO-
COOHOCTD HMHTEPMEOUATOB XWMHUYECKHX pPEaKUWi; XUMHUYECKHE MeXa-
HU3MBI U (QU3HMKa KaTATUTHYECKUX MPOLECCOB; TUHAMUKA, CTPYKTYpa U
CHEKTPOCKONHSA KaTaJUTHYECKHM AKTUBHBIX IOBEPXHOCTEW» TMacropra
JAaHHOM CTIEUAIBbHOCTH.

OCHOBHOE COJEPKAHUE PABOTHBI

Bo BBegeHHM OIMCHIBAIOTCSA AKTYyaJbHOCTh M Pa3pabOTaHHOCTH
TeMbl, (GOPMYNUPYIOTCS LEIH W 3aa4d HCCIEAOBAHHUS, OMUCHIBAIOTCS
Hay4Has HOBHM3HA, IPAKTHUECKas M TeopeTHyecKas 3HaYMMOCTb paOOTHI,
METOABI HcCieqoBaHus, (OpMYyIHPYIOTCS MOJO0KEHHUS, BHIHOCUMBIE Ha
3alUTY, CTENEHb JOCTOBEPHOCTU PE3yJIbTATOB MCCIIECAOBAHUS, JTUYHBIN
BKJIaJl aBTOPa, CBEJCHUS 00 anmpoOaiuy pe3yibTaToB.

IlepBasi riaBa mocesiieHa TuTepatypHoMy 0030py. B pazoene
1.1 paccmoTpensl BoaMoxkHOCTH SAIMP it operando wiccnenoBanuii re-
TEPOTreHHBIX KaTATUTHUYECKUX pEaKkluid, IpUBeIeHBl HEOOXOAUMBIC CBE-
JeHusl 00 OMHOMEPHOH U AByMepHO# criekTpockonun SIMP, o0cyxnaeT-
sl BIMSIHAE TpaHyJl KaTaln3aTopa Ha OJHOPOJHOCTh MarHUTHOTO MOJIS U
YYBCTBUTEJIBHOCTD, @ TAK)KE aHAJM3UPYIOTCS METO/BI KOMIIEHCAIlUN He-
oJHOpoAHOCTEH monsi. Pazden 1.2 MOCBAWIEH METOJAM THIIEPIIONISpHU3a-
UM, X (PU3NYECKUM OCHOBAM, MPEUMYIIECTBAM M OTPAaHHUYCHHSM, C
aKIEHTOM Ha THIEPIOJIIPU3aLUI0 Ha OCHOBE MapaBoJopoaa. B paszodeine
1.3 paccMaTpuBarOTCsl IPUHLIUIIBI MAaTHUTHO-PE30HAHCHON TOMOTrpaduu
(MPT), umMnyabCHBIE TTOCTIEIOBATEILHOCTH, TPUMEHUMBIC IS operando
MPT rereporeHHbIX peakTopoB, naH 0030p padoT mo MPT xunko- u
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ra3o(a3HbIX KaTaIUTHYECKUX MpoueccoB. B pazdene 1.4 obcyxnarorcs
0COOEHHOCTH MPOEKTUPOBAHUSI KOHCTPYKLIUH PEaKTOPOB, COBMECTHMBIX
¢ MP uccnenoBanusaMu.

Bropas riaBa mocBsiieHa KpaTKOMY ONMCAaHUIO 3KCIIEPUMEH-
TaNbHBIX YCTAHOBOK M ONHMCAaHUIO MCIIOJB3yEMBbIX B padoTe BEIIECTB, a
TaKXe MPOoLEeAyphl IPUTOTOBIEHHUS 00pa3noB. B paszdene 2.1 npusenena
nHpOopMaIus 00 HCIOIb3yEeMBIX BEIIECTBAaX U peakTuBax. B pazdene 2.2
OIMCaH MpOoLEecC MONyuyeHHus napaBojopoaa. B paszodere 2.3 moapoOHO
W3JI0KEHBI METOIMKU MPOBEACHUS SKCIIEPUMEHTOB. B paszdene 2.4 npu-
BEJICHBl MapaMeTpPhl MMIIYJIbCHBIX MOCIEN0BATEIBHOCTEH, HCIOJb3Yye-
MBIX B 3kcniepumenTax SIMP u MPT.

Tperbs ri1aBa MOCBSIIEHA MPEACTABICHUIO M OOCYXIECHHUIO MO-
JYYCHHBIX pe3yibTaToB. B pazdene 3.1 uccnenoBaHo mpeoOpa3oBaHHE
aHTu(a3HOH HAMarHWYEHHOCTH, WHAYLHPOBAHHOH MapaBoJOpOIOM, B
cuHdasznyro ¢ mnensto noseimenus OCHI 8 MPT. Ha monenbHO# cucte-
M€ TUAPUPOBAHUA INPOINEHA SKCIEPUMEHTAIBHO MPOAEMOHCTPHUpPOBAHA
BO3MOXHOCTh IpeoOpa3oBaHusl aHTU(a3HOW HAMArHWYEHHOCTH B CHH-
(ha3HyI0 C UCTIONBb30BaHUEM UMITYJILCHOHM TocieaoBaTenabHocTu Capkapa
[1]. IToka3ano, yTO Takoe MpeoOpa3zoBaHUE MPUBOIUT K YBEITUUCHHIO
OCLI B MPT 6omnee yeM B Ba pa3a MO CPaBHEHHUIO C aHTH()A3HBIM CHUT-
HasioM. [Ipu 3TOM aMruinTyaa curaasnoB B ciekrpax AMP s antudas-
HOTO W CHH()A3HOTO COCTOSIHUM MPakTHYeCKHd He pasnudanach (puc. 1),
toraa kak OCII 8 MPT Bo3pacTaiio mocie npeodpa3oBaHus, 4TO CBH/IE-
TENbCTBYET O HEraTUBHOM BIMSHUHM aHTHU(a3HOH HaMarHWYeHHOCTH
MMEHHO Ha MHTEHCUBHOCTH curHaina B MPT. Takxke ycTaHOBIEHO, YTO
3¢ PeKTUBHOCTE MpeoOpa3oBaHMs OMpPEAEISCTCS MapaMeTpaMy HCIOb-
3yeMOil UMIYJIbCHOW TIOCIIEA0BATEIBHOCTH B TPEOYET UX ONTUMHU3ALUH.

A 3 B

2 Pucynoxk 1. '"H MPT runepro-
1 JISIPH30BAHHOTO IpomaHa 6e3
(A) u ¢ (B) npenBapuTesHEIM
npeoOpazoBaHueM aHTHU(]a3HO-
TO CUTHaJa B CHH(pA3HBIH, 1
COOTBETCTBYIOIIHE CIEKTPEI
P SMP 'H (b u T'). Curnan, 060-
3HAUCHHBIH 1Uppoii 1 Ha crek-
tpax SIMP, coorBercTtByeT CH3
TpyIIIe IPOTIEHA, a CUTHAJIBI 2
u 3 cootBerctBytoT CH> 11 CH3
TpyIIaM IIPOIMaHa COOTBET-
CTBEHHO.

WNHTEHCUBHOCTD,
OTH. eq.

° o

NN
w

L
]

-
UHTEHCUBHOCTD,
OTH. eq.

°o o
w

2 15 1 05
XvMuueckui casur, M.a.



Hanee Oblia NMpOAEMOHCTPUPOBAaHA NPUMEHUMOCTH pazpaboTaH-
HOTO TOAXOJAa Ul PErHCTPalMU THUMEPHOIIPU30BaHHBIX CHUTHAJIOB B
cUCTeMax, MPUONMKEHHBIX K PEaMCTUYHON TeOMETPUH peakTopa (pHuc.
2). YcraHOBIIEHO, 4TO Mpeodpa3oBaHie aHTH(A3HOW HaMarHMYEHHOCTH
no3BoJsieT 3HaunTenbHO noBbicuTh OCII BOMM3M rpaHyn KaTanu3aTopa
U BU3yaJIM3UPOBATH MX PACIIOJIOKEHUE B aMITyJie C IOMOIIbIO TpEXMeEp-
Hoit MPT. IlomyuyeHHble pe3yNbTaThl MOATBEPXKAAIOT IPPEKTUBHOCTH
JTAHHOTO MOAX0JIa /I MOBBIEHU dyBcTBUTENbHOCTH MPT nipu uccie-
JIOBaHMH T€TEPOr€HHBIX KaTAIMTUYECKHUX MPOLIECCOB.

CundpazHbii AnTndasHeii
curnan B curk{an

B
15

FUnepnonupuaoBaKHblii 3

nponan X075 Pucynok 2. Cxema-

TUYHOE U300pakeHHe
peakTopa ¢ KaTaJuTH-
YEeCKU aKTHBHBIMH
rpaHyJIaMH KaTalu3a-
Topa (A). [Ipoexrmn
JIBYMEPHBIX CPE30B
(#4, #10, #16 u #22),
MIOJTyYeHHBIE C TOMO-
meio 3M 'H MPT
THIIEPIIOJIIPU30BAHHO-
TO TIPOTIaHa C UCTIONb-
3oBanueM (b) u 6e3
ncronb3oBanus (B)
MOyl UMITyJIbCHOM
TIOCJICIOBATENFHOCTH,
npeobpasyromeit aH-
TU(A3HBII CUTHAI K
cHH(pa3HOMY BHIY.

Rh/TiO,
sio,

0.75
X, cM

B pazoene 3.2 npennoxkeH u peaqr3oBaH MOJIXOA K MOTYyYECHHUIO
criektpoB SIMP BbICOKOro paspemeHusi B YCIOBUSAX CHIBHOW HEOIHO-
POJHOCTH MarHWTHOTO TOJIS, OCHOBAHHBIM Ha HCIOJIB30BaHUHM MHOTO-
KBaHTOBBIX KorepeHTHocTed. [lox neficTBHEM MMITyJIBCHOM MOCienoBa-
TeapbHOCTH COSY M3 MpoJOJIBHOTO CIIMHOBOIO NMOPSAIKA, BO3ZHUKAIOLIETO
B akcrepumentax HWIIIA B ycnoBusix PASADENA, dopmupyrores
nynbkBanToBas (ZQC) u aByxkBantoBas korepeHTHoctd (DQC). C mo-
MOIIbI0 MOJETMPOBAHUS C HCIOIB30BaHUEM (OpPMaIU3Ma MaTPHUIIBI
IUIOTHOCTH OBIJIO MOKa3aHO, YTO B HEOJHOPOJHOM MAarHUTHOM TIONE B
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nsymepHoM (2M) cniektpe SAMP curnan DQC pactsiruBaeTcs BIOIb JIH-
HUH C YIJIIOM HaKJIOHA, paBHBIM arctg(2). bnaronaps sTomy abcopOunon-
Has U DMHCCHUOHHAS YacTH CUTHAJIOB, COOTBETCTBYIOIIUX pPa3HBIM Mar-
HUTHBIM IIOJISIM, HE TEPEKPBLIBAIOTCS, YTO MO3BOJISIET M30€kKaTh Cyle-
CTBEHHOM MOTEPH YYyBCTBUTEIBHOCTH M CIIEKTPAJIBHOTO pPa3pelIeHHUs,
MPUCYIINX OJHOMEPHBIM CIEKTpaM MpH HEOAHOPOJHOM YIIMPEHUH aH-
TH(a3HOTO CUTHANA.

[pennoxxennslii moaxo ObLI OMPOOOBAH HA MOJENBHON CHCTEME
B-HUTpOCTHpONa B MCKYCCTBEHHO CO3JaHHOM HEOJHOPOAHOM MAarHHT-
HOM noze. B ogHomepHOM criekTpe SIMP ymmpenue nuHuN NPUBOIUT K
MEPEKPhIBAaHUIO CUTHAJIOB, TOTJa KaKk OJHOMEpHBIH cpe3 2M crhekTpa
MO3BOJISIET MOJIYYUTh CUTHAJIBI UCCIIETyEMON CIIMHOBOW CHCTEMBI C BBI-
COKHUM CIIEKTPaJIbHBIM pasperieHueM (puc. 3). 3To HMOATBEPAMIIO BO3-
MOKHOCTh BOCCTaHOBJICHHSI CHEKTpaJbHOH HMH(OpPMAalUU B YCIOBHUSX,
KorJa OOBIYHBII OTHOMEPHBIN CIIEKTP OKa3bIBACTCA HEMH(OPMATHBHBIM.

A 18Ty

1
—oH <_137T
S { ~—J37Mu

\

LNO;

/\,xr
2

fi '\‘\\'/\--./’H’ R 1 2
,,1‘“(4/“;_/// M rd

. | % o
Chrmamarmnns L D R TR sz
\ == =

8.4 8.2 80 78 76 7.4 1.2 7.0 85 80 75 7.0
F2im.a) XHMHHECIHA COBUT (M. 1.)

Pucynok 3. A — CrpykrypHas popmymna B-urpoctupona. b —2M cnexrp SIMP 'H B-
HHUTPOCTHPOJIA, PACTBOPEHHOTO B XJI0pohopMe-d, TTOIyIeHHBIH ¢ HCIOIB30BaHUEM HM-
mynbcHOU nocenosarensHocTH COSY ¢ mpeABapUTeNbHBIM IPIMEHECHUEM MOLYJIS
Capkapa. B — IM crexrp AIMP 'H B-HuTpocTHpOINa, pacTBOpEeHHOTO B XJ10podopme-d, B
HEOJHOPOIHOM MAarHUTHOM TIOJie (KPacHEIiT) M cMoenupoBanubii 1M criekrp SIMP 'H
B-murpocTupona (uepnsrii). I — ogroMepHsIi cpe3 2M criektpa SIMP 'H B Makcumyme
MPEICTABIIIONINX HHTEPEC CUTHAJIOB.

I[anee METOL ObL1 HpI/IMCHéH K pCaKkluu ruipupoBaHus MMPOIICHA C

HCIIOJIb30BAHUEM IMapaBoaopoaa. B YCIIOBUAX TOMOI'CHHOI'O r'UApHUpOBa-

12



HUSl HEOJAHOPOJHOCTh MAarHUTHOTO MOJsI MOAEIHPOBAIH N0OaBICHHEM
CTEKJISIHHBIX IIApUKOB B ammyny. [IpuMeHeHue nMmynbcHOM nocnenosa-
tenpbHOCTH COSY mnozBonmio noiayuuts 2M cnektp SIMP, B xotopom
OTUETJINBO Pa3pelIeHbl CUTHABI MPONaHa U MPOIEHa, TOTAA Kak OJHO-
MepHbIi criekTp SIMP nMeer HU3KYI0 MHTEHCUBHOCTD, a YIIMPEHHUE JIH-
HUH MPUBOJIUT K MOJHOMY IepeKpbiBaHuio curHanoB CH; rpymnmsl mpo-
neHa u CH; rpynnsl nponaHa U J1enaeT HHTEPIPETALUIO CIIEKTPAa HEBO3-
MOKHOH (puc. 4).

A 2
H H ﬁ H
J\\ /L\—H SR i AT T
H” 7y T (inconjer,
3 4

H +2PPh,
1

o

i,
sy

]
R{"
|
1

I '-A\m“m'):.’h-'un',"ww'\w :

F2 (m. q) meqecmn cqemr (m. A)
PucyHok 4. A — Cxema peakIiuy KaTaINTHYECKOTO THIPUPOBAHHMS IIPOTIEHA C UCIIONB30-
BauueM I-H. b — 2M criextp SIMP pacTBOpeHHOH cMecH THUIIEepHOIIpU30BaHHBIX IIPO-
[IaHA 1 TIPOIICHA, MOTYYCHHBIH C NCIIOIh30BAaHNEM HMITYIHCHO MOCIeI0BAaTEIFHOCTH
COSY. B — criextp SIMP, nomydeHHBII OCTIE OCTAHOBKY 0apOOTHPOBAHHS CMECH TIPO-
neHa u 11-H, gepes pacTBop karanu3aropa B OXHOPOJHOM MAarHUTHOM MoJIe (4EpHEIH) U B
HEOAHOPOHOM MAarHUTHOM Mote (po3oBsiii). I' — ogHOMepHBIe cpe3sl 2M criektpa SIMP.

3areM moaxoa ObUT anpoOUpPOBaH I TETEPOTSHHOTO THIPUPOBa-
HUSl TIPOTieHa B JKUAKOW (pa3e Ha TpaHYJIMPOBAHHOM KaTalH3aTope
Rh/Ti0,/Si0,. OnHoMepHBIe cpe3bl 2M creKTpa TakKe MOKa3ail BBICO-
KOE CHEKTpalbHOE pa3pelieHue, BKIOYAs Pa3pelIcHHe MYIJIbTUILICTHON
CTpyKTypHI curHana SIMP runepnomnspruzoBanHoro mpomnana (puc. 5).

Jlanee ¢ UCIOTL30BaHUEM TOTO K€ TPAaHYJIMPOBAHHOTO KaTalln3a-
TOpa MOAX0]] OBUT MPOTECTUPOBAH JIJIs Ta30()a3HOTO TETEPOrCHHOTO TH/I-
pupoBaHus IporieHa. HecMoTps Ha CyIIeCTBEHHOE YITUPESHUE CUTHAJIOB
MpoTaHa B OJHOMEPHOM CIEKTpe, ucnonb3oBanue COSY ¢ perucrpanu-
et DQC BnepBEIe MO3BOJIMIO MOTYYUTh BRICOKOPA3PEUIEHHBIE CIICKTPHI
TUIEPIOJISPU30BAHHOTO MPOJYKTa B ra30Bod (pa3e B MPUCYTCTBUM Tpa-
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HYJIMPOBAHHOI'O KaTaJM3aTopa B IlyBCTBI/ITCJ'HyHOI‘/'I obnactu CIICKTPOMCT-
pa (puc. 6).

Pucynok 5. A — Cxema
PEaKIIH TeTePOreHHOTO
KaTaJIUTHIECKOTO THI-
PHpPOBaHUS TIPOIEHA C
ucrnons3oBanueM 1-Hp.
b — 2M cnextp SIMP

H 4
P ,-JvH B t‘
e RATIO,,

H b H
3 ;l_‘ 4 meTalan-d,
1

o1

3 PacTBOPEHHOTO THIIEp-
3 MOJIIPU30BAHHOTO IIPO-
‘s\ -- nana. B — cniektp SIMP,
3 MOJTyYE€HHBIN rocie
:_% 6apOOTHPOBAHHS CMecH
H mponeHa u n-Hy depes
i pacTBOp B HEOIHOPOJI-
i HOM MATHUTHOM TIOJIE.
__l I' — ogHOMepHBIE Cpe3bl
5
3 2M cnektpa SIMP.
Pucynok 6. A — Cxema 2
Yy A H H 6 I-: H
peaKIy reTeporeHHo- .QH He -
o e
T'O KaTATUTHYECKOTO " H Hﬂ; H
THAPUPOBAHUS MPOTIE- v 5 :
Ha C HCIIONB30BAHHEM /\/V\l
n-H,. b — 2M cniektp -
<
SMP runepmonspuso- ©Z
BaHHOTO Ipomnana. B — T4

crextp SIMP, nony- - SREREEEEE - 56

YEHHBI MOCIIE 0CTa- s A - ,MWW
HOBKH TI0TOKA CMECH - '
mnponeHa u n-Hy B He-
O[HOPOJHOM MATHHT- - o = mmmm -
HOM noste. I — oztHo-

MepHEIe cpe3bl 2M
CIEKTpa MIPOTaHa.

0 4 3 2 1
F2(m.n.) Xvumudecknin caewr (M. 4.)

Takum o0pa3oM, codeTaHHE HWMIYJIbCHOW IOCIEIOBATEILHOCTH
COSY c meromom UIIIA sBasiercs 3¢ ¢GeKTUBHBIM TOAXOAOM IS O-
Jy4EeHUS BBICOKOPA3PEIIEHHBIX HHTEHCUBHBIX crieKTpoB SIMP B peakiyn
TeTEPOreHHOT0 KaTaJIUTUYECKOTO THAPUPOBAHMS KaK B KUAKOCTHU, TaK U
B rase, B IPUCYTCTBUU IPaHYJIMPOBAHHOTO KaTaIM3aTOPa, MPUBOASIIETO
K CYLIECTBEHHON HEOAHOPOIHOCTH MarHUTHOTO TIOJISL.
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B pazdene 3.3 mpencrtBaneHbl pa3pabOTaHHBIC W JKCIICPUMEH-
TaJbHO PEANTM30BAHHBIE PEAKTOPHI, COBMECTHMBIE ¢ MeToAaMu SIMP u
MPT u He uckaxaroume OAHOPOJIHOCTh MarHUTHOrO moid. Mcnons3o-
BaHHME CTAaHAAPTHBIX PEAKTOPOB C I'PaHYJIMPOBAHHOM 3aCHITKON MPHUBO-
JTUT K CYIIECTBEHHON HEOJHOPOJHOCTH MAarHUTHOTO IOJII B YyBCTBH-
TENbHOW 00JIaCTH CIIEKTPOMETPA, YTO BBI3BIBACT YIIMPEHHE M HCKaXKe-
HUe (QopMbl curHaNoB, a Takxke cHwkeHune OCILL, ocobeHHo mpu uc-
nonb3oBaHuu B MPT uMIyNbCHBIX MNOCIEAOBATEILHOCTEM Ha OCHOBE
TPagUeHTHOrO JXa.

Panee B pabote [2] Obu1 omumcaH MOAXOM K MOMYYECHUIO CTEKIISH-
HBIX TPyOUaThIX PEaKTOPOB C KatanuTHueckum mokpeitueM Rh/TiO,, roe
OBUTO TIOKA3aHO, YTO TaKUE PEaKTOPHI, PACIONOKEHHBIE MapajlieiIbHO
noJto Bo, MpakTH4Yeckn He HCKaXaloT OAHOPOJAHOCTh MarHUTHOTO TOJISL.
B nanHoii pabote B pazdene 3.3.1 ObUT paciIupeH HA0OP KaTaIN3aTOPOB,
HaHECEHHBIX Ha CTEKJISIHHBIE TPYyOKU. B sKcmeprMeHTax 1o reTeporeH-
HOMY TUApHpoBaHUIo 1,3-OyTamueHa W MpONHMHA MPOAEMOHCTPUPOBAHA
BO3MO>KHOCTh PETHCTPALIUN CUTHAJIOB PEAr€HTOB U TMIIEPIOJISIPU30BaH-

HBIX IIPOAYKTOB p€aKIUU C BEICOKUM CIICKTPAJIbHBIM Pa3pCUICHUCM (pI/IC
7).

A 2 KaTanusatop S 4 8 10
H H e H Hy H HH HH  Hy
"N‘n +nH, — H\/\'\/(H + HN N+ N/YKN
I w 65 HH Hy 5 oHh WM
B 72 B r A
§ 4 |iop 109 .
5| 6 RhCeO2 2581 I/Ce0z 4 7|3 g Paceoy 473 2 1 Pceoy
2 4 3 A4 o~ ~
T
Rh/Si02 1r/si02 2 1 Pdsiop PY/SIO2 471039
_«4_«.74(4&‘{._ A A A e o el TN opegiiee - T
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PucyHok 7. A — cxema peakiuy rHAPHPOBAHUS POITIHA ApaBOIOPOJIOM C
HUCIIONB30BAHUEM I€TEPOreHHOro Karanuszaropa M'/M?Ox (M! — Rh, Ir, Pd; M?Ox —
Ce0,, Si0,, AL, O3, TiO2) Criektpsr IMP 'H mpoyKTOB peaKIuu reTepOreHHOTO
THAPHPOBAHUS MPOIIIHA [TApaBOIOPOIOM C HCIONIb30BaHneM poaueBsix (B), mpuaueBsx
(B), mammapueBsix (I') 1 mmatuHOBEIX ([]) KaTannu3aTopos.

Taxoke OBUTH MOJyYeHBI NPOCTPAHCTBEHHO-pa3pelIeHHBIC CIIEK-
Tpel SIMP B x01e ruapupoBanus 1,3-0yraaneHa napaBoJoOpoaAOM, KOTO-
pble TO3BOJMJIM MPOCIEOUTh paclpeesicHHe WHTCHCUBHOCTH CHUTHAJa
THIIEPIIONSIPU30BAHHBIX TIPOJYKTOB BJOJIb OCH PEaKTOpa B PEKUME Op-
erando (puc. 8). bonee Toro, 9yBCTBUTEILHOCTH METO/Ia 0KA3aJIOCh JI0-
CTaTOYHO I HAOMIOACHUS paclpeaecHNs] KOHIIEHTPALMH PEarcHTOB 1
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MPOAYKTOB THIPUpOBaHHA Jaxke Oe3 mcmonb3zoBanusi sddexra MIIITA
(puc. 9).
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Pucynok 8. IceBno-2M criextp IMP 'H peaxtuu runpuposanust 1,3-6yramuena ¢ n-Hy
C HCTIONB30BaHUEM KartanmsaTopa Ir/SiO;. A — pacpeneneHre HHTEHCHBHOCTEH
curaanos SIMP peareHToOB 1 MPOyKTOB BJIOJIE OCH pabOTaIOIIero peakropa; b — cnekrp
SIMP, nomyqennsiii B yenosusix PASADENA; B, I, /| — rpaduku pacnpenenenus
HMHTEHCHUBHOCTH TOJISIPH30BAHHBIX NIPOILYKTOB PEAKIHH 110 AJIHHE PEaKTopa.
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Pucynoxk 9. Icesno-2M criexktp IMP 'H peakuuu runpuposanust 1,3-6yraguena ¢ H-Hy
C HCTIONB30BaHUEM KartanmsaTopa Ir/SiO;. A — pacnpeneneHre HHTEHCHBHOCTEH

curaanos SIMP peareHTOB 1 IPOYKTOB BJIOJIE OCH pabOTAIOIIEro peakropa; b — cnekrp
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SIMP, nomyqennsiii B yenosusix PASADENA; B, I, /| — rpaduku pacnipenenenus
MIPOIYKTOB PEAKIUH T10 JJIMHE PEaKTopa.

ComnocraBieHre pe3ysbTaToB, MOITYYEHHBIX C UCIOIb30BAHUEM II-
H> u B-H>, M03BOMMIO BBISIBUTH pa3ivyus B XapaKTepe W3MEHEHUS UH-
TEHCUBHOCTEH CUTHAJIOB BJOJb OCH peakTopa. B ciyuae runepnonsipu-
3allMi UHTEHCUBHOCTH CUTHANIA OyTaHa CHavaja pe3Ko BO3pacTaeT U yKe
rocyie ~ 1 ¢cM BBIXOJIUT Ha MiaTo. B To e BpeMs IpH UCIIO0JIb30BaHUH H-
H, ocHOBHOI POCT paBHOBECHOTO CHrHaja HabmogaeTcs mocie ~ 1 oM.
Takoe pa3nuume, BEpOATHO, CBSI3aHO C PElIaKCallMOHHBIMU MPOLIECCaMH,
KOTOpBIE€ YPaBHOBEIINBAIOT POCT HHTEHCUBHOCTH THIEPIIOISIPU30BAHHO-
IO CUT'HaJa 3a cueT 00pa3oBaHMs MPOIYKTa.

Takum 00Opa3zom, mpeIokeHHass TeOMETPUsl peakTopa B BHJE MO-
JIBIX CTEKJISIHHBIX TPYOOK C KaTaJu3aTOpOM, HAHECEHHBIM TOHKHUM CJIOEM
Ha UX CTEHKH, HE TOJBKO HE HCKAKAET OAHOPOAHOCTh MArHUTHOTO TOJI,
HO W TIO3BOJISIET BBINOJHATE operando SIMP uccnenoBanus KaTamuTude-
CKUX peakiuil. braromapst 3 ToMy npoBeAEHHbIE SKCIIEPUMEHTHI 10 MPO-
CTPaHCTBEHHO-pa3pelIeHHOW crnekTpockonuu SIMP mnozBonunu moiy-
YUThH JOTOJIHUTEIbHBIE CBEIEHUS 00 OCOOCHHOCTSIX MPOTEKaHWs peak-
Uy rugpupoBanus 1,3-0yTaaneHa Ha BRIOpaHHBIX KaTaau3aTopax.

HecmoTtpst Ha BBICOKYIO MH(GOPMATUBHOCTHh HPEABIIYIINX JKCIIe-
PUMEHTOB, HCIIOJBE30BAHUE PEaKTOPa B BUJE MOJIBIX CTEKISIHHBIX TPYOOK
HE TO3BOJISIET BOCIPOW3BECTH THAPOIMHAMUYECKHE MPO(UIM, Xapak-
TEpHBIE JIJIS MPOMBIIIICHHBIX peakTopoB. B paborax [3, 4] Obuto moxa-
3aHO, YTO HCIIOJIB30BAHUE MOJBIX cep U3 OKCHIA KPEMHHS B XPOMAaTO-
rpaduueckoii cnekTpockonmu SIMP mo3Bonsier coxpaHUTH OTHOPOJ-
HOCTb MarHUTHOTO TOJS U HE MPHUBOAUT K yXYJIIEHUIO HHTEHCUBHOCTH
curHana SIMP u crekTpanpHOro pa3zpemeHus. OTH pe3ybTaThl yKa3bl-
BalOT Ha MEPCIEKTUBHOCTh MPUMEHEHHS NOJBIX cep B peakTopax, COB-
MecTuMBbIX ¢ SIMP mccienoBanusiMu, MOTOMY B JaHHOH padoTe B Kade-
CTBE aNbTEPHATHBHOTO HOCHUTENS KaTalu3aTopa ObUIM MPEeAsIokKEHBI Mo-
asie cepsl 3 Al,Os.

B pazdene 3.3.2 nokazaHo, 4To NpUMEHEHHE TAKUX CTPYKTYp HE
HCKaXkaeT OAHOPOAHOCTh MarHUTHOTO MOJIS [0 CPAaBHEHUIO C TPaTUIIM-
OHHOM TpaHyJIUpOBaHHOU 3ackinkoil (puc.10). B yactHOCTH, MpHHA Ha
nomnyseicote (full width at half maximum, FWHM) curnana metmisHON
rpynmnsl nmponeHa cocrasisiia 340 ' s HenonsIx Tpa”yn U 25 ' ans
noJbIx cep (s cpaBHEHMS - MIMPHHA AAHHOTO cCUrHana paBHa 7 [,
Korza ammyia SIMP 3anosoHeHa TONBKO MPONEHOM IpPH TeX Ke€ JKCIIe-
pPUMEHTaNbHBIX ycloBUSX). bomee dWem necsTHKpaTHOE yMEHBILIECHHE
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LIMPHUHBI JIMHUHM TOAYEPKUBACT NPEHMYILECTBO MOJBIX Cep ¢ TOUYKU
3peHHsI COXPaHEHHsI MHPOPMATUBHOCTH M XUMHUYECKON CIIEHU(PUIHOCTH
CIEKTpa, YTO UMEET NMPUHLUUIHAIBHOE 3HAaUCHHE I operando MOHHUTO-
pUHTa PEaKIHH.

Kpome Ttoro, momyuennsie MP uzobpaxenus (puc. 10B6) ykasbl-
BalOT Ha paBHOMEPHOE pacipeesieHne ra3000pa3Horo MporeHa B aMIry-
ne SIMP, 3anonHeHHO# nonbiMu cdepamu. B To ke BpeMs B cirydae He-
MOJIBIX HOCHTENEH CUTHAN OMNpeAessieTcsi B OCHOBHOM BKJIagOM a0cop-
OMPOBAaHHOTO MPOIEHA U HAOIIOAACTCS JIUIIb B 00JaCTAX PACIOI0KEHUS
rpanya (puc. 10B), 9To TOBOpPHUT 0 HEAOCTATOYHON OAHOPOIHOCTH Mar-
HUTHOTO TIOJIS [T BU3YAJIM3allK ra3000pa3Horo npormeHa B cBOOOTHON
OT TpaHyJ 00JacTu.

Pucynok 10. (A) Cnexrpsr SIMP
'H, nosyuenssie ot amiryisr IMP
T T T T T T JIMaMEeTPOM 5 MM, 3aII0JTHEHHOU
Xumuueckuin casur 8 'H (m.4.) ) TIPONICHOM H I10JIBIMHU C(bepaMI/I
(cuHHIt CIIEKTP) WK HETIOIBIMI
rpaHyiIaMu (KpacHBIH CIIEKTp) U3
Al O;. Akcnanbasie cpe3sl 3M
120 Habopa nanaex MPT, momyueHHbIC
ot amiysl SIMP quamerpom 5 MM,
3aMOJIHEHHOH MOJIBIMH chepamu 13
Al,O3 (B) mmy HemomsMu
rparyiamiu (B) u mponenom.

IS

N w
WHTeHcmBHOCTL (OTH. eq.)
»
o
WHTEHCHBHOCTL (OTH. ef.)

0 0

0 05 1 15
X (cM)

15

CHGI[YIOH_[I/IM arom OBILI nepexoa K UCCICAO0BAHUIO ITIPUMCEHUMO-
CTHU KaTaJIn3aTOpPpOB HAa OCHOBC JAaHHBIX HOCHUTEJICH AJId KapTUPOBaHUA
pacnpeacjicHud pearcHTOB W IMPOAYKTOB B ra3oBOH (1)336 B PCKUMC
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operando. Vicionp30BaHHE POTOYHOTO PEAKTOPA C 3aCHINKOH U3 MOJIBIX
chep c¢ xarammzaropom Rh/AlL,Os; (Rh/hollow spheres-Al,Os;, Rh/hs-
Al,03) TO3BOMMIO BBIMOMHUTH KaK MPOCTPAHCTBEHHO-Pa3pEIICHHYIO
BU3YyaJIN3AIMI0 PaCIPe/ICIICHNs] PEareHTOB U MPOIYKTOB PEaKLUH, TaK U
KOJIMYECTBCHHBII aHAIN3 KOHBEPCHU pEarcHTa C IOMOIIBIO CIIEKTPO-
cxoruu SIMP (puc.11).

0 UHTeHCHBHOCTL (OTH. &) 1
[ N

I FCL], m—

3 A; 1 ,\ 5 B 9 0 @ 30 40 50 L i - 20 100

Kumuiecinit casmur 'H (m, a.) Koxeepeus nponexa (%)

Pucynoxk 11. (A) — cxema peakiuu rugpupoBanus npomnena. (b) — ncesno-2M

IIPOCTPAHCTBEHHO-pa3pelIcHHbIe crieKTpsl IMP, nomyyennsie B mponecce

THAPHUPOBaHUs nponeHa ¢ H-H. (B) — ¢ororpadust karanutnaeckoro peaxropa. CripaBa

TIPeACTaBIeHO HHPpaKpacHoe TepMorpadudeckoe H300pakeHrne paboTaIomero
peakropa. (I') — CooTBeTCTBYIOIIIE TPOCTPAHCTBEHHO-pa3pemIeHHsIe ciiekTpsl SIMP. (/1)

— PO U KOHBEPCUH BJIOTb OCH PEaKTopa.

[Ipu sTOM HmIMpUHA CHEKTPANBHBIX JUHUN B OTJACIBHBIX CPE3ax HE
npesbimana 30 . [{1s1 cpaBHeHUs B OMMCAaHHOM BBIIIE UCCIIEIOBAHUU C
KCIIOJIb30BAaHUEM HEMOJIBIX TPaHYJ B COMOCTABUMBIX YCIOBHUSX IIHPUHA
muHuE coctaBisuia ~350 I, T.e. Ooiee 4eMm Ha MOPSIIOK OOJBINE, YeM
TP UCTIOIB30BaHUK NOJBIX chep. Takas mmprHa TUHUA TpUBena ObI K
3HAUUTEIPHOMY NEPEKPHITUIO CUTHAJIOB PEAareHTOB U MPOAYKTOB, UTO
JIeNaeT HEBO3MOXKHBIM KOJIMYECTBEHHBIN aHamu3 criekTpoB SAMP.
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PaccuntanHbIli MO NPOCTPAHCTBEHHO-PA3pPEIIEHHBIM CIEKTpaM
SAMP npodunb KOHBEpPCHMH MOKAa3aj, YTO peakUus HMPEeHMYILECTBEHHO
MPOTEKaeT B Hayalle peaKTopa, YTo CorjiacyeTcs ¢ pe3ysibTaraMu HHppa-
kpacnoro (MK) kapTupoBaHus TeMIepaTypbl, TIOKa3aBIIETO COBIAJCHUE
obacTelt MaKCUMaJIbHOH KOHBEPCHH U TIOBBILICHUS TEMIIEPATYPHI.

Kpome Toro, 1ocTUrHyTO€ CHEKTPAIBbHOE pa3pelIeHne 0Ka3aaoch
JOCTaTOYHBIM Ul perucTpaluu aHTU(a3HOH (HOpMBblI TUHUN CHUTHAJIOB
THIIEPIIONSIPU30BAHHOTO TpornaHa (puc. 12), 4To OTKpHIBAa€T HOBBIE BO3-
MOKHOCTH JJISl MCCIEI0BaHMs MPOLECCOB CO3/IaHUS M PENaKCaliy I'-
nepnonﬂpmaunu HEMOCPENCTBEHHO BHYTPHU KaTATUTHUECKOM 3aChIIKH.

© MintexcuprocTb (oTH.ea) 1+ B
L - mmme

(]

-5

Z (M)

Younesmwa cur-ana AMP

e
aaaaooaoouooo

T T T g 1 v 1
10 15 20 25 30 335

4 2 Z (MM
Ximanuecknia casur & 'H (. a.) (ram)

1’0 ' 1‘5 ’ 2‘0 ’ 2’5 ' 3’0 ' 3‘5
Xunnuackni casur & 'H (. 0.} Z (MM)

Pucynok 12. (A) IIceBno-2M cnexrpsr SIMP, nomydeHHbIe B Tponecce THAPHPOBAHUSL
nporena ¢ -Hy. (b) CooTBeTcTByIOMmIe NpOCTPaHCTBEHHO-Pa3pPENICHHbIE CIICKTPHI
SIMP. (B) Pactipenenenne ycruneHns: CUTHaIa THIIEPHIOISIPU30BAHHOTO IIPOTIAaHa BIOIb
ocu Z. (I') Pactipenenenne aMImInTyAbI CHTHAJIA THIEPIIOISIPU30BAHHOTO TIPOIIaHA BIOJb
ocu Z.

UyBCTBUTENBHOCTH METOJIa OKAa3aJ0Ch JOCTAaTOYHO AJIS MPOBEIeE-
HUS CEJIEKTUBHOM Mo xummudyeckomy casury MPT paboratomiero peakro-
pa, KOTOpas MO3BOJIMIIA BU3YaIU3UPOBaTh MPOCTPAHCTBEHHOE pacIpeie-
JICHHE PEareHTOB M MPOAYKTOB B MEPIEHAMKYISPHBIX Cpe3ax peakTopa
(puc. 13). AHanu3 NpPOCTPAHCTBEHHOI'O PACHpeAeICHUs] MHTErpaTbHON
WHTEHCUBHOCTH CHTHajoB MP m300pakeHWil BBIBHI 00JacTH MOHH-
KCHHOU JIOKaJIbHOW KOHLEHTPALUH Ta3a, 00yCIOBICHHBIE TeMIepaTyp-
HBIMH TPaJUEHTaMHU B PEAKTOPE, UTO TAK)KE XOPOILIO COTIIACOBBIBATIOCH C
nanaeiMu MK-Tepmorpadun.
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A CH, rpynna nponexa B CH; rpynna nponaxa
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Pucynok 13. 2M cpessl cenekTrBHOM 10 xumMudeckoMy casury MPT s CH, rpynmer
nporena (A) u CHj rpymmst nponana (B), momydeHHBIE B IpoIiecce THIpHUPOBAHUS
nporneHa ¢ H-Hy. IIpocTpancTBeHHas 3aBUCUMOCTh HOPMUPOBAHHON MHTETPAIbHOU

WHTEHCUBHOCTH BJIOJIb OCH Z ISl CEJIEKTUBHOM 1Mo xuMudeckomy caury MPT s CH»

rpynmsl nponeHa (B) u CH3 rpynmsr nponana (I).

Takum 00pa3oM, UCTIOIB30BAHKE MOJIBIX HOCUTEIICH KaTaln3aTtopa
OTKPBIBACT BO3MOXHOCTH Ui operando uccienoBanuii AMP katamuTu-
YECKUX PEaKTOPOB C BBICOKMM MPOCTPAHCTBEHHBIM U CIIEKTPAIBbHBIM
paspelieHueM U NpPEeACTaBIseT MHTEpEC A1 U3YUYCHHs MPOLIECCOB TETI-
JIOMACCOIIePEHOCa U KUHETUKHU PEAKIUI B MOJICTBHBIX CUCTEMAX.

PE3YJIBTATHI 1 BBIBO/IbI

1. IlpuMeHeHrnEe ONTUMU3UPOBAHHON UMITYJILCHON MOCJEI0BATEIBHOCTH,
npeoOpasyronieli aHTu(ha3Hy0 HAMarHUYeHHOCTH SIICPHBIX CIIMHOB B
CUH(a3HYI0, MO3BOJIMIIO MOBBICUTh OTHOIICHUE CUTHAN/IIYM MPOCTPaH-
CTBEHHO-Pa3PEIIEHHBIX M300paKCHUN TUIIEPITONIIPH30BAHHOTO MPOIYK-
Ta peakuy ra3o(hasHOT0 THIPUPOBAHUS C HMCIIOJIIE30BAHUEM MapaBOJIo-
pona OoJiee yeM B JiBa pa3a W YIy4IIUTh HH(HOPMATHBHOCTH BU3yasn3a-
LMY KaTaJTUTHYECKOTO PEaKTOpa.

2. IlpennioxkeH U HKCIEPUMEHTAIBHO PEeaTn30BaH MOAX0 K MOIYYCHHUIO
crekTpoB SIMP BbICOKOro pa3pelicHusi B YCIOBHUSX CHIBHOH HEOJHO-
POMHOCTH MArHUTHOTO TOJI, OCHOBAaHHBIM HAa HCIONB30BAHUU [BYX-
KBaHTOBBIX KOT€PEHTHOCTEH, OPMHUPYEMBIX MO JCHCTBUEM HUMITYJIhC-
Hoii mocinenoBatensHOCcTH COSY M3 aHTH(a3HON HaMarHWYEHHOCTH,
Bo3HUKarolel B akcriepumenTax ¢ UIIIIS. TlokazaHo, 4To JaHHBIN mox-
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XOJI TIO3BOJISIET PETUCTPUPOBATh aHTHU()a3HBIC CIIEKTPHI THIICPIIONISIPU30-
BAHHOI'O MPOAYKTa B PEAKIUSIX TOMOTEHHOTO U T€TEPOr€HHOTO THAPUPO-
BaHUS HEHACHIIIICHHOTO YTIIEBOIOPO/Ia B YCIOBUSX operando KaK B KUJI-
KOH, TaK U B Ta30BOi (aze.

3. IlokazaHo, YTO KOHCTPYKLHMS KaTaJIUTUYECKOTO PEAKTOpa HAa OCHOBE
MOJIBIX CTEKJITHHBIX TPYOOK C HAaHECCHHBIM HA BHEIIHIOK MMOBEPXHOCThH
KaTalu3aToOpoOM COXPaHSAET OJHOPOAHOCTh MAarHUTHOIO MOJIA, JOCTATOY-
HYIO JUJISl TOJIyYEeHHs BEICOKOpa3pelIeHHbIX crieKTpoB SAMP, uto Harmsn-
HO MPOJEMOHCTPUPOBAHO AJIS PEAKIUM T'eTepOreHHOTO THUAPUPOBAHUS
1,3-0yTanuena u mponuHa B ra3oBoi (ase B peskume operando.

4. YCTaHOBIICHO, YTO MCIIOIB30BAHUE MOJCIBbHBIX PEAKTOPOB C HEMO-
JBIOKHBIM CIIOEM KaTajm3aTtopa Ha OocHoBe Moiibix cdep u3z Al,Os ¢ ma-
yoi TonmmmHOM creHku (~0,05 MM) ¢ HAaHECEHHBIM aKTHBHBIM KOMIIO-
HEHTOM (HAaHOYACTHUIIBI POJIHS) MUHUMHU3UPYET UCKAKECHUS MarHUTHOTO
MOJISI ¥ TIO3BOJISIET MONIy4aTh cOEKTPhl SIMP ¢ BBICOKMM CHEKTpallbHBIM
paspeuienueM. Ha npumMepe peakiuu rupupoBaHusl MporeHa B ra3oBoi
(haze ¢ UCTIONB30BAHUEM KaK MMapaBOJOPOJIa, TAK U HOPMAaIbHOTO BOJIO-
pona OblLIa TPOJAEMOHCTPUPOBAHA BO3MOXKHOCTH IMPOBOJAUTH 3KCIICPH-
MEHTHI IO NMPOCTPAHCTBEHHO-Pa3pelIeHHON criekTpockonuu SIMP u ce-
JIEKTUBHOU 1O xumudeckomy casury MPT ¢ BeICOKMM MpOCTpaHCTBEH-
HBIM Pa3pelICHHEM B PeKUME operando.
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