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OBIIAS XAPAKTEPUCTHUKA PABOTDI

AKTyaJIbHOCTH padoThl. CTaOWIbHBIN pOCT HAaceleHUs IUIAHEThl U COOTBETCTBYIOLIEE
NOBBILICHUE KauyecTBa JKM3HM INPUBEIM K BCEBO3pACTAIOIIEMy CIPOCY Ha TOIUIMBO U
HE(PTEXMMHUYECKOE ChIpbe. B CBSI3M ¢ 3TUM BO3HMK psJ 9KOJIOTHYECKUX MPOOIJIEM, 3aBUCUMOCTh
obmiecTBa OT rasza, He(pTH M MNPOUYMX MCKONAEMbIX pecypcoB U T.A. JlaHHBIE (QaKTOPbI
CIPOBOLIMPOBAIN OOJIBIION HHTEpEC K Oromacce, Kak K MCTOYHUKY pa3HOOOPa3HBIX XUMHUECKUX
BeiecTB U sHepruu. [Ipu nepepaboTke OMOMACCHI MOTYYal0T pa3IHuHbIe TOOOYHBIE TPOIAYKTHI (B
OCHOBHOM TEPIIEHBI U CHUPTHI), KOTOPbIE MOXKHO IIPEBPATUTH B TOBApHbIE MPOAYKTHI C BBICOKOM
J00aBOYHON CTOMMOCTBIO, UTO SBJISI€TCS OJHOW M3 HanOosee BaXKHBIX M MEPCHEKTUBHBIX 3a1a4
«3eneHor xumum». K uncity Takux cOeqMHEHUH OTHOCATCS TIUIEPUH, THAPOKCUMETUIPYPPYpot
1 Qpypbypais.

I'muuepuH siBiisieTcst MOOOYHBIM MTPOAYKTOM MPOU3BOACTBA Ouoau3ens. OH UCHOIb3yeTCs
B psAne obiacTeil S5KOHOMMKH, €ro NMPUMEHEHUE BapbUpPYETCsl B BEChbMa IIMPOKOM JHara3oHe.
Onnako, u3-3a yBeJIMueHUsI 00bEMOB ITPOU3BOICTBA OUON3ENIS M, COOTBETCTBEHHO, IEPEU30bITKA
[JIMLIEPUHA, CIIPOC HA 3TOT CyOCTpaT B KJIIACCUYECKUX 00JIaCTSIX MPUMEHEHUS TIOCTENIEHHO M1a1aeT,
YTO CIIOCOOCTBYIOT YBEJIMUEHUIO 3aTPaT HA XpPaHEHUE U B TO YK€ BPEMsl CHUIKAET €r0 CTOMMOCTb.
Tem He MeHee, INIMLEPUH SBISETCA BBICOKO(YHKIIMOHAIM3UPOBAHHBIM COEAMHEHUEM, KOTOPOE
MOKET BCTYNAaTh B XUMHYECKHE pEaKlUu, XapaKTepHble s CHUPTOB. bnaronmaps Tpém
THAPOKCHIIBHBIM TpyIIIaM M3 [JMIEpUHA MOXXHO TOJy4yaTh LEIbIA psJl BOCTPEOOBAHHBIX
COeMHEHUH (TTIUIIepUHOBAs], TAPTPOHOBAS U MOJIOYHAsSL KUCIIOTHI, TUTHIPOKCHALIETOH U T.1).

I'mapoxcumernndypdyposi — 3TO HaTypallbHOE BEIIECTBO, KOTOPOE B HEOOJBLIMX
KOJIMUECTBAX COJEPKUTCS B TAKUX MHILEBBIX MPOJYKTaX, Kak MeJ, OBOIIU, Kode U sBIeTCS
IPOAYKTOM JierupaTaivu GpyKTo3bl U IITIOKO3bl. ETo Ha3bIBAIOT «coelnHEHUueM-TIIaThOopMOoii»
JUIsL TIPOM3BOJCTBA MHOXKECTBA, C MPAKTUYECKON TOYKH 3PEHMS, BaXHBIX MPOAYKTOB, BKIIIOYas
HOJMMEpHI, (papMalleBTHYECKHE IpenapaThl, pACTBOPUTENHN U TOILTUBO. 2,5-DypaHaukapOoHOBast
KHCJIOTa —  OJHO M3  BWXHEMIIMX  XUMHUYECKMX  BELIECTB,  IOJy4aeMbIX U3
ruapokcumeTrihypdyporna. Ero noreHuuanibHO MOXKHO HCIOJIB30BAaTh B KauecTBE MpPEKypcopa
JUIS TIPOM3BOJICTBA MOJMMATWICH(YpaHOaTa, OMOMOIMCTUPOIIA, MTPETHA3HAUYEHHOTO JUIsl 3aMEHbI
noJau3TUIIeHTepedTanaTa, noiaydyeHHoro u3 HepTtu. Kpome Ttoro, 2,5-pypanaukxapOoHoBast
kuciora BHeceHa MunuctepctBoMm sHepretukn CIIIA B cnucok w3 12 mpHOpPUTETHBIX
OMOXMMHYECKHUX BEIIECTB JJI HKOJIOTMYECKH YUCTOM XMMHUYECKON MpoMblluieHHOCTH. OHaKo,
JO CHUX TIOp He pa3paboTaH KOMMEpPYECKH BBITOJHBIA CIIOCOO €ro IMOJyuyeHHs U3

THJIpOKCUMETUIhYypdypoia.



Oypdypanb ABISETCS MPOIYKTOM JETUAPATALNN CaXapoB, COACPKAIIUXCS B Pa3IMUHbIX
NOOOYHBIX MPOJYKTAX CEIbCKOXO3AUCTBEHHON NEATENbHOCTH (KyKypy3HBIE MOYAaTKH, OBCSHAs
KpyIia, MIIEHWYHbIE OTPyOM W Omwiku). brmaromaps anbaeruaHoil U OJe(HUHOBBIM Tpymmam,
bypdypanb MOXHO MCHOJB30BATh AJISL MOJYUYEHHS PA3IUYHBIX BOCTPEOOBAHHBIX COEIMHEHUH,
TakuxX Kak (QypdypuinoBblii cnupT, TeTparuapodypdypuiioBelii cnupt, 2-meTwidypan, 2-
metunterparyapodypan u T.1. CaMbIM NMPAKTUYECKH 3HAYMMBIM U3 TEPEUMCIICHHBIX BEIIECTB
spnsiercs GypdypusioBbIid cnupT, TaKk Kak NPUMEHSETCS B IMPOU3BOJICTBE JIAKOB U KPACOK,
CUHTETHUYECKHUX CMOJI, TAK)KE UCIOJIb3YETCSl B KaUYeCTBE pACTBOPUTEIS U MJIEHKOOOpa3oBarens. B
JaHHBIA MOMEHT IIHUPOKO MpUMEHSETCsl crnocod mnomydeHus ¢GyphypuaoBoro crnupra H3
bypdypains Ha METHO-XpPOMOBBIX KaTanuzaropax mnpu temmeparype 130-160 °C. Onnako, Takoit
METOJI HE SBJIETCS SKOJOIMYHBIM B CHJIY TOKCMYHOCTH XPOMCOJEpKaIlMX KaTalu3aTopoB U
BBICOKOH TeMIEpaTypsl Ipouecca.

W3 Bcero BBIIECKA3aHHOTO MOXHO CJA€NIaTh BBIBOJ, UTO pa3pabOTKa TreTepOreHHBIX
KaTaJIn3aTOPOB, KOTOPHIE TO3BOJAT MOJIy4aTh BOCTPEOOBAaHHBIC COCIMHEHHS W3 OHMOMACCHI,
SABJISIETCS AKTYAJIbHOM U EPCHEKTUBHOM 3a1aueii. B CBSA3M € 3TUM BCTaIOT BOIPOCHI O IPABUIBHOM
noxbope HOCUTENs, MOAU(PUKATOPOB, AKTUBHON (a3bl, YCIOBHM mHpenoOpaboTKM u MeToja
CUHTE3a, KOTOpble o0ecrevyaT HaHeCeHNEe MaKCUMAalIbHOTO KOJMYECTBa METajlla B €r0 aKTUBHOM
COCTOSIHWY, CTA0MIIN3AIMI0 aKTUBHBIX IIEHTPOB MPHU MPOBEACHNUN KaTATUTHYECKUX UCIBITAHUNA U
XpaHEHHH. YUYeT COBOKYMHOCTH 3THUX (PAKTOPOB SBJSIETCS MOIIHBIM pPBHIYaroM Ha MyTH
NOBbIIIEHUS () ()EKTUBHOCTH KaTATUTUYECKUX CUCTEM, B TOM YHCIIE€ B U3y4aeMbIX Ipolieccax.

Crenenb pa3paboTaHHOCTH TeMbl. Pa3pa0oTka reTeporeHHbIX KaTaIuTHYeCKUX CHCTEM
JUTs1 TIepepabOTKH TPOTYKTOB U3 OMOMACChI Ha4allach MPUMEPHO TPH JAecATuiieTus Hazaa. OcoObIi
MHTEPEC BbI3BAJIM KaTaJU3aTOpbl HAa OCHOBE OJIArOPOJHBIX METAIOB (30JI0TO, IUIATHHA,
najtaauil, cepedpo) 6naroaaps padoram X. Kumypsl, JI. [Ipatu, M. Pocen, K. Xarunnrca, X. Ban
bekama, A. Bumisl, /1. Kag, 1O. Banra, P. /[3Buca u np. B uccinenoBaHusax BbILIENEPEYNCIEHHBIX
aBTOPOB PAaCCMOTPEHBI paA3IUYHbIE MOHO- U OMMETAJUIMYECKHE KaTaJu3aTopbl IPOILIECCOB
OKHUCJICHHS W TUAPUPOBAHUSA, TNPOSBISIONINE BBICOKYIO AKTUBHOCTh U CEJIEKTHBHOCTH B
U3y4aeMbIX Mpolleccax, OJHaKO paldoTaroNIMe MPU BBICOKUX TeMIlepaTypax W/WIN JaBJICHHUSX,
1100 UMEIOT CIO0XKHBIM COCTaB, YTO, COOTBETCTBEHHO, BIUSAET HAa TPYJAOEMKOCTh BCETO Ipolecca
B neinoMm. Kak mnpaBumo, B TpyAax 5TUX YYEHBIX HE pPAacCMOTPEHbl MyTH YIy4IIEHUS
KaTaJIUTHYECKUX  XapaKTepUCTHUK  KaTaJW3aTopoB  IOCPEACTBOM  MOAUGPUIIMPOBAHUS
KaTajan3aTopa.

Heasto padoThl sBiAETCS pa3pabOTKa TIEeTEPOreHHBIX HAHOCHUCTEM Ha OCHOBE

6J'IaFOpOJIHBIX MCTAJUIOB W HM3YUYCHUC HUX KATAIUTHUYCCKUX U CbI/ISI/IKO-XI/IMI/I'—IeCKI/IX CBOWCTB B



XKUAKO(DA3HBIX MpoIleccaX KOHBEPCUU TIUIEpHHA, THAKpocuMeTuidypdypona u Gypdypans B
[[EHHbIC XMMHYECKHE BEIIECTBA.

B pamkax 1ocTHKeHHS MOCTABJIEHHON HeJIN PellaTuch CJIeAyIlIue 3a1a4u:

1. CuHTe3upoBaTh KaTajau3aTOpbl Ha OCHOBE HAHOYACTHUI[ 30J0Ta, cepebpa u
naiausl, UCIOJIb3Ys Pa3IMYHbIe HOCUTEIN U METO/Ibl HAHECEHUS;

2. N3y4nTh aKTUBHOCTH U CETIEKTUBHOCTH MOJTYUYEHHBIX KAaTAIM3aTOPOB B MPOIECCcax
NpEeBpaleHHs INIMIEPUHA, THAPOKCUMETUIPYpdypona u Gypdypais B ieHHbIE POTYKTHI,

3. HccnenoBaTh  CTPYKTypHble UM DJEKTPOHHBIE  CBOWCTBA  IOJYYEHHBIX
Katanutudeckux cucrem Merogamu 69T, POA, POOC u [10M;

4. Onpenenuty  3aBUCHMOCTH  MEXIy  (QU3MKO-XUMUYECKUMHU  CBOMCTBAMU
KaTaJn3aTOPOB M UX aKTUBHOCTHIO B XKHUAKO(A3ZHBIX MPOIECCaX OKUCICHHS W THAPUPOBAHUS C
LEJbIO OIpeIeTICHHS IPUPOAbl KaTATUTUYECKH aKTUBHBIX [IEHTPOB.

HayuyHnasi HoBH3Ha padoThI:

1. BriepBbie IpoBeIcHO CPaBHUTEIHHOE KOMITJICKCHOE MCCIICAOBAHUE TETEPOTCHHBIX
KaTaJn3aTOPOB HA OCHOBE 0JIATOPOTHBIX METAJUIOB, BKITFOYAOIIEE H3yUSHUS HX KaTATUTUICCKIX,
TEKCTYPHBIX, 3JEKTPOHHBIX W KHCIOTHO-OCHOBHBIX CBOMCTB B XHIKO(Da3HBIX Mpoleccax
OKHUCJICHUS TIHIepuHa U ruapokcumeTmidypdypona u ruapupoBanus ¢pypdypans. Mzydyeno
COBMECTHOE BIUSHHE pa3Mepa YacTUI[ METala, JJICKTPOHHOTO COCTOSIHHSI TIOBEPXHOCTH
KaTaJu3aTOPOB M MOAM(PUIMPYIONIETO JIEHCTBUS JO0ABOK HA aKTHBHOCTh M CEIIEKTUBHOCTH B
mpoleccax TMpeBpalleHus] JaHHBIX coeAMHEeHUU. OmpelneneHbl ONTUMalbHbIE CIOCOOBI
Mo (UKAIIY HOCUTEINSI Al TOCTUXKEHUS BHICOKUX MOKa3aTeleil akTUBHOCTH U CEIEKTUBHOCTH
B JIAHHBIX MpoIleccax;

2. OOHapyxeHa  KOppeNsiHs  MEXKIy aKTHUBHOCTBIO W CEIIGKTHBHOCTBIO
KAaTaJTUTHUECKHX CHCTEM H COJEPIKAHUEM MOJI0KHUTETHHO-3apsIKEHHBIX HOHOB 301m0Ta Au' it Pd?”,
B COYETAHWU C BBICOKOW KOHIIEHTpAlMeW OCHOBHBIX TPYIIN, B Mpoleccax XUAKO(Ha3HOTO
OKHCJICHU INIMLEPUHA U TUAPOKCUMETUIPYpdypoa;

3. VYCTaHOBIIEHO, YTO JIE3aKTHBAIMS KaTaJM3aTOPOB B OKHCICHUM TJIHIICPHHA
MIPOUCXOIUT U3-32 arJIOMEPAIlUy YacTUIl aKTUBHOM MeTaJInYecKoi (pa3sl B X0JIe mpoIriecca;

4. ITokazano, urto Oumeraumueckue AU-Pd cuctemsl 0Ooiiee CENEKTUBHBI 110
OCHOBHOMY TIPOAYKTY B IpoOIleccaX OKHUCICHUS THIPOKCHMETHWIPYphyposia M THAPUPOBAHUS
bypdypans, 4eM MOHOMETATTUYECKHE.

TeopeTuueckasi u NPaAKTHYECKAS 3HAYUMOCTh:

I'ereporeHHble KaTamuM3aTOpbl Ha OCHOBE OJIATOPOJHBIX METAJIOB, HAaHECEHHBIE Ha
pa3judHble MOAM(HUIIMPOBAHHBIE W HEMOIAU(PHUIIUPOBAHHBIC HOCHTEIH, SIBIISIOTCS OYCHB

MNEPCIICKTUBHBIMU I )KI/I)IKOC];)EBHI)IX IIponeccoB OKHCJICHUSA TIMIECpHUHA n
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ruapokcuMeTmIdypdypona u ruapupoBanus Gypdypayisi B XMHMHYECKHE BEIIECTBA C BBICOKOM
N00aBIIEHHONH CTOMMOCTBIO. Pe3ynbTaThl JaHHOTO HCCIIEIOBAHUS MOTYT OBITH MCIIOJIb30BaHbI B
nporeccax nepepadoTKu OMOMacchl B Pa3MYHBIE LIEHHBIE OPraHUYECKUE OKCO-COCIWHEHHS.
BonbIIMHCTBO M3 HUX HCHOJNB3YIOTCS B  KOCMETOJOTMH, MEIUIIMHE, IPOU3BOJICTBE
OuopasnaraeMbIX MOJIMMEPOB U T.1.;

[lonmyyeHHble fAaHHBIE O BIUSHUM MOJU(PHUIMPOBAHUS HOCUTENS M DIECKTPOHHOTO
COCTOSIHUSI ITOBEPXHOCTHU TIE€TEPOrCHHBIX KaTaJM3aTOpPOB HAa OCHOBE OJIArOPOJHBIX METAJJIOB
3aKJIafpIBalOT  (PyHIAMEHT U1 ONTHMHU3AIMM CUHTE3a KaTalu3aTOpoOB OKHUCICHHUS U
TUAPUPOBAHUS PA3IMYHBIX CyOCTPATOB.

MeTtoaos10rusi 1 METOAbI HCCIIEI0BAHUS:

1. CuHTe3 MOHO- M OMMETAJUIMYECKUX KaTajJu3aTOPOB MPOBOAWIM METOJaMHU
UMMOOUITM3AIUH 30111 U KOHTPOIUPYEMOTO OCaXKICHUS;

2. DNEeKTPOHHBIE CBOMCTBA CHHTE3UPOBAHHBIX KaTATM3aTOPOB M3yUYalH MPH MOMOIIH
PEHTTeHOBCKOM (hoTodIeKTpoHHOH criekTpockonuu (POIC);

3. Pa3mep u pacripeneneHre HAHOYACTUI] METAJIJIOB 110 IOBEPXHOCTU KaTalu3aropa
AHATM3UPOBAIH MIPH MOMOIIY IPOCBEUUBAOIIEH IEKTPOHHON MuKpockomnuu (II19M);

4. @Da30BBIi COCTaB HCCIEAYEMBIX KaTalu3aTOPOB OIpPEAesUId MPH TOMOIIU
penTrenodasosoro ananuza (POA);

S. VYaenpHyl0 IUIOIIAAb TOBEPXHOCTH KAaTaJM3aTOPOB U  COOTBETCTBYIOLIUX
HOCHUTelel HcciIeJoBaIM MPH MOMOIIN HU3KOTeMIIepaTypHOH aacopOLuu-1ecopOLuy a30Ta;

6. KucnoTHble 1 OCHOBHBIE CBOMCTBA MOJTyUYE€HHBIX KaTaJIM3aTOPOB U HOCUTENEH ObLIH
OLICHEHBI NPU TIOMOIIM MeTo/10B ['aMMmeTa u TepmorniporpaMmmupyemoit necopouuu (TIII);

1. JlaHHBIE O KOJIMYECTBEHHOM COJEP)KAaHWM METANIOB B KaTajlu3aropax ObuiM
IIOJTy4€HBI IIPU IIOMOIIY aTOMHO-3MHUCCUOHHON CIIEKTPOMETPHH;

8. AKTUBHOCTb U CEJICKTUBHOCTh CHUHTE3MPOBAHHBIX KAaTAIU3aTOPOB OBLIN OLIEHEHBI
B JKHUIKO(A3HBIX MpoIleccax OKHUCICHMS TIUIEpUHA U THApOKcUMeTWwIiPypdyporna, a Takxke B
rupupoBanuu  Qypdypans mnpu momoumu MeTonoB razoBoi xpomarorpapuu (I'X) u
BBICOK03()(heKTUBHOM KHUIKOCTHOM Xxpomarorpaduu (BIXKX).

IToJ107xeHNs1, BBIHOCHMbIE HA 3AILMTY:

1. CoueTaHne BBICOKOTO COJIepKaHHuss OCHOBHBIX rpymm (~150 MKMOJIB/T) U Majgoro
pazMepa yactull Meramia (2,8 HM) UTparoT INIaBHYIO posib B 3(()EKTUBHOCTU Te€TEPOTrE€HHBIX
KaTaJIu3aTOPOB OKUCIIEHUS IIIMLIEPUHA;

2. CeneKTUBHOCTD B MPOLIECCE OKUCICHUS THAPOKCUMETHIIYphYypoiia KOppeaupyeT

¢ comepkanueM a30Ta, Pd?* 1 Au* Ha MOBEpPXHOCTH YTIIEPOJHOTO HOCHTEIS;



3. ByTtunbpHble Tpynmsl Ha HOBEPXHOCTH YIVIEPOJHOIO KaTalau3aropa TIiI00ajabHO
BJIMSIIOT HA CEJIEKTUBHOCTH 10 pypdypritoBoMy CUpTy B Ipoliecce TuaApUpoBaHus pypdypans;,

4. AKTHUBHOCTh TETEPOTEHHBIX KAaTalIM3aTOPOB B IKUAKO(DA3HBIX IPOLEccax
IPEBpALLCHHs] 3aBUCUT OT MPUPOAbI MOIUPHUIMPYIOLIET0 areHTa, YTO HaNpsAMYI0 BIMSET Ha
CEJIEKTUBHOCTh B OIIMCAHHBIX MPOLIECCAX;

CreneHb [10CTOBEPHOCTH McCCJeAOBaHUA. B janHOW paboTe HCIIOIB30BAINCH
COBPEMEHHBIC (PU3UKO-XMMUYECKHE METOJbl HCCICAOBAHUS HOCUTENCH, CHHTE3MPOBAHHBIX
KaTaJIn3aTOPOB M MPOJIYKTOB KUAKO(DA3HBIX PEaKLMi MpeBpalleHUs] Pa3IudHbIX CyOCTpaToB.
PesynbraThl uccnenoBaHuil OblIM MHTEPIPETUPOBAHBI, YUYUTHIBAsT UMEIOLIYIOCS MHPOPMALUIO B
COBPEMEHHOM HAay4YHOH JTIUTEpaType.

Anpodanusi padoTel. Pe3ynbTarel paboThl OMyOJMKOBaHBI B COOPHUKAX KOH(EPEHIINIA:
«Xumus u xummudeckas Texnonorus B XXI Beke» umenu npodeccopa JLII. Kynésa, Tomck (2019-
2022), «DyHIaMeHTaIbHbIE UCCIICIOBAHUS U TPUKIIAIHBIE Pa3pabOTKU MPOIIECCOB MepepabOTKu
W YTWIN3aluu TeXHOTeHHbIX oOpa3zoBanuit TEXHOI'EH-2019», ExarepunOypr (2019),
«IlepcrieKTUBBI pa3BUTHUSI METAJUTYPIHH M MAIIMHOCTPOEHUS C UCIIOJIB30BaHUEM 3aBEPIICHHBIX
bynnamentansHbix ucciaenoBanuit 1 HUOKPy, Exarepunoypr (2020), 6th International School-
Conference on Catalysis for Young Scientists «Catalyst Design: From Molecular to Industrial
Level», HoBocubupck (2021).

IMyonukanuu. Martepuanbl BbITYCKHON KBaJM(UKALMOHHON paboThl OnyOJIMKOBaHBI B
TPEX CTAaThAX B HAyUYHBIX )KypHaJax, BXOAALIMX B IepeUeHb PELEH3UPYEMbIX HAyUHBIX U3JaHUM
BAK u 6ubmuorpaduueckux 6az3 Web of Science u Scopus, u cemMu Te3ucax JIOKJIAJOB Ha
MEXYHAPOJIHBIX HAYYHBIX KOH(pEPEHIIUAX.

JInuHbIii BKJAA aBTOpPaA 3aKJIIOYANICS B TIOWCKE, aHAIH3e U 000OIICHUU JINTEPaTyPHBIX
JTAHHBIX, CHHTE3€ U UCCIIEIOBAaHUU KaTaIUTHYECKUX CHCTEM B IpoIleccax OKUCIECHUS TIUIepUHA
U ruapokcuMeTmigypdypona, a Takxke ruapupoBaHuu ¢ypdypais, B NPOBEACHUH (UUKO-
XUMHYECKHX M KaTATUTHYECKHX M3MEPEHHH, OOCYKICHWU pe3ysbTaTOB MU (POPMYITHPOBKE
BBIBOJIOB.

O0bem u cTpykKTypa padorTnl. Paborta m3noxkena Ha 155 crpanumnax, comepxut 27
pucyHkoB 1 18 tabmur. CocTOUT U3 BBEJACHHUS, YETHIPEX I1aB, BBIBOJOB M CITUCKA JIUTEPATYPhI U3
236 HaMMEHOBaHWH.

BaaronapHocTu. ABTOp BBIpakaeT HCKPEHHIOI OJarogapHOCTb CBOEMY Hay4YHOMY
pykoBogutento A.X.H. IlecrpaxoBy A.H. (MIOXBMT TIIY) u copyKkoBOAMTENIO K.X.H.
Kouso60Boii E.H. (MIIXBMT TIIY) 3a nomols B MJIaHUPOBAHUN HAYYHBIX YKCIIEPUMEHTOB U
HaIMCaHUH JUCCEPTAIIMOHHON paboThl. Takke aBTOp BhIpakaeT OTPOMHYIO 0J1aroJapHOCTh CBOCH

CEMbE U KOJUIETaMH 3a MOJIEPKKY MPHU BBIMOJIHEHUHU JaHHON pabOTHI.
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OCHOBHOE COJAEP/KAHME PABOTbI

Bo BBegeHum 000CHOBaHA AaKTYaJlbHOCTb JAaHHOH pabOThl, OINHKCAaHA CTEMEHb
pa3pabOTaHHOCTH TE€MbI, CHOPMYJIMPOBAHBI LIE€Ib U 3aJaud MCCIEJOBAaHUs, [TOKa3aHbl HayyHas
HOBM3HA, TEOpPETUYECKas M IPAKTHYECKas 3HAYUMOCTb, M3JI0KEHbl METOJOJIOTHS M METOJIb
UCCJIEIOBaHMsSI, NEPEUYMCIICHbl IOJOKEHUS, BHIHOCUMBIE Ha 3alUTY, a TaKKe IPEICTaBIICHA
uH(OpPMAaLKS O CTETICHU TIOCTOBEPHOCTHU MCCIIEIOBAHUS, allpoOaIiy pe3yIbTaToB, MyOINKaLUsIX,
JIMYHOM BKJIaJIe aBTOPA U CTPYKType paboThl.

IlepBasi riaBa mpeacraBisieT cOOOH JIMTEpaTypHBIH 0030p, BKIIOYAMOIINK B ceOs
CBelleHUS 00 WCCIEeNOBAHMUAX 30JIOTHIX, MAUIQJAUEBBIX M OWMETAJUIMYECKHX CHUCTEM,
KaTaJIU3UPYIOLIUX pa3IMYHbIE MPOLECCHl IPEBPAIICHUS, a TAKKE O COBPEMEHHBIX pa3pabOTKax
IeTepOreHHbIX KaTaln3aTopoB, paboTaloLMX B IMpoleccaXx OKUCIEHUS TIJHUIEepUHa U
ruapokcumeTundypdyporna u ruapupoBanus Gypdypans.

Bo BTOpoii rinase mepeunciieHbl (QU3MKO-XMMHUYECKHUE METOJbI, a TaKXKE PEaKTUBBI U
000py0BaHKE, UCIIOIb30BAaHHbBIE MIPU IPOBEJCHUH UCCIIE10BAHUS.

Tperbsi r1aBa NOCBAILIECHA W3YyYEHUIO AaKTUBHOCTH 30JI0TO- M MNaJIaJUHCOIEpKALINX
KaTaJIn3aTOPOB B KUIKO(A3HBIX OKUCIUTEIbHBIX Hpolreccax. B pasgene 3.1 mpexacraBieHsl
pe3ysbTaThl OKUCIICHHS TiuiepuHa Ha karanuzaropax Au/MxOy, roe MxOy — okcun TurtaHa,
Lepusi, JlaHTaHa, MarHus Ju0o ux cMmech. B mpenpinymux paboTax Hamied Trpymibl ObLIO
OOHapy’>Ke€HO, YTO JUId OKHUCIEHHMs CIUPTOB Ha HAHECEHHBIX 30JIOTHIX KaTalu3aropax
ONTUMAJILHOE COZep)KaHue 30J0Ta cocTaBisuio 4 mac. %, a BocCTaHOBUTENbHas aTtMocgepa
ABJISTIACH ONITUMAJIbHOU MpeABapuTENbHON 00paboTKoH. [10 3T0i MpUuMHE OKUCIIEHNE ININLIEPHHA
OBUTO HMCCIIeIOBaHO HAa oOpasnax ¢ 4 mac.% Au mocie npeaapuTeabHoil 00paboTku B Toke Ho
(Puc. 1).

W3 mpencTaBieHHBIX pe3yJIbTaTOB MOXHO CJIeJIaTh BBIBOJI, YTO HAHOYACTHIBI Au Ha
MOIU(UIIMPOBAHHBIX OKCHAAX THUTAHA M YHCTOM OKCHUJE LEpPHUs OKa3aJluCh YpE3BbIUANHO
aktuBHBIMH. [loHas KOHBepcHs TiHMIIeprHa HaOmoaanack yxe depes 1 wac Ha Au/MgO/TiOz u
Au/La203/Ti0, karanmuzaropax u uyepes 2 yaca Ha Au/CeO2/TiO2 u Au/CeO;. Cxoxuit Xxapakrep
B KaTaJIUTHUECKUX pe3ynbTaTax mnpociexuBancs Ha Au/Lax03 u Au/TiO2: Ha KOTOpBIX OBLIO
nosrydeHo 51-56% xonBepcun yepes 3 yaca peakuuu. HaumeHee akTHBHBIM 00pa3iioM oKa3ajcs
Au/MgO c xouBepcueit 27% depes 3 gaca.

[lopsanox HavanbHOW AKTUBHOCTH KaTaau3aTtopoB ¢ Touku 3peHus TOF uepes 15 mun
(Tabmuma 1) B okucnenuu mmiepuHa Obul ceayronmm: Au/MgO/TiO2 > Au/La203/TiOz >
Au/Ce0, > Au/CeO2/TiO2 > Au/La203 > Au/TiO2 > Au/MgO.
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Pucynox 1. BiusiHue npupobl HOCUTENS Ha OKUCIeHue rniepraa Ha Au/MyOy
KaTaJau3aTopax: dBOJIIOLMSI KOHBEPCUU C TeUeHUEM BpeMeHu. Y ciosus peakuuu: 1 =50 °C, 0.3
M raunepun (H20), NaOH/rnunepun = 4 skB., R = 1000, ckopocth nepememuBanus = 1100
00/MuH, T = 2 4aca.

Ta6n1z1ua 1. Karanurnueckue XAPAKTCPUCTHKH KATAJIN3aTOPOB HA OCHOBC 30JI10TA.

Konpepeus CeneKTUBHOCTH IMPU MAaKCUMAIBHOM YPOBHE

Ne | KaranuzaTtop % > | TOF KOHBepcuu, %

S1 S2 Ss Sq Ss Se
1 Au/TiO2 51 223 66 14 4 9 2 5
2 | Au/Ce02/TiO: 100 1186 | 44 14 24 8 4 6
3 | Au/CeO2/TiO:" 100 1186 | 38 13 32 7 4 5
4 Au/CeO 100 1225 | 67 9 12 5 1 6
5 | Au/La:05/TiO: 100 1277 | 68 11 8 4 1 8
6 Au/La:0; 56 264 71 11 3 8 1 6
7 | Au/MgO/TiO: 100 1295 | 56 12 15 7 2 8
8 Au/MgO 27 176 60 17 3 12 1 7

VYenosus peaknuu: T = 50 °C, 0.3 M rmmnepuna B 100 mn H20, NaOH/rnunepun = 4 9kBs.,
rurepusd/Au = 1000, nepememmBanue 1100 06/MuH;

S1 — CeNneKTUBHOCTH MO TIUIEPUHOBON KHUCIOTE; Sz — CENEKTUBHOCTD IO TIIMKOJIEBOM KUCIIOTE;
S3 — CEeNeKTUBHOCTH MO TAPTPOHOBOU KHUCIIOTE; S4 — CEIIGKTHBHOCTH IO MYPaBBUHOM KHCIIOTE;
S5 — CEIIEKTUBHOCTH IO IIABEIICBOM KHCIOTE, S¢ — CEIEKTHBHOCTH IO MOJIOYHOH KHCIIOTE,
* - pe3ynbTaThl Yepe3 3 yaca.

Bo Bcex ciydasx riaBHBIM IPOAYKTOM ObLIa TTUIEPUHOBAS KUCIIOTA (CEIEKTHBHOCTD 38—
77%) ¢ HEKOTOphIM O0pa30BaHHWEM TIUKOJIEBOW, TapTPOHOBOW, MYpPaBBUHOH, MOJIOYHOH U
I1aBeJIeBON KUCIOTHI. VICKIIIOUeHHEeM B XapakTepe celeKTuBHOCTH Obu1 oOpaszer; Au/CeO2/TiO,
Ha KOTOPOM OBLII0 00HAPYKEHO OOJIbIIIEe KOJIMYECTBO TAPTPOHOBOM KUCIOTHI (110 32%) (Tabnuia

1, CTpOKa 2u 3) Taxxe cTout OTMCTHUTD, YTO C YBCIIMYCHHUCM BpPCMCHU IJId BCCX AKTUBHBIX



00pa3IoB CEIEKTUBHOCTh HM3MEHSETCS B CTOPOHY OOpa3oBaHWs TapTPOHOBOW KHCIOTHI Kak
IPOIYKTa OKUCIICHUS TIIULEPUHOBON KUCIOTHI.

Crnenyer Takke OTMETHUTh, YTO B OTCYTCTBHM OCHOBAaHMH Ha BCEX KaTaJM3aTOpax
KOHBepcusl ruiepuHa Obuia Ha ypoBHe 2—5% (R =500, T = 80 °C, 6 u).

[IpuBeneHHble  BbINIE  PE3yJbTAaThl  JAEMOHCTPUPYIOT  3(PPEKTHBHOCTH  HAIIMX
KaTaJIn3aTOPOB B MPHUCYTCTBUU IIEJIOYH, OJHAKO C MPOMBIIIJICHHON TOYKH 3pEHUS M30eKaHHe
UCTIOJIB30BaHUS IIEJIOYU UMEET OOJIBIIIOE TEXHUYECKOE MPEUMYIIECTBO, TaK KaK B JAHHOM CIIy4ae
00pa3yrTcsi cBOOOHBIC KAPOOHOBBIE KUCIIOTHI, a HE UX coid, Kak B ciydae ¢ NaOH. Iloatomy,
obu10 pemeno 3ameHuTh NaOH 1menoyno3eMensHBIMU OCHOBaHUSIMH, TakuMH kak MgO, CaO u
SrO, ¢ NmOMOLIBI0 KOTOPBIX TaK)KE BO3MOXHO IOJyY€HHE CBOOOJHBIX KAapOOHOBBIX KHCIOT
(Tabmuma 2). s naHHBIX SKCIEPUMEHTOB MBI UCTIONb30Baimu Au/La205/TiO: (onuH u3 Hanboee

AKTHBHBIX KaTaJIU34aTOPOB B 3TOM I/ICCJ'IC,HOBaHI/II/I).

Tabnuma 2. Biusaue 100aBieHUs IET0YHO3EMELHOIO OCHOBAHHUS U TEMIICPATyPhl
peaknuu Ha okucieHue rmiepuHa Ha Au/La:03/Ti0z.

Tmepis/ CeneKTUBHOCTD MPU
Hlenounozemensuoe | T, Kousepcus, MaKCHMaJIbHOM ypOBHE
Ne N OCHOBaHHUE, o o
OCHOBaHHE C MOIIE/MOILE % KOHBEpCUH, %

S1 S2 S3 S4 Ss
1 Sro 50 12 7 48 22 4 26 0
2 MgO 50 12 10 48 27 8 11 6
3 CaOo 50 12 8 48 23 4 25 0
4 Sro 80 12 9 53 23 4 20 1
5 MgO 80 12 14 53 27 5 9 6
6 Ca0o 80 12 13 40 29 3 28 0
7 MgO 80 4 16 56 27 10 0 7
8 MgO 95 4 20 52 29 12 0 7
9 MgO” 95 4 0.4 100 0 0 0 0
10 Au/La:05/Ti0: 95 0 2 94 0 0 46 0

VYcenosus peakuuu: 0.3 M riunepun (H20), 3 atm Oz, R = 1000, 1100 06/MuH nepemeninBanue;
6 4. * - B oTCyTCTBUM KaTaJln3aTopa;

S1 — CeNeKTUBHOCTH MO TIUIEPUHOBOMN KUCIOTE; Sz — CENEKTUBHOCTH MO TTUKOJIEBON KUCIIOTE;
S3 — CeNeKTUBHOCTh IO TAPTPOHOBOW KHCJIOTE; S4 — CEIEKTUBHOCTH 10 MYPaBBHHOUW KHUCIIOTE;
S5 — CeleKTUBHOCTD MO I1aBEJIEBON KUCIIOTE.

Kak BuHO U3 ipenctaBieHHOM Ta0muIb! 2, akTHBHOCTh OCHOBHBIX JJ0OABOK B OTHOIIICHHH
KOHBepcuu Obuta cienyromeii: MgO > CaO > SrO. Bo Bcex cnyyasx npoBeJeHHE peakiuy Ipu
0oJsiee BBICOKMX TeMIepaTypax MPHUBOAMIIO K YBEJIWYEHHIO KOHBepcuu riunepuna (Tabmuuna 2,
cronberr 3).

XOoTsl TOJHOE TMpeBpalleHHe TIJUIepuHa He ObUIO JOCTUTHYTO, HCIIOJIb30BAHUE
I1EJI0YHO3EMENBHBIX OCHOBAHUH ONPEAEIEHHO BBITOAHO 1O cpaBHeHUIO ¢ NaOH, nmockonpky oHO

CrocoOCTBYyeT 00pa30BaHHIO CBOOOIHBIX KAPOOHOBBIX KUCIOT BMECTO COOTBETCTBYIOIINX COJIEH,
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YTO 3HAYNUTEIBHO YIPOUIAET JATbHENIINI TPOLIECC NOJIYYEHUS LIEJIEBbIX TPOIyKTOB. Kpome Toro,
TBEpPJIbI€ OKCUIHBIEC T00ABKU JIETKO OT(QUIBTPOBBIBAIOTCS U3 KUAKOH (ha3bl MPOTYKTOB PEaKIHU
II0CJIE IpoLECCa.

s OObsSICHEHHS aKTUBHOCTU KaTaJUTHYECKUX CUCTeM ObUI MpOBEAEH psal (U3HKO-
XUMHYECKHX HCClieZloBaHM. Pe3ynbpTaThl XapakTepuszanuu o0pa3ioB, UCIOIb3yEeMbIX B JaHHON

pabote, 06001meHs B Tabmuiie 3.

Tabmuna 3. JlanHabie GU3MKO-XUMUYIECKUX UCCIICIOBAHUI HOCUTEIEH 1 30JI0THIX

KaTaJIM3aTOPOB.

Seet, M%/T Cpennuii | Copepxanne Au, %
Conepxxanue | pasmep
Ne Obpasen Kar-p | Hocurens Au, % * gactun Au, | Au® | Ault| Au®t | Au®
HM

1 AU/TiO, 50 55 4.0 3.0 75 114 111 ] 0

2 | Au/CeQO./TiO2 | 46 48 4.1 2.8 68 | 20 | 12 | O

3 Au/CeO; 38 37 4.3 2.6 57 | 21 | 0 | 22

4 | Au/LaOs/TiO2 | 43 48 3.3 2.6 83 |17 | O 0

5 Au/La;03 10 9 4.5 3.6 50 | 12 | 0 | 38

6 | AuMgO/TiO, | 43 48 4.0 5.1 51 | 29 | 20 | O

7 Au/MgO 312 141 3.9 6.1 100 O 0 0

* - cornmacHo D/IC.

P®A ananu3 305I0TBIX KaTaau3aTOPOB U COOTBETCTBYIOIIMX HOCHUTENEH HE IOKa3al
U3MEHEHUH B (Aa30BOM COCTaBE WM CTPYKTYpe HOCHUTENs IIOCIE€ HAHECEHUs 30JI0Ta, 3a
uckiaroueHneM NAU/La20s3, B koTopoM ObLIH 00HapyxkeHbl pediekcs, oTHocsmmecs kK La(OH)s
(rexcaroHanbubiii) u Lax(CO3)2(OH)2 (opropomOuveckuit) u Auw/MgO, rae MNpoU30LLIO
npeoOpa3zoBanue okcuaa B ruapokcusr Mg(OH),. Kpome Toro, He Ob110 00HAPY)KEHO pedIIeKCOB
OTHOCSIIIMXCS K 30JI0TY, UTO YKa3bIBaeT JINOO HA MaJIbI pa3Mep 4acTull AU U OKCHJIOB METAJLIOB,
100 Ha HUX aMopdHyIO CTpyKTypy. Da3a MeTasIM4ecKkoro 30J0Ta CO CPEIHUM pPa3MEpPOM
KkpuctamioB 3.1 HM ObUTa OOHapyskeHa ToJbKO B ciaydae Au/MgO.

Bo Bcex cnywasx conepkanue Au, ompeneneHHoe metogom JJIC, Obuio O1u3KO K
HomuHanbHOMY (Tabmuua 3). Metogom azacopOumu-gecopbunu Nz He ObUIO  BBISBICHO
3HAYUTEIbHBIX U3MEHEHUH B y/I€1bHON MOBEPXHOCTH MOCEe HAHECEHHsI 30J10Ta HA HOCUTEIH, 32
uckmouenneM Au/MgO, rae nocie 100aBieHus 3070Ta OblJI0 OOHAPYKEHO YBEIMUYEHHE SBET B
2.2 pa3za, 4TO coryacyercs ¢ BbIIBICHHbIMU PDA MeTO0M U3MEHEHUSIMHU B COCTAaBE U CTPYKTYype
HOCHTETIS.

Cpennuii pa3mep yacTHIl 30J10Ta, oNpeAenaeHHbli ¢ noMoibio IIDMBP, BapsupoBaics ot
2.4 10 5.1 HM 17151 Bcex 00pa31ioB Ha MOTU(HUIIMPOBAHHOM OKCHJIE TUTAHA, B TO BPEMS KakK 30J0TO
Ha YHCTBIX OKCHIAaX HaXOAWJIOCh B auarra3oHe 2.6—6.1 HM. B oTimume OT MHOTOYHMCIIEHHBIX

UCCJIEIOBAaHUM 10 OKHCJIEHUIO TJHIEpUHA, JIEMOHCTPUPYIOIIUX OOpaTHYI 3aBUCHUMOCTH
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KaTaJUTHUYECKON aKTUBHOCTH OT CpPEJHEro pazMepa HaHoyacTUll Au (4eM MEHbIIEe pa3mep
HAHOYACTHII, TEM BBIIIIE AKTUBHOCTH), B HACTOSIICH paboTe naHHask TCHICHIUS HE HaOII0Aanach.

Hanpumep, nBa HambGoniee akTuBHBIX Kataimuszaropa, AU/MQO/TiOz2 u Au/La203/TiOy,
uMeroT oauHakoBeie 3HadeHus1 TOF (Tabnuna 1), HO y HUX pa3HBIA cpeaHui pa3mep yacTtuir 5.1
1 2.6 HM cOOTBETCTBEHHO. Jpyroit nmpumep - cpaBHeHue pezyiabraroB TOF u cpegnero pasmepa
gactun a1 Au/TiO2 u Aw/MgO/TiOz. Takum 00pazoM, MOKHO TPEINOI0KUT, YTO CPEIHHUN
pa3Mep 4acTHII 30J10Ta - HE SAMHCTBEHHBIN OIpenesFomii pakTop.

Merogom P®OC 30710T0 Ha MOBEPXHOCTH HOCUTEICH OBLIO HWACHTH(PHUIIMPOBAHO B
YeTHIpEX Pa3IMUHBIX SIEKTPOHHBIX COCTOSHUAX: MeTammmdeckoM (Au®), onHoBanenTHOM (Au'),
tpexBanenTHOM (Au®") u snexrpoorpumarensrom (Au®) (Tabmuna 3). B nemom Habmomaercs
oInpeieieHHas KOppesslus MeXIy KoHueHTpanuein AUl" 1 akTHBHOCTBIO, UTO OTMEYATOCh U B
MPEIbIIYIIUX UCCIECTOBAHMIX HaIlleH HAyYHOU TPYIIbI MPOIECCOB OKUCICHUS APYTUX CIUPTOB,
a taxke CO. DTo MOATBEPKAAET HALITU BHIBOJIBI O BO3MOKHOM MPUPO/IE KATATUTHUECKH aKTUBHBIX
IIEHTPOB 30J10Ta — OAHO3APATHBIX KATHOHAX 30J10Ta. OHAKO B CBS3H C TEM, UTO B JAHHOW PEaKIHN
AKTUBHO YYaCTBYET ellle OAUH (aKTop — HIeTOYHBIE JOOABKU — TaHHAS KOPPEISIHS BEIpaKeHa He
TaK OTYETJIMBO, KaK B IPYTMX U3YYCHHBIX HAMU MPOIleCcCax.

N3BecTHO, UTO OCHOBHBIE CBOMCTBA KaTaIM3aTOPOB UIPAIOT BAXKHYIO POJb B OKUCICHHUH
cupToB. UTOOBI OLIEHUTh MX BIUSHUE, YKCIEPUMEHTHI 110 TEMIIEPATypPHO-TIPOTPAMMHUPYEMON
necop6iir CO2 ObUIH POBEICHBI KaK [T KaTaJIU3aTOPOB, Tak U i ux Hocutenel (Tabnuma 4).

ITpu stoM ObUTIO OOHapyxeHo, 4yro Hocutenu TiO2, CeO2/TiO2 m La03 obnamatoT
cnabbIMH OCHOBHBIMH cBoicTBamu, B TO Bpemsi kak CeOz u La0s/TiO2 umeror cpemnee
KOJIMYECTBO OCHOBHBIX LIEHTPOB, a Hocutenu ¢ maruueM, MgO/TiO2 u ocobenno MgO, kak u
0KHJIAJIOCH, 00JIATIAI0T CHIIEHO BRIPAXKEHHOM ocHOBHOCTRIO (Tabmuma 4, 3-it cronber).

[Tocne HaHeceHMs 30510Ta HAOMIONANOCH yBEIMUEHUE OOIIel KOHIEHTpPAllMh OCHOBHBIX
HEHTPOB A7 Bcex oOpasios (Tabmuma 4, 4-ii ctonbeir), kpome Au/TiO2. DT0 03HAUaeT, 4TO U3-3a
B3aUMOJICHCTBHS TIPEANIECTBEHHUKA 30JI0Ta, MOYEBUHBI /WM BOJBI C HOCHTEJIEM BO BpEMs
NPUTOTOBIICHHUS KaTaJlu3aTopa MPOM30IUIO TepepacnpeelieHe OCHOBHBIX IEeHTpoB. Jlis
Au/MgO, u ocobenHo Au/La;Os, moBbIIIIEHHas OCHOBHOCTh Obllla CBSi3aHA C W3MEHEHHUEM
¢$az0BOro cocraBa, YTO MOKHO OOBSICHUTH XMMHUECKUMHU CBOMCTBAMH ITHX HOCHTENEH, a TaKxkKe
B3aWMOJICHICTBHEM C BOJOW M MPOAYKTAMH THIPOJIM3a MOYEBHHBI B IMPOIECCE MPUTOTOBICHUS
katamm3aropoB. Jns Au/La;O3 mpucyTcTBHE THAPOKCHKapOOHAaTa JIaHTaHa BMeECTE C
TUAPOKCUIOM JIAHTAHA YCIIOXKHSIIO OIIEHKY OCHOBHBIX IIEHTPOB JJIsS TOTO o0pa3iia u3-3a BKIaaa
OCTaTOYHBIX KapOoHaToB B oOmiee BbicBoOOkIeHHEe CO2, B pomonHeHue k COz, KOTOpHIH
JIecOpOMpPOBAJICS W3 OCHOBHBIX IIeHTpPOB. HamOombine 3HaUYeHUS B KOHIEHTPAIIMA OCHOBHBIX

neHTpoB (230-236 mxmonb/T) HaOmomamuch st Au/CeOz2 m Au/MgO/TiO2, B KOTOpBIX
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MIPOM30IILIO yBEIMYEeHHE 001Ieli OCHOBHOCTH B 1.9 u 1.2 pa3a COOTBETCTBEHHO 1O CPaBHEHHUIO C
KOHIIeHTpaluei ocHOBHBIX IeHTpoB Wit CeOz u MgO/TiO,. Tlocne HaHeceHus 30J0Ta Ha
Ce0/TiO2 u Lax03/TiO2 konmMyecTBO OCHOBHBIX IIEHTPOB yBenuumioch B 2.2 u 1.5 pasa
COOTBETCTBEHHO, YTO B KOHEYHOM CUETE IIPUBEIO K OJIMHAKOBOMY YPOBHIO OCHOBHOCTH B JJAHHBIX
karanuzaTtopax (153—161 mxmoub/T). [Ipu cpaBHEHNHU MOTYUYEHHBIX PE3YIbTATOB II0 OCHOBHOCTH
co 3naueHussMU TOF He ObUI10 BRIABICHO MPSAMON KOPPEISAIMU MEXAY KOHIIEHTpAIMEeH OCHOBHBIX

LHCHTPOB U AKTUBHOCTBHIO UCCIICAYCMBIX KATAJIU3aTOPOB OKHUCJIICHUA TJIMLICPUHA.

Ta6mmma 4. OCHOBHBIE CBOMCTBA KaTaIU3aTOPOB M COOTBETCTBYIOIIMX HOCUTEIICH,
3HaueHust TOF u cpennuii pasmep yactunl (Dep) KaTaan3aTopos.

Ne OGpasen KoHIeHTpanus OCHOBHBIX LIEHTPOB, TOF, 4 1 Dep, 110
MKMOJIB\T
1 TiO; 88 - -
2 Ce02/TiO2 70 - -
3 CeO» 122 - -
4 Lax03/TiOs 119 - -
5 LayO3 84 - -
6 MgO/TiO> 191 - -
7 MgO - -
8 Au/TiO> 73 223 3.0
9 Au/Ce0,/TiO, 153 1186 2.8
10 Au/CeOs 230 1225 2.6
11 Au/Lax03/TiO2 161 1277 2.6
12 Au/Lay03 1523 264 3.6
13 Au/MgO/TiO, 236 1295 51
14 Au/MgO 665 176 6.1

OnHako reTeporeHHO-KaTaJIuTUYECKHe MPOLecChl, 0COOEHHO B KHUJKOH (ase, sBIAIOTCS
BECbMa CJIO)KHBIMH, Ha HUX BIUSET LEIbIA psii (AKTOPOB, BBIACIUTH KAXKABIH M3 KOTOPBIX
OTJIENIbHO MPAKTUYECKH HEBO3MOXKHO. Tak, Harpumep, JaBHO YCTAHOBJIEHO, YTO KaTAIUTUYECKU
AaKTUBHBIMHU SIBJISIIOTCSL TOJIBKO KJIACTEphl 30JI0Ta MeHee 2-3 HM, Torjga Kak Oojiee KpyIHbIE
YacTULBl B PEaKklIMHU He ydacTBYIOT. [loaTOMy ecinu IpoBECTHM KOMIUIEKCHBIN CPaBHUTEIbHBIN
aHamu3 pesynpraToB TOF co cpemHMM pa3mMepoM dacTwIl, KoHIeHTpamumeid Aul" m oOGmeit
OCHOBHOCTBIO, CTAHOBHUTCSI SICHO, YTO 00pa3Ilbl C HAHOYACTUIIAMH 30JI0Ta MEHbIIIE 2 HM, OOoJIbIIeH
KoHneHTpanueil AU'* 1 GOIBIIMM KOTMYECTBOM OCHOBHBIX IIEHTPOB UMEIOT CaMble BBICOKHE
3HayeHus TOF. Xots Au/MgO/TiO2 xapakTepu3yercsi HeOOIbIINM KOJIMYECTBOM MEJIKUX YaCTHII
U OJHHUM U3 CaMbIX BBICOKHX CpeAHHMX pa3MepoB (5.1 HM), U3-3a €ro BbICOKOI OCHOBHOCTH (236
MKMOJIb/T) OH 00saiaeT cambiM OonbiimM 3HadeHreM TOF cpenu Bcex kaTanuzatopos. BepositHo,
4TO POJb OCHOBHBIX TI'PYII HOCUTENS, Kak U B ciaydae pobasmsemoro NaOH, 3axmouaercs B
oOecrieyeHnn Oosiee OBICTPOro IMpolecca JeNPOTOHUPOBAHUS TJIHMIEPHHA, 4YTO OOJeryaer

NEpPBOHAYAJIbHYIO CTafui0 OKUcieHHs. Jlo IenpoTOHHpOBaHMS, aJIcopOIUs IIMLEpPHUHA U
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KHUCIIOpOJia, M JajbHelllee OKHCIEHHE CHHpTa MOCie aKTHUBALMM TUAPOKCUIBHOW TPYIIIbI
OCHOBAHMEM INPOUCXOAUT Ha 30JI0TE€, B 3aBUCHMOCTH OT €r0 paclpeeseHus, pa3Mepa YacTUIl U
AJIEKTPOHHOT'O COCTOSHUS Ha MOBEPXHOCTH HOocHTelNs. Takum oOpazoM, xoTs Au/CeO; umeer B
JIBa pa3a MEHBIIIUN CPETHHUI pa3Mep yacTull 30510Ta 1o cpaBHeHHio ¢ Au/MgO/Ti02, Ha Au/CeO2
sHaueHne TOF Owbuto menswine, yemM y Au/MgO/TiO2, nmockonbky Au/CeO2 mMeeT MeHbIee
KOJINYECTBO OCHOBHBIX IIEHTPOB 10 cpaBHeHHIO ¢ Au/MgO/TiO2. D10 Takke 0OBSICHSET, IOUYEMY
AU/TiO2 co cpeaHUM pa3MepoM YacTHIl 3 HM M cpeiHel KoHeHTpanuei nentpos Ault (14%)
MPOSIBUJI HU3KYIO aKTUBHOCTh — TaK KaK JaHHBIN KaTaau3aTop UMEET CaMylo HU3KYI0 OCHOBHOCTb.
K coxanenuto, HEBO3BMOXKHO HANpsMyl OLEHUTh OCHOBHOCTh Au/La;O3z u3-3a mpucyTcTBuUs
KapOOHATOB M 0OJiee BBICOKOTO CpeIHEro padmepa dactuil (3.6 HM); TOSTOMY MBI HE MOXKEM
c/IenaTh OJHO3HAYHBIX BBIBOJIOB JUIS ATOrO oOpasmna. Taxke cliemayer y4yuThIBaTh, YTO yleIbHAS
MOBEPXHOCTh 3TOTO Karajau3aTopa Obuia HauMeHblel (Tabnuua 3), 94To Takke MOTJIO MOBIUATH
Ha €ro KaraauThdeckue xapakrtepuctuku. Hakowen, Au/MgO uMmeeT camoe HHM3KOE 3HAUCHUE
TOF, uto HanmpsiMylo OOBSCHSETCA €ro HauOOJIBIIMM pa3MEPOM HAHOYACTHUIl Au Cpeau BCex
HCCIIeTyeMbIX KaTalu3aTopOB U MOTHBIM OTCYTCTBHEM HOHHBIX HeHTpoB Aul™,

Taxum 00pa3zom, MOXKHO cIeNaTh BBIBOJ, YTO COYETAHHE MAJIOTO pa3Mepa yacTull (MeHee
2 HM), BBICOKOH KOHIIEHTpamuu HeHTpoB AU" M BBICOKOM KOHIIEHTpAalMH OCHOBHBIX TPYIII
HOCHUTeNsT HeoOxonumo it Hanbonee 3(pPEeKTUBHOTO OKMCIIEHUS TIHMIEPHHA HAa HAHECEHHBIX
30JI0ThIX KaTaJau3aTopax.

OnHako 0 cuX mop ocraercs O6e3 orBera Bompoc, moyemy Ha Au/CeO2/TiO2, koTopsblii
uMeeT HauMeHbliee 3HaueHMe TOF cpenu akTHBHBIX KaTalW3aToOpoOB, ObUI MOJYYEH CaMbli
BBICOKHH BBIXOJ] TAPTPOHOBOM KUCIOTHI. BO3MOXKHO, MPUCYTCTBUE MEJIKUX YaCTHI] 30JI0Ta (MEHEE
2 HM) criocoOcTBYeT Oosiee TITyOOKOMY OKMCIIEHMIO IJIMIIEpUHA, YTO MPUBOJIUT K 00pa30BaHUIO
TapTPOHOBOM KHUCIOTHI M TPOJIYKTOB, CBsI3aHHbIX C pacuierienneM C-C-cBs3M IiMiepuHa
(MypaBbHHas, TJIMKOJEBas M IIaBejeBas KUCIOThI). UTOOBI dydllle M3y4UTh BIUSHHUE pa3Mepa
HAHOYACTHI] AU W OLEHHWTh, M3MEHHWJIOCH JIM paclpelelieHue 30J0Ta IOCIe PEaKIHH, MbI
BbinoiaHwM [IDMBP s o0pas3noB, Ha KOTOPbIX ObUIM AOCTUTHYTHI BbICOKME 3HaueHus TOF
(Au/CeO2/TiO2, Au/CeO2, Au/La203/TiO2 1 Au/MgO/TiOz). Takke napaienbHO ObLT IPOBEICH
O/1C aHanu3, ¢ MOMOIIBIO KOTOPOTO OBIJIO YCTAHOBJIEHO, OTCYTCTBHE MPOIECCa BhIIIEIAYNBAHUS
30510Ta Tocte peakiu. OHAKO T BCex Karanu3aropoB, kpome Au/CeO2/TiO2, Habmogamnoch
3aMETHOE YBEJIMYEHHE CpEeIHEro pa3Mepa YacTUI[ IOCiEe PEaKIUH IO CpPaBHEHHIO C
COOTBETCTBYIOIIMMH 3HaueHUsIMH 10 peakiuu (Tabmuua 5). Takoil pocT dYacTHIl MOXeET
yKa3bIBaTh HAa HEKOTOPYIO J€3aKTUBAIMIO KaTaIu3aToOpoB, KOTOpas MpeA0TBpallaeT AaibHelIiee

OKHCJICHHE TIMLEPUHOBON KHUCIIOTHI 0 TapTPOHOBOM KUCIOTHL. [leficTBUTENbHO, HAOMI0AAIACh
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Cleyrolias TeHJEHIUS: YeM MEHbBIIEe POCT YacTHUll, TeM OoJjblle 00pa30BaHHE TapTPOHOBOMU

KHCJIOTHI.

Tabmuua 5. CpaBHEeHHE CpeTHETO pa3Mepa HAHOYACTHIL 30JI0Ta JI0 U ITOCIIE UCIIBITAaHUS B
pEaKIU OKHCICHUS TIUIEpUHA.

Cpennuii pazmep yactuil AU, HM |CelIeKTUBHOCTb 110 TapTPOHOBOM
Ne O6pazery 0
o peakunu [Tocne peakuuu KHCIOTE nocie 3 gacos, %
1 Au/Ce0O2/TiO2 2.8 2.9 32
2 Au/MgO/TiO, 5.1 5.5 25
3 Au/CeO 2.6 3.6 19
4 Au/La03/TiO> 2.6 4.8 15

B paspene 3.2 mpexcrtaBieHbl pe3ysbTaThl KaTaJUTHUYECKUX MCIBITAHUM OKHUCIIEHHUSA
rugpokcumeTuiadypdypona. B stoit peakuuu cunres 2-pypanaukapoonoBoit kuciotsl (PIKK),
HOJYYEHHOT0 B Pe3yJIbTaTe OKUCICHUS KapOOHMWIBHON U THAPOKCUIIBHOM IPyII, IPOTEKAET Yepe3
o0pa3oBaHUE MPOMENKYTOUHOIO COEIMHEHMS S-THUIPOKCUMETUI(YpaH-2-KapOOHOBOW KHCIIOTHI
(CTM®KK), mosry4eHHOTO OKUCIICHHEM aJIbJICTUAHON TPYIIIIbI.

CKpUHUHT OBLJIO PELIEHO HA4aTh C UCCJIEIOBAHHBIX B OKHMCIEHUH IIMIEPUHA 30J0THIX
KaTaJu3aTOpOB, HAHECEHHBIX HAa HE MOAU(PULIMPOBAHHBIA M MOAUPHUIMPOBAHHBIA JUOKCH]
TUTAHA.

JlaHHBIE CUCTEMbI Ha OCHOBE OKCHJa TUTaHA, TAKKe KaK U HAaHECEHHbIC aIFOMUHUEBBIE
KaTaJIn3aToOpbl TIOKA3aJi OJMHAKOBBIA ypoBeHb 3¢ dexkruBHOCTH mpu nomydernn DPJIKK. Orto
HarsiiHO AeMoHcTpupyercss Ha Au/Lax03/TiO2 u Aw/AIOOH-C: 11 u 10% celneKTUBHOCTH
®JIKK uepe3 2 wyaca. Takum o0pa3oMm, HECMOTps Ha pa3iIMyYHbIE CBOMCTBAa (CTPYKTYpHBIE,
TEKCTYPHBIE, 3JIEKTPOHHBIE U JIP.) U3YUEHHBIX 30JI0THIX KaTaJIU3aTOPOB, 3TU CUCTEMbI OKA3aJIUCh
ManoddexruBabiMU B 00pazoBanun OJIKK. Tem He MeHee, camasi BHICOKAsl CENIEKTHBHOCTH B
otHomenuu ®JIKK (20%) 6p1ma mocturayra s Au / AIOOH-S. Yriepoansiii 6aanc Bo Bcex
ciydasx coctaist 95-100%.

O6pazenr  Ag/CeO2/TiO2, mPOIEMOHCTPUPOBABLIMN  BBICOKYIO  aKTHBHOCTH B
MCCJIEIOBAaHMSIX HAlllel TPYMIbl B OKUCICHUU OETyJIMHAa M H-OKTaHOJA, TAaKXKe HCCIEeN0BaIH B
OKUCIIEHUU THUAPOKCUMETIIPypdypona. DTOT KaTtaiuzaTop OBUI MEHEe AaKTUBEH KaK B
OTHOILIEHHMM KOHBEpCHMH, Tak M B oOTHomeHuu obpazoBanus @OJKK. Tomsko 36%
rHJIpOKCUMeTUIhYypdypoa ObLI1O0 npeoOpa3oBaHO B I'M®KK, HEKOTOpPbIE
HeUJACHTU(ULIMPOBAHHbBIE TOOOYHBIE MPOIYKTHI ObUIM OOHAPYKEHBI Uyepe3 2 yaca peakiuu. ITo
OOBSCHSET HM3KUN YIJIEpOJHBIM OanaHC, CpPaBHUMBIA C pe3yJibTaTaMH SKCIIEPUMEHTOB 0Oe3
KaTajan3aTopa.

MHorue ucciefoBaHUs M 0030pbl MMOKa3alM, 4TO KaTajau3aTopbl Ha ocHoBe Pd Oomnee

cesieKTUBHBI B oTHomieHnu oOpazoBanust ®JIKK npu HHM3KMX TemmepaTypax, B TO BpeMs Kak
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KaTaan3aTopbl Au, KaKk MpaBUiIo, IPUMEHSIOTCA TP BBICOKUX Temmeparypax. [1o aToi npuunne
ObU10 pemieHo cuHTe3upoBarh Pd/AIOOH-S, mMOCKOIBKY 3070TO HAa 3TOM HOCHTENE MOKA3aJio
caMylo BBICOKYIO akTuBHOCTb B oOpazoBanuu ®JIKK cpenu ucnbitanubix Au-karanu3aTopos. B
pe3ysbTaTe Ha MaJIaJueBOM KaTainu3aTtope Oblia noaydeHa cenektuBHOCTh o DJIKK B 2.5 paza

BBIIIC B CPAaBHCHUU C 30JI0TBIM.

Ta6muma 6. Karanutndyeckoe nopejaeHne HaHeceHHBIX Ag, Au, Pd u Pd-Au
KaTaJn3aTOPOB B OKHCICHUH THAPOKCUMETIIIDYp]yposa B MEIOYHOH cpee.

No Katanusatop Konepcust uepes 2 yaca, | CelleKTUBHOCTB, % | YriepoaHsbIid
B % I'MOKK | ®JKK | 6amanc, %

1 No catalyst 0 0 0 100

2 No catalyst + NaOH 30° 100 0 31

3 Au/TiO2 97 94 6 95

4 Au/Fe205/TiO2 98 93 7 95

5 Au/La:05/Ti02 99 89 11 95

6 Au/MgO/TiO: 99 87 13 95

7 Au/Ce02/TiO: 99 84 16 96

8 AuU/AIOOH-C 99 90 10 95

9 Au/Alz03-V 100 88 12 95

10 AU/AIOOH-S 100 80 20 95

11 Ag/Ce0,/TiO2 36 100 0 30

12 Pd/AIOOH-S 97 50 50 100

13 Ag/Cp 98 98 2 69

14 Au/Cp 100 79 21 95

15 Pd/Cp 99 45 55 97

16 Pd-Au/Cp 99 40 (28)° | 60(72) 100 (98)
17 Pd-Au/Cp-HNOs 99 35 (25) 65 (75) 96 (96)
18 Pd-Au/Cp-NH4OH 99 30 (18) 70 (82) 98 (95)

Yenosus peakiuu: T =60 °C, 0.15 M ruapoxkcumetundypdypoia B 150 ma HoO, NaOH/cy6crpar
= 2 MOJIB/MOJTB, THApPOKCHMETII(Ypdypoia/Me = 200 monb/Moib, nepemernnBanue 1100 06/muH,
pO2 = 3 armocdepsr; * — TaHHBIE Yepe3 S5 uacos; © — naHHEIE uepes 6 YacoB.

ITockONbKY TOCTUTHYTBIE BBIXO/IbI LIEIE€BOTO MPOAYKTA OBLIM HEYJOBIETBOPUTEIbHBIMH,
CJICAYIOLIMM IIaroM ObUT MOUCK Oosiee 3P PEKTUBHBIX HOCUTENEH [Tl 6J1aropoAHBIX METAJIOB.

CymiecTByeT OO0JBINIOE KOJUYECTBO NPHUMEPOB, YKa3bIBAIONIUX Ha 00Jie€ BBICOKYIO
AKTUBHOCTH KaTaJIM3aTOPOB Ha YIJIEPOJHBIX HOCUTEINAX IO CPABHEHUIO C OKCUAMH.

B cBs3M ¢ 3TUM ObUIM CHHTE3MPOBAH pAJ KaTaaU3aTOPOB, HAHECEHHBIX Ha YIJIEPOJ C
ME30IMOPUCTON CTPYKTYpOil, HazBaHHBbIH CuOynur. Marepuan CuOyHuT, codeTtaromuii B cebe
cBoiicTBa rpadura (MPOYHOCTHBIE XapAaKTEPUCTHKH, KOPPO3UOHHYIO CTOWKOCTH) U aKTHUBHBIX
yraeil (pa3BuTas MOBEPXHOCTb U Jp.) SIBJISETCS MOAXOMASIIUM HOCHUTENEM JUIsl KaTalu3aTopoB
MPOIIECCOB KUAKO(DA3ZHOTO OKUCIICHHUS.

Mounomeramnuueckue (Ag, Au u Pd) u 6umerannnueckue (Pd-Au) xatanuzatopsl ObUTH
CHUHTE3UPOBAHbl  METOJIOM HMMOOWJIM3AallMM  30JI1 W  HCCIENOBaHbl B  OKHCIIEHUU
rupokcuMeTHIIQypdyposa B TeX ke yCIOBHIX, ONMMCAHHBIX Bbllie. Au/Cp mokasaj o4ty Takue
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KEe KaTaJUTHYECKHE CBOICTBa IO CpPaBHEHUIO C HauOoJjiee AaKTHUBHBIM U3 BCEX 30JI0THIX
KaTanm3aropos, To ectb Au/AIOOH-S. Ha karanuzarope Pd/Cp Obia momydena HemHoro 6oinee
Bbicokast cesieKTuBHOCTD 10 DJIKK (Sonxk = 55 %) no cpaBuenuto ¢ PA/AIOOH-S (Soxxk = 50
%). Tem He MeHee, cieayeT OTMETUTh, 4TO Hambonbmas cenekTuBHOCTh nMo DJIKK Obuia
JOCTUTHYTA P HAHECEHUH METAJJIOB Ha CUOYHUT.

Heckonbko TecTOB mokasanu, yTO KaTanu3aTopsl Au 0oJjiee aKTHBHBI JUISl OKUCJIECHUS
QIBJETUAHBIX  TPYNI, a HWMEHHO Ha  NEepBOM  CTaAuM  pEaKUud  OKUCICHUS
(rumpoxcumernndypdypoa 1o T'MPKK), Toraa kak karanuzaropsl Ha ocHoBe Pd 6osiee akTHBHBI
JUTSL OKUCTICHUS TUPOKCUIIBHBIX TpyIii. Takum oOpa3om, MOCIEAHUM IIaroM B MOKMCKe Hanbolee
CeJICKTHBHOTO Karamusatopa ansi nonydeHuss @JIKK Oputo ucmonp3oBaHHe OMMETAITMYECKHX
CHCTEM - HaHEeCEHHE KOMOWHALMU Taulajusl M 30J0Ta Ha caMblii 3()(eKTUBHBIA HOCHUTEND -
Cubynur. Kak u oxunanocs, cenekrupHocts @JIKK yBennumnBanacek npu ucnonb3oBanuu Pd-Au
KaTaJIu3aTOPOB M0 CPAaBHEHHUIO C MOHOMETAIITMYECKUMHU KaTaau3aToOpaMHu.

Karanutudeckne cBOMCTBa HAHOAWMCHEPCHBIX METAJUIOB, HAaHECEHHBIX Ha YIJIEPOJHBIC
MaTepHuaibl, CyIIECTBEHHO 3aBUCAT OT IMpeABapHUTENIbHOW 00paboTku Hocutess. Crabuim3anus
HAHOYACTHI[ METAJUIOB HAa TaKUX HOCUTENSIX 3aTPyJHEHA H3-3a UX XMUMUYECKOW MHEPTHOCTH.
CnenoBarenbHO, TpeOyeTcs npeaBapuTebHas 00paboTKa yriiepo/ia nepes ero B3auMo1eicTBUEM
C TpeKypcopaMu, YTOOBI TOBBICHTH PEAKIMOHHYIO CIIOCOOHOCTH YIiiepoia, T.e. YCHIUTh
B3aMMOJICHICTBHE MEXIy aKTHBHOW (a3oi m HocuteneM. [lo atoit mpuumne CuOyHUT ObLI
MOIU(UIIMPOBAH PACTBOpPAMU a30THOM KHCIOTHI U THUAPOKCHUAA aMMOHHUS C TOCIEAYIOIIUM
HaHeceHHeM Oumerauinyeckodl ¢aspl. Kak u o0Xupanoch, akTUBHOCTb OMMETAUINYECKOTO
KaTajiu3aTopa yBeIudmiIach. bosiee Toro, 3TOT MoJ0KUTENbHBIN (P PekT 00enx 00paboTOK MOKHO

SACHO YBUACTD ITPU HavaTbHOM KaTaJUTHIECKON aKTUBHOCTH.

Tabmuua 7. AkruBHOCTh PAAU/CHOYHUT KaTann3aTopoOB C Pa3InaHON 00paboTKO
HOCHUTEJS B OKUCIICHUU THIpOKCUMeTUIhypdypona.

Kongepcust | CenekTuBHOCTB, %0 Brixon, % .
Ne Karammsartop yepes 15 Y IICpOIHEIH
- o I'MOKK | ®JKK I'M®KK| ®AKK | 6Gananc, %
MHUHYT, %
1 Pd-Au/Cp 83 69 31 57 26 100
2 Pd-Au/Cp-HNO3 80 57 43 46 34 100
3 | Pd-Au/Cp-NH4OH 93 38 62 31 52 95

VYenosus peakiun: T =60 °C, 0.15 M runpokcumerundypdyporna B 150 min H.0, NaOH/cy6erpat
= 2 MOJIb/MOITB, TUApPOKCHUMeTHIGYpDyposr/Me = 200 moss/Moib, tepementuBanue 1100 06/MuH,
pO2 = 3 atmocdepsr;

Ha ocHoBe »THX MHOFOO6GH.[&IOIIII/IX PE3YIBTATOB MBI HCCICAOBATIN XapPAKTCPUCTHKU

OMMeTaININYEeCKUX KaTaJm3aTopoB C Ooiee JJIMTCIIBHBIM BPEMCHEM IIpo1ecca, 10 6 gacoB. Takum
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00pa3oMm, pe3yJIbTaThl HOKA3bIBAIOT OYEBUAHOE YCUIICHUE KaTaTUTUYECKOM akTUBHOCTH. Crieyer

OTMETHUTh, YTO BO BeeX ciydasx HaOmomanuck 100% kousepcust u 95-98% yrinepoaHsiii 6anaHc.
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Pucynok 2. Bnusaue o6pabotku CubyHuTa Ha OKHUCIEHHE THAPOKCUMeTHIhYpdypoa.

Takum 00pa3oM, MONTYYEHHBIE PE3YNbTATHI JEMOHCTPUPYIOT MOJIOKUTEIbHBIA 3(PQeKT

o0paboTku CubyHuta, ocobeHHo mpu ucnoib3oBanuu NH4sOH. B nanHo# paboTe MakcuMaibHBIN

Bo1x01 FDCA (Yrpca = 76%) Obut nonyuen na Pd-Au/Cp-NH4OH gepes 6 4. B 10 ke Bpemst B

cnyyae karanuzatopa Pd-Au/Cp-HNOs nHaGmoganach 4yacTHYHAs JCAKTHBAIUS C TEYCHHEM

BpeMEHH (PUCYHOK 5).

Yr100BI BEIIBUTH OCHOBHEIE q)aKTOpI)I, OTBCTCTBCHHBIC 3a 3aMCUYATCIBbHBIC KATAJITUTUYCCKUC

CBOﬁCTBa, MMPOABJIACMBIC J3THUMU OMMeTanINYeCKUMU CUCTEMaMH, H, B YaCTHOCTHU, BIIMAHUC

O6pa6OTKI/I CI/I6YHI/IT21, ObL1a MMpOBCACHA CCPUsd (I)I/I3I/IKO'XI/IMI/I"ICCKI/IX HUCCIIeNOBAHUM IJII ATHUX

00pasIoB.
Tabmuna 8. ®U3MKO-XUMUIECKHE CBOHCTBA OMMETANTMISCKUX KaTaTu3aTOPOB U
COOTBETCTBYIOIMUX HOCUTEIICH.
? pasen P | nop, em/r| PAMEP HOP- | by oq Au, %
m2/r HM
1 Cp 281 0.48 6.1 - -
2 Cp-HNOs 329 0.62 6.7 - -
3 Cp-NH4OH 318 0.58 6.4 - -
4 Pd-Au/Cp 327 0.60 6.4 0.73 0.32
5 | Pd-Au/Cp-HNO3 313 0.58 6.5 0.57 0.19
6 |Pd-Au/Cp-NH,OH 331 0.62 6.5 0.56 0.20

B nenom, TekcTypHbIE CBOMCTBA TPEX KaTalU3aTOPOB CYIIECTBEHHO HE OTJIMYAIOTCS APYT

OT Jpyra.

OJIEMEHTHEIA aHalIN3 IIOKa3ajl, 4TO OCaXICHHC Pd u Au Ha HCMO,Z[I/I(bI/II_II/IPOBaHHOM

CuOynure ObulO ONM3KO K HOMHHAJIbHOMY; OAHako cojepxkanue Pd m Au Ha ob0oux
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MOTU(PHUIIMPOBAHHBIX HOCHTEISIX OKA3aJloCh MEHbIIe. BeposTHO, 3TO MOXKET OBITh CBSI3aHO C
W3MEHEHHEM TOYKH HYJEBOTO 3apsaa u3-3a mMomudpukanmuu CuOyHuTa, KOTOpas MpHBENa K
HETOJHOMY OCaXJICHUI0 OMMETAJUTMUECKOro Koyonaa. Takum obpa3om, obiiee conepkanue Pd-
Au B MoaubuIpoBaHHBIX 00pasiax CuOyHuTa OBLIO Ha YeTBEPTh MEHbIIE, yeM Ha Pd-Au/Cp.

[TonmyuyenHble pe3ynbTaTbl MOPQOIOTHU, TEKCTYPHBIX, CTPYKTYPHBIX, 3JCKTPOHHBIX M
KHCIIOTHO-OCHOBHBIX CBOWCTB HE TMOKA3aJIM 3HAYUTEIBHBIX W3MEHEHUH I HCCIeTOBAHHBIX
OMMeETaNINYECKUX KaTaIu3aTOPOB.

OnHako, ecny Mbl CPaBHHM JIaHHBIC TI0 COJCP)KAHHIO a30Ta (apOMAaTUYEeCKUE aMUHBI,
NUPUPIUHBI, YETHIPEXBAJICHTHBIM a30T) W OTHOCHTEIBHOMY COJICPKAHHIO JBYXBAJICHTHOTO
najiagus ¥, B YaCTHOCTH, OJHOBAJIEHTHOrO 30J0Ta ¢ celeKTUBHOCThIO K DJIKK, To MOx’HO
HAOJTI0IATh CIICIYIONIYI0 KOPPEIISAIIMIO: YeM BBIIIE COJCPKAHHUE a30Ta, MPUIEM B (hOpMe OCHOBHOM
IPYIIBI, TeM BhIIe cozepkanne Pd?* m Au', KoTOpble SBIAIOTCS aKTMBHBIMH LEHTPAMH IS
MOJYYCHUST JUKApPOOHOBOM KHUCIIOTHI, KaK IPEAINoJaracTcs B HEKOTOPBIX HCCIEAOBaHMsIX. B
OIHOM U3 HHUX OOHAPYKWUIH KOPPEISAIHMIO MEXAYy CTPYKTYpOH H aKTHBHOCTBIO U
MPOJICMOHCTPHPOBAIA, YTO JICTUPOBAHHBIE T'ETEPOATOMAaMU HOCHUTEIHM YBEIMYUBAIOT JOJIO
TIOBEPXHOCTHBIX uacTul Pd?*, KOTOpBIE WIpPAOT pEmIaloNIyld pojib B CHIKEHWH SHEpTHii
AKTUBAIMK KaK MpeBpalieHus: ruipokcuMeTmiipypdypona, Tak u oopasopanuss ®JIKK. B o xe
BPEMS TI0JIOKMTEIBHO 3apsKEHHbBIE HAHOYACTHUIILI Au puTArkuBaroT nousl OH |, 4T0 IpUBOAUT K

YBEJIMUYCHUIO aKTUBHOCTH JICTHIPUPOBaHus (rocieansis craaus oopasosanus OJIKK).

Tabmuua 9. CBsA3b MEXy CTPYKTYPHBIMH U 3JIEKTPOHHBIMH CBOMCTBAMU KaTaau3aTopoB
U pe3yJbTaTaMU KaTAJIUTHUECKUX HCTIBITAaHHUM.

Conepxanue | Conep:xaHne MeTaJIOB, % Brixox ®JIKK

Crpoka Karanmsatop a30T£ ar. % sz+ Au? uepes 2 qaila, %
1 Pd-Au/Cp 0.06 9 7 59
2 Pd-Au/Cp-HNO3 0.14 10 9 62
3 Pd-Au/Cp-NH4OH 0.26 12 12 67

Pucynok 2. PO cniektpsr N1s mukos s Pd-Au/Cp-HNOs u Pd-Au/Cp-NH;OH
KaTaJIn3aTopoB.
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Takum 06pa3oM, HanbosIee aKTHBHBINA KaTaIM3aTop MMeeT HanOopImmii Bkaan Pd?" u Au*
U, YTO OCOOCHHO Ba)XHO, TIOBBIIICHHOE KOJHMYECTBO TIE€TEPOaTOMOB a30Ta, CPAaBHUMOE C
cojepxkanueM 3oj0ta B oOpasmax (<0,3 at.%). [IpucyTcTBHEe aMMHOTPYNI Ha MOBEPXHOCTH
YIIeposia MOKET BIIMATH HA SNIEKTPOHHOE COCTOSHME aKTHBHBIX ydacTkos (Pd?" u Au*). B coio
ouepeib, a30TCOAEPIKaLIe IPYIIIbl CIOCOOCTBOBAIM MPOSIBICHUIO OCHOBHBIX CBOMCTB, UTO TAKXKE
MOTJIO OJIarONpUSATCTBOBAaTh OOpPa30BaHUIO JUKAPOOHOBOM KHUCIOTHL. AHAIM3 MOJYyYCHHBIX
JAHHBIX W CpPaBHEHHE WX C JUTEPATyPHBIMHU IO3BOJISIET MPEAINONIOKUTHh, YTO B HACTOSIIEM
UCCJICIOBAaHUM HAOJIIOJaeTCs 3aBUCUMOCTh KaTaIUTUYECKONM aKTUBHOCTH OT CPEJHEro pazmepa
OMMeTaJUIMYECKUX HaHovacTul. TakuMm oOpa3oM, OKucieHue ruapokcuMmermidypdypona no
@®JIKK siBnsieTcs 4yBCTBUTEIBHOM K CTPYKTYpE peakuuei, TpeOyromel onTUMaIbHOro pa3Mepa
OMMETaJUIMYECKUX HAHOYACTHUI] OKOJIO 4 HM.

B 4erBepToii riaBe NpeACTaBICHO HCCIEAOBAaHHE BIMAHUSA MOAU(DUKALUM HOCUTEIS
(cubynwuta) Ha aktuBHOCTH Pd 1 Pd-Au karanusatopos ruapupoBanus Gypdypais npu 5 6ap Ho
u 50 °C. C 3T0ii 11enbIo MOBEPXHOCTh CHOYHHTA ObLTa 00paboTaHa B pacTBOpPE a30THOM KUCIIOTHI
(Cp-HNO3) u runpoxcuna ammonus (Cp-NHiOH), a Taxoke momuduuuposana oytuiosivu (Cp-
butyl), kap6okcumbabiMu (Cp-COOH) wu  amunorpynmamu  (Cp-NH2) ¢ momoribto
COOTBETCTBYIOIUX COJIEH JHa30HUS.

Karanmutudeckoe — moBeneHue HAaHECEHHBIX  MOHO- u OMMeTAIUTMYECKIX
HEMOJIU(ULUPOBAHHBIX M MOJU(UIMPOBAHHBIX KaTaJu3aTOPOB OBLJIO OLEHEHO B pEaKUuu
xuKogpazHoro ruipupoBanus Gpypdypains u npenacrasieHo B Tadbaue 10.

Camas Beicokasi koHBepcusi hypdypans (96-97%) Obuta mocturayra Ha Pd/Cp-HNOs,
Pd/Cp-NH4OH, Pd/Cp-COOH, Pd-Au/Cp-COOH, Pd-Au/Cp u Pd-Au/Cp-NH4OH. Opnaxo,
HECMOTPS Ha BBICOKYIO aKTHBHOCTb, CEJIEKTUBHOCTH 10 JKEJIaeMbIM IpoayKTam ((hypdypritoBsii
CHHPT, TeTparuIpodypdypHiIoBsIi CIUPT, 2-MeTHII(ypaH, 2-MeTUITEeTparuapodypaH) Ha 3TUX
Katanu3aropax Obuia HH3KOH. Crienyer otMeTuTsh, uto st Pd/Cp-COOH u Pd/Cp-NH4OH 6Gornee
40% mpoyKTOB peakiuu Obu HenaeHTuGuIpoBansl, a mis Pd-Au/Cp, Pd-Au/Cp-HNOs u Pd-
Au/Cp-NH;OH OCHOBHBIM MPOAYKTOM THIPUPOBAHUS OBUI M30MPONMWIOBBIH (QypdypritoBbIit
a¢up, 00pazyromuiicss B pe3ybTaTe B3auMoAecTBUs cyocTparta (dypdypaiis) c pacTBOpUTEIEM
(u3ompornmnioBeiM  ciuptoM). s Pd/Cp  komBepcust  dypdypans cocraBuna 80%, a
pacmpeneneHre MpoayKTOB PEaKIuu JJist 3Toro oopasia 0puto anagorngno Pd-Au/Cp. B ciyqae
MOHOMETAJTIYECKOTO KaTaanu3aTopa, MOIU(GUIIMPOBAHHOTO OYTHIIOBBIMHU TPYIIIIaMH, KOHBEPCHS
bypdypans cocraBuia 93% c MUPOKUM pacripesieIeHneM IPOAyKTOB peakluu, CPeInd KOTOPBIX
CEJIEKTUBHOCTH 10 GypPypHiIoBOMY U TeTparuipodyphypuioBoMy cupTam cocTaBuiu 55% u
18%, cooTBercTBeHHO. [Ipy HaHECEHWH 30J10Ta HApPALY C MaIaaMeM OBLIIO OTMEUEHO pe3Koe

U3MEHEHHE CEJIeKTUBHOCTHU, MPH ITOM OCHOBHBIM MPOAYKTOM peakuuu cran ¢pypdypunoBsii
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cnupt. B 1menom, oueHuBas pacnpenesnieHrne MPOAYyKTOB pPEaKIMHM MPU OJUHAKOBOM YpPOBHE
kouBepcun (70%), MaHHBIN KaTanu3aTop OKas3alcs HaumOoJee CEJIeKTUBHBIM B OTHOIICHUU
JKEJIAaeMBIX MPOIYKTOB MO CPABHEHUIO C JAPYTUMHU HCCIENyeMbIMUA oOpasmamu. B To ke Bpems
ClIelyeT OTMETUTh, UTO 3TOT 00pa3el uMell caMmylo HU3KY0 KoHBepcuto ¢hypdypans (75%) cpenu
HCCJIEIOBAaHHBIX KaTaln3aTopoB. HanMmeHee aKTUBHBIMU U CEJIEKTUBHBIMU OBLIM KaTallu3aTOPbI
Ha ocHoBe Pd u Pd-Au HY, nanecennbix Ha CHOYHHUT, MOIU(PHUIMPOBAHHBIA aMHUHOTPYTIIIAMH.
HauGonbiiast kouBepcusi, JOCTUTHYTas JJIg 3TUX 00pa3loB, cocTaBmia 66%. bumerannuyeckuii
Katajau3aTop Oojiee CEJIEKTHUBEH B OTHOIIEHWU OCHOBHBIX MPOAYKTOB, HO MEHEe aKTHUBEH, YeM

COOTBGTCTBYI-OH_II/Iﬁ MOHOMETAJIMYECKHUI KaTaJiku3aTop.

Tabmuna 10. Karanutudeckue pe3yiabTaThl THIPUpOBaHUS Gypdypars.

Kousepcust CenextuBHocthb npu 70 % xouBepcuu, %
Ne | Karaausatop | 4epes S u,
% ®C TIreC | 2-M® 2-MTT'® UTIP | [Ipouee

1 Pd/Cp 80 33 3 2 0 51 11

2 Pd/Cp-HNO3 97 30 10 6 0 44 10

3 | Pd/Cp-NH4OH 97 0 42 2 11 2 43

4 Pd/Cp-butyl 93 55 18 3 0 22 2

5 | Pd/Cp-COOH 96 27 4 2 0 27 41

6 Pd/Cp-NH: 66 1 0 0 0 62 37

7 Pd-Au/Cp 97 26 2 2 0 69 1

8 | Pd-Au/Cp-HNO3 85 38 2 2 0 55 3

9 |Pd-Au/Cp-NH4OH 97 32 6 10 1 46 5

10 | Pd-Au/Cp-butyl 75 74 5 3 0 14 4

11 |Pd-Au/Cp-COOH 97 54 7 6 0 32 1

12 | Pd-Au/Cp-NH> 49 31 3 1 0 16 49
OC — o¢ypoypmwiossii coupt; TI'PC — TterparuapodypdypuiioBsiii coupt; 2-MO —
2-metundypan; 2-MTI'® —  2-mermwnrerparugpodypan; MHIIDD —  U30mpONUIOBBINA

bypdypunoslit 3¢up; npouee - pypan, rerparuapodypa, 1,2-neHTaHINON U T. 1.

VYenosust peakiuu: 0.3 M pactBop ¢ypdypans B 10 My M30MpONMIIOBOTO CIUPTa, HABECKa
karanmuzatopa 0,0645 r (Pd/dypdypans = 1:500 mons/mons; PdAU/dpypdypars = 1:580
MOJIb/MOJIB), Temrieparypa peakiuu 50 °C; maBnenme 5 Gap Hz; Bpems peakmuu 5 4.;
nepememuBanue 1000 06/MuH.

J1j1g BBISICHEHUS IPUYMH TaKOM KaTaIMTUYECKONW aKTUBHOCTH ObLT IPOBEAEH psf PU3UKO-
XUMUYECKUX uccaenoBaHuil. OpHako, KOPpEemsiuuyd MEXIYy CTPYKTYPHBIMH, TEKCTYPHBIMH,
KHCIIOTHO-OCHOBHBIMH, JJICKTPOHHBIMH M KaTaJIUTUYECKUMH CBOMCTBAMHU  MCCIIEyEMBIX
MaTepuajoB oOHapykeHo He Obuto. Haumenbinee BiusHME MoIUGUKAIMSA OKazaja Ha
CTPYKTYpPHBIE U 3JIEKTPOHHBIE CBOMCTBA KaTAIU3aTOPOB. AHAIN3 KHHETUUECKUX KPUBBIX [TOKa3ajl
3HAYUTENIbHOE BJMSHUE TOBEPXHOCTHBIX (YHKIUMOHANBHBIX TPYNN Ha AaKTUBHOCTb U
CEJIEKTUBHOCTH, YTO HE MOKET OBITh OOBSICHEHO BBISBICHHBIMHU HE3HAUYUTEIbHBIMU N3MEHEHUSIMU

(I)I/I3I/IKO-XI/IMI/ILICCKI/IX CBOICTB HCCIICAYCMBIX KaTaJIn3aTOPOB.
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Takum 00pazom, OCHOBHAS WIEs HACTOSILIETO MCCICAOBAHUS 3aKIIIOYACTCS B TOM, YTOOBI
1oKa3aTh, YTO Ha KAaTAIUTUYECKOE IMOBeIeHHE (aKTMBHOCTh M CEJIEKTHBHOCTH) KaTaJIW3aTOPOB
rupupoBanus Gyphypais MOKHO BIUSATh HE TOJIBKO ITyTEM HM3MEHEHHs IMapaMeTpOB PEaKIHH
WU COJep KaHMsI HAHECEHHBIX METAJUIOB, HO U ITyTEM U3MEHEHHSI XUMHHU TOBEPXHOCTH HOCHUTEIIS,
€CII BCE OCTAJIbHBIC YCIIOBHS OCTAIOTCS OJMHAKOBBIMHU. AHATU3UPYS PE3yJIbTaThl (HU3HUKO-
XUMHYECKHX M KaTaJUTUYECKHX HCCIEIOBAaHUM, MOXKHO CIenaTh BBIBOJA, YTO Hamboiee
3HAYUTEIbHOE M3MEHEHHE (PU3NKO-XUMHUECKUX CBOMCTB KaTaaM3aTOPOB, MOCIE MOIU(DUKAIIUIH
HOCHTEIS, Ha0JII0AaeTCs B M3MEHEHUHU CPETHET0 pa3Mepa YacTHIl MeTaljla U €ro pacrpeeieHus,
YTO B CBOIO OYepe/Ib BIMSCT Ha KAaTATMTUYECKOE [TOBEICHUE HCCIIeyeMbIX MaTtepuaios. [Tpu aTom
ClIeflyeT YYHMTBhIBaTh, YTO MPUPOAa (PYHKIHMOHAIBHBIX TPYNI MIPAaeT HE MEHEe BAKHYIO pOIb
Hapsily ¢ pa3MepOM YacTHUI[ U UX PacIIpeIeICHUEM.

VYuuThiBas BBIIECKA3aHHOE, Mbl IPEIOJaraeM, 4YTO CEJIEKTUBHOCTH MOXKET OBbITh
JOCTUTHYTa 3a CYET CHenU(UYECKHX B3aMMOJCHCTBHI NPOMEKYTOYHBIX IPOAYKTOB C
(GYHKINOHATHHBIMH rpymnIamH, CBSI3aHHBIMU AIIEKTPOCTATUIECKUM U/
rupooOHBIM/THIPOGMIEHEIM d¢p¢dekToM. B To xe Bpems riyOokas oOleHKa MexaHH3Ma,
OYEBH/IHO, TPEOYET BCECTOPOHHETO MCCIIEIOBAHMSI, YTO BBIXOJHUT 33 PAMKH JTaHHOH padoThl. Tem
HE MEHee, OCHOBHBIM BBIBOJIOM JIaHHOTO WCCJIECIOBaHMs SIBISIETCS BO3MOXKHOCTh TOHKOM
HACTPOWKM XapaKTEPHCTUK KaTaau3aTopa, BKIIOYAsl CENIEKTUBHOCTH, ITyTEM COOTBETCTBYIOIICH

Mo (pUKAIIY YTITIEPOJHOIO HOCUTETIS.

3AKIIOYEHUE
1. 30J10ThIE KaTaJau3aTOPbl OKa3aduCh BBICOKOI()()EKTUBHBIMU B OKMCJICHUHU TIIIMLEPHUHA B
npucytcTBur NaOH. Coueranue Manoro pasmepa 4acTull (MeHee 2 HM), BBICOKOM KOHILEHTpalluu
1eHTpoB AU 1 BEICOKO} KOHIIEHTPAIIMN OCHOBHBIX IPYIIH HOCHTENS HEOOXO0AUMO IS Hanboee
3 PEKTUBHOIO OKUCIICHHUS TIMIEPHHA HA HAHECEHHBIX 30JI0ThIX KaTajau3aTopax;
2. 3amena NaOH nHa menounozemensubie okcuasl (Ca0, SrtO u MgO) He ciocoOcTBOBaIA
MOBBIIICHUIO AaKTUBHOCTHU, HO TpHUBENa K 00pa3oBaHHIO CBOOOJHBIX KapOOHOBBIX KHCIIOT, B
OTJINYME OT COJIeH, 00pa3yronmxcs B ciydae ucrnoib3oBanus NaOH;
3. WHTeHcuBHAs arperanys HaHOYACTUL[ Au B IIPOLIECCE PEAKLUMU MPUBOIUT K CHUKEHHUIO
CEJICKTUBHOCTU II0 TapTPOHAaTy, YTO MOJKET YKa3blBaTh Ha CYLIECTBEHHYIO [1€3aKTHBALUIO
KaTaJu3aToOpOB, MPEMATCTBYIOUIYIO JajlbHEHIIEMY OKHCIEHHUIO TJIMIEPUHOBONM KHUCIOTHI B
TapTpOHOBYIO. JlaHHBIN MpollecC HauMeHee BbIpaXeH A o0pa3loB, MOAUGUIIUPOBAHHBIX
okcuaamu Ce u Mg;
4. Brisiien nonoxurensHbli a3¢ ekt ot MmoguduuupoBanus Cudynura HNO3 wnn NH4OH

JUIsl TonydeHust (pypaHaIukapOOHOBOM KHCIOTHI Ha OMMETAJUIMUECKHUX KaTanu3zaropax. Ha
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CCJICKTHBHOCTB BJIMSET KOJMYECTBO a30Ta Ha yIIICPOJTHOM HOCHTENE, 00HAPYKEHHOE ITOCIIe 00CHX
00paboToK;

5. Hecmotpst Ha oueHb cephe3HbIC OTINYHSI B COCTaBE KaTAIM3aToOpa U CTPYKTYPE PEareHTOB,
OOHapYKEHBI MPSIMbIC aHAJIOTHH B MPOSIBICHUN KAaTATUTHYSCKUX CBOMCTB 30JI0Ta B M3y4aeMBbIX
mporeccax JKHIKO(a3HOrO OKHCICHHUS TIUIeCpHUHA M TuapokcumeTiihypdypora: a) Haubolee
AKTUBHBIM 3JICKTPOHHBIM COCTOSHHUEM 30JI0Ta (aKTUBHBIM ILIEHTPOM) SIBIISIOTCS OJIHO3aPSIHBIC
1oHbl AU''; 6) OCHOBHBIE IIEHTPBI HOCUTEIS IPOMOTHPYIOT KaTaJIN3aTOP B M3y4aeMbIX IIPOIIeccax.
6. bumerammmueckne Pd-Au  cucremsl  gBisiorcsa  Oollee  CEJIEKTUBHBIMH,  4Y€M
MoHOMeTaTnueckue Pd kaTanmu3aTopsl B )KUAKO(GAa3HOM ruapupoBanuu Gypdypaiis.

7. BytunpHble Tpynmel HAa TOBEPXHOCTH  YIIEPOJHOTO HOCHUTENS O0CCIIeUUBaIOT

HauOOJIBIIIYIO CEICKTUBHOCTH TI0 (ypypHIIOBOMY CIIHPTY.
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