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ITpon3BOACTBO YHCTOTO TOIUIMBA CO CTPOTUM OTPAHUUCHHEM TOKCHYHBIX 3arpsI3HSIONINX BEIIECTB — OJIHA M3
BaXHEUINX IeIel HedTenepepadaTrIBalONIel MPOMBIIIUIEHHOCTH ISl CHIDKEHUS HETaTHBHOTO BO3IACHCTBUS
Ha OKPYXAaIOUIyIo cpey. B JaHHOM nccneoBaHny TS JOCTHKEHHS STOH IEITH NCIIOIB30BaJIN TPOLECC OKHC-
mutensHOl aecynasdypusanun (ODS). beut paspaboTan HOBBIN 3(h()EeKTHBHBIN CHHTETHUECKUH KOMIIO3UTHBIN
ME30MOPUCTHI HAHOKATAIM3aTOP MyTEM YIIyUIlIeHNs] MOP(POIOTHYECKUX U MEXaHUYECKUX CBOUCTB Y-Al,O3 Ha
yroieponHoM HaHoBoNoOKHE (CNF) B kadecTBe MHOXKECTBEHHBIX HocuTeneil. Co3aHbl YeThIpe KaTaau3aTropa ¢
paznuuHbM KomryectBoM CNF. [l onpenenieHns XxapaKTepUCTHK KaTaIu3aTOpOB HCTIOIB30BAIH PEHTTEHOBCKYIO
mudpakromerpuro (XRD), pentrenoduryopecuentnsiii anamus (XRF), repmorpaBumerpuyeckuii ananus (TGA)
u meton bpynayspa—Ommera—Temnepa (BET) ans pacuera ruoniany moBepxXHOCTH; HPOBOJIMIN UCIIBITAHNE
Ha MPOYHOCTbH NPH CTOJIKHOBEHHHU. bbto 0OHapyxkeHo, uto karanmuzatop ¢ 10%-Hoit 3arpyskoit CNF (CAT-3)
YBEIIMYHMBACT MPOYHOCTH Ha pa3pbsiB Oosee yeM Ha 200% 1o cpaBHEeHHUIO ¢ oOpasioM 6e3 CNF (CAT-4). 3arem
Obu1a TIpOBE/IEHa cepHs SKCIIEPUMEHTOB B peakrope ODS nmepronnueckoro IeicTBHS ¢ BO3LyXOM B Ka4eCTBE
okucnuTeNs U JerkuM rasoieM (LGO) B kadecTBe peanbHOTO CHIPBS TS OICHKH (P PEeKTHBHOCTH pa3pado-
TaHHBIX KaTaJM3aTOPOB U XapaKTEPUCTHK peakTopa. bb1o 4eTKo MoKa3aHo, YTO HOBBIM KaTaan3aTop SIBISIETCS
B)XHBIM (DAKTOPOM B ITPOLIECCE yAATICHUSI CEPBI, YTO MO3BOJISIET HOJTyYaTh YHCTOE TOILINBO.
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B mocneame rozp! cripoc Ha YMCTOE TOTUTHBO (0CO-
o6enno LGO) cTpeMUTENBHO pacTeT M3-3a YBEITUICHUS
YHUCia SHEPTeTHYECKUX YCTAaHOBOK U TPAHCIOPTHBIX
CPEJICTB, a TAK)Ke Pa3BUTHs HEPTEXHUMHUECKOU MPO-
MeIIeHHOCTH [ 1]. [ToTpebnenune nekomaeMoro ToTIi-
Ba MPUBOAMT K TIOBBIIIIEHUIO BEIOPOCOB 3arpsI3HSIONINX
BEIIIECTB, 0COOEHHO OKCHJIOB CephI, YTO HAHOCHUT BpE.T
OKPYKAFOIIEH Cpesie W 37I0pOBBI0 HAaCETeHNUs (TIPUBOIANT
K MHOKECTBEHHBIM 3a00JIEBaHHIM), a TaKXKe BBI3bIBA-
€T TIeJIBIN PSAJ MPOMBIIUICHHBIX MPOOJIEM, TAKUX Kak
KOppO3us M OTpaBlieHne Katanu3aropos [2]. [TosTomy
OpraHu3aIy 110 OXPaHe OKPYKAIOIIEH cpe/bl YCTaHO-
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BHJIU PsIJT ME€P KOHTPOJISL ¥ YCJIOBUHU ISl OTPaHUYCHUS
BO3JCHCTBUS CEPOCOJIEPIKANIUX 3aTrPSI3HSIIOMUX Be-
mectB [3].

Jlns monmydeHus: SKOJOTHYECKHA YUCTOTO TOTUIUBA
ObLTH pa3paboTaHbl METOMBI yAAICHUS COCTUHCHUI
cepsl U3 razoins [4]. B nocneanue necstunerus st
yIaJIeHUs CEPHI IMHUPOKO UCITOIB3YETCs MPOIECC OKHC-
muTenbHOU Aecynbhypuszanuu (ODS) Gmaronaps me-
JIOMY PSITy €r0 OCOOCHHOCTEH, TaKuX KaK yMEpeHHBIC
YCIOBHSI dKCILTyaTalllK, HU3Kasi CTOMMOCTh CTPOH-
TEJIHCTBA, TIPOCTOE YCTPAHEHHUE TYTOILUTABKUX CEPHBIX
KOMITOHEHTOB (B OCHOBHOM THOdeHa, OcH30TH(EeHA
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(BT), 4,6-mumetnnaubenzotnodena u mudeH30THOPEeHa
(DBT)) u3 torummBa LGO u, 4yTo caMoe miiaBHOE, OT-
CYTCTBHUE KaKUX-THOO M3MEHEHUI B CBOMCTBAaX TOIUIH-
Ba [5, 6]. CoenuHeHUs cepbl OKUCISIIOTCS. B MPOIIECCce
ODS ¢ ucnonp30BaHUEM OKUCIIUTENS U KaTaan3aTopoB
Pa3IMYHBIX TUIIOB JI0 TIOTYYEHHS CYIb(OHOB C IIECTH-
BaJIeHTHOH cepoil. Mexanuszm ODS 3aBUCUT OT CepHBIX
COEIMHEHHH, TPUCYTCTBYIOIINX B TOTUIMBE, MPUPOJIBI
KaTaJu3aropa ¥ THUIA OKUCIHUTENEH, UCTIOIh3yeMbIX B
nporecce. bonee Toro, hu3NKO-XMMHIYECKHE CBOMCTBA
CYIb(OHOB CYIIECTBEHHO OTIIMYAIOTCS OT CBOWCTB yIJIe-
BOJIOPOJHBIX KOMITOHEHTOB TOIJIMBA — WX OTJIMYAeT
MOBBIIICHHAs! OTHOCHUTEINbHAS MOJISPHOCTH, YTO YBE-
JTUYHABAET PACTBOPUMOCTH B TTOJIAPHOM PacTBOPHTEIE.
Ha cnemyrormem stamne 3ti 00paboTaHHBIC CEPHUCTHIE
KOMITOHEHTHI yIaJSIOT U3 PEaKIIOHHOW CMECH MyTeM
amcopOnuy (Kak B TAaHHOM HWCCIICIOBAaHWH) WITH Me-
TOJOM KHJIKOCTHO-)KHIKOCTHON dKCTpakmuu [7, 8].
Kpowme Toro, anst moBbimeHus 3¢ (HEeKTUBHOCTH U KO-
HOMHYECKOH 1enecoobpasnoctu ODS HeoOxommmo
HCII0JIb30BaTh 00jiee d3(PPEKTUBHBIC KATAIU3aTOPHI.
Crnemyer OTMETHTB, 4TO Hanbonee 3hHEeKTUBHBIME B
MPOIECCe OKUCIEHUS CUNTAIOTCSI MHOTOMIOJIOKEYHbIE
OMMETa/UTNYECKUE TeTepOreHHbIe KaTaiu3aTopsr [9, 10].
HecMmotps Ha npeumyiectBa camoro y-Al,Os, Mbl co-
CPEIOTOUMIINCH Ha ITPOU3BOJICTBE Oosiee 3pPeKTUBHBIX
KaTanm3aropos, o0benuHss y-AloO3 ¢ pa3nuyHbEIMU Ma-
TepHuajiaMH MOJI0KEK, TAKUMHU KaK YIIIepOJHbIe HAHO-
BOJIOKHA, [IEOJIUT, aKTUBUPOBAHHBIN yroub, Zr0;, Si0;
u TiO», Ut yiydinenns uX MEXaHIYEeCKOH MTPOYHOCTH,
TJIOMAAN TTOBEPXHOCTH, 00BEMa MOP U TEPMUIECKON
crabmnpHOCTH [11].

[Ipu BBIOOpE MTPOMBINIIIEHHOTO TETEPOTEHHOTO Ka-
TaJIM3aTopa MEXaHWYecKasi MPOYHOCTh — BaKHEUIINN
AKCITyaTallHOHHBIN MTapaMeTp, KOTOPBIA HE0OX0InMO
YUHTHIBaTh. B ONpenenenHpIx CUTyarusax BO Bpems pa-
OOTBHI KaTaNIU3aTop B YCTAHOBKE CIIEYET 3aMEHSATh HE
TOJIBKO M3-32 TIOTEPH €T0 aKTUBHOCTH, HO 1 BCIIEICTBHE
paspymieHus TpaHya U MepeHoca MeIKoTo Mycopa H
MBLUTH B MIPOAYKT HPU CHUYKCHUH MEXaHHMUYECKOU MPOU-
HoctH [12].

C noMoIIIpI0 HAHOTEXHOIOTUH TIPOU3BOSAT MIPEBOC-
XO/HBIE aJCOPOCHTHI U KaTaJIu3aTopbl, 00agaonme
OOJBIION TUTOMIA/BI0 TTOBEPXHOCTH. OKHCITUTENbHAS
necynb(ypusanus ¢ UCIOIb30BAHUEM CEICKTHBHBIX,
M3TOTOBJICHHBIX HA 3aKa3 aJcopOeHTOB, ObLIa pa3pa-
0oTaHa COBCEM HEIAaBHO KaK MHOTrooOeIaromiee mep-
CIEKTUBHOE pelIeHue JaHHOTO Bompoca. B kaduectse
MPUMEPOB YIVIEPOJHBIX HAHOMATEPHAJIOB, 000X
OTPOMHBIM TTOTEHIMAJIOM B Ka4eCTBE aJICOPOCHTOB JIJIsI
necylb(ypu3aiuu, MOXKHO MPUBECTH YIIICPOIHBIC Ha-
HOBOJIOKHA, yIJIEpOAHbIE HAHOTPYOKH, OKCHA rpadeHa
u rpaded. OHU UACATBLHO MOIXOAT JIJISl 3TOTO MTPUME-
HEHUs OJlarojiapsi BEJIUYHMHE TUIOMIAAN TOBEPXHOCTH,
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MOPUCTOCTH, CIIOCOOHOCTH K OBICTPOH (DYHKIIMOHAIHM3a-
[IUM ¥ BO3MOKHOCTH HCITONIb30BAHUS PA3TUYHBIX THIIOB
ancop6entos [13, 14].

CNF npezacTaBisitoT co00# BBICOKOKaYECTBEHHBIE
yIJIepO/IHbIE HAHOBOJIOKHA, KOTOPhIE MOXHO MCITOIb30-
BaTh Kak kKaranmutudeckue Hocutenu [15]. CNF otnu-
YaroTcs OnaronpusiTHONW (GPU3NIECKON U MEXaHHYECKOH
MPOYHOCTHIO, TEPMUYECKON CTAOMIIBHOCTBIO, XUMHYE-
CKOW MHEPTHOCTBIO, NIEKTPO- U TEIIOMPOBOJHOCTEIO.
Kpome Toro, 00bI9HO OHU OTHOCSTCSI K ME30TIOPUCTHIM
BelllecTBaM (JraMeTp Mmop cocTasisieT oT 2 10 50 HMm) ¢
IoIaap nosepxuoctu or 100 go 300 m?/r [16, 17].
[TomynsipabIE OKCUIBI METAIIOB, XapaKTePU3YIOIINECS
CBOICTBOM KHCIOT JIptonca (MX MOJEKYIBl comepKar
opbuTany, CIoCOOHbBIE IPUHUMATH APy IEKTPOHOB),
Y COOTBETCTBYIOIIINE UM KaTaJIU3aTOPbl MOTYT YCKOPATH
OKHCIIUTEJIbHBIE U KHCJIOTHO-OCHOBHBIE PEAKINH, TAaKHE
kak npouecc ODS [18]. Oxcuabl METaIIOB UCIIOb-
3yIOT B Ka4€CTBE I'€TePOTreHHBIX KaTaJNu3aTOPOB Jake
MIpU OTCYTCTBUU HOCHUTENS, OAHAKO KaTAJIUTHYECKYIO
AKTUBHOCTb MOYKHO JIOTIOJTHUTENIBHO MTOBBICUTH 3a CUET
YAYYIIEHUS TUCTIEPCUH U IOCTYITHOCTH OKCH/JIa METaJl-
Jia Ha BeIOpaHHOM Hocutene [19]. HenaBHee uccnenona-
HUE T0Ka3aJI0, YTO HAHOBOJIOKOHHBIE U HAaHOJIMCTOBBIE
KaTaJIn3aToOpbl HA OCHOBE CMECH OKCHJIOB METAJIJIOB
UTparoT BaXXHYIO POJIb B Pa3BUTHH Ipoliecca JAeCyllb-
¢bypuzanuu Onaronaps 3aBUCUMOCTH akTHBHOCTH ODS
oT GopmBbI KaTanu3aropa. MHOTOUUCICHHBIE TPOLECCHI
yaaJleHus cepbl ObUIM MPOBEACHBI C MCIIOIb30BAHUEM
B Kau€CTBE KaTalu3aTOPOB OKCHJIOB MEPEXOJHBIX Me-
TaJJIOB, BKJIIOYAs MeIb, Maprasel, Boiab(pam, TUTaH,
KOOAaJIBT, XKeJe30 1 BaHaani. OnHaKko He ObUTO HUKAKUX
COOOIIEHUI 0 3HAYUTETHLHONH aKTMBHOCTHU KJIACTEPOB
MoOs B peakruu ODS, XOTs 110 UX UCTIOIL30BaHUIO B
HaHoMacITa0e OblIIO MPOBEICHO HECKOJIBKO UCCIIEI0Ba-
Hui. HekoTopble 3KCIEpUMEHTBI IIPOJEMOHCTPHUPOBAIIN
criocobHocth M003/Si0; KaTanu3upoBaTh OKUCICHUE
DBT ruapornepokcuioMm KyMeHa, a KpoMe TOTo, ObUIn
OMyOJIIMKOBaHBI UCCIIEIOBAHUS 110 aKTUBHOCTH M0O3
Ha TOJVIOKKE M3 OKCHIA aJTFOMHHHUS, TOKA3aBIINe 00Ib-
IIyI0 aKTUBHOCTH 3TOTO KaTaJln3aTopa Mo CPaBHEHHIO C
JIMOKCHJIOM TUTaHa M aimroMocuinkarom [20].

Nawaf ¢ cotp. [21] uccnenosanu nporecc ODS s
nerkoro razoinsg (LGO) ¢ npumenenuem 2% Co304/
v-Al,O3 B kauecTBe KOMOMHHPOBAHHOTO KaTaau3aropa
M BO3/lyXa B Ka4€CTBE OKHCIHTENS B MATKHX Padounx
yenoBusix (T = 403-473 K, o0beMHast CKOPOCTh JKHUJI-
koctu (LHSV) = 1-3 4!, HauanbHas KOHIEHTpAIHs
ceprl 500—1000 ppm). ABTOpBI 3aMETHUIIU, YTO IPH
temneparype 403 K ckopocts kouBepcun DBT Obina
oueHb HU3KOIA, HO 1ipu 473 K u LHSV = 1 u~! ckopoctsb
okucienud DBT nosrimanace 1o 78%. OHH Takxke
nokasainu, uro yBenuuenue LHSV okasbiBano orpuna-
TEJIbHOE BIUsSHUE Ha KoHBepcuto DBT.
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Boshagh ¢ cotp. [22] oneHUIN aKTUBHOCTH pas-
JUYHBIX OKcHI0B MeTauioB (Mo > Mn > Fe > Co >
Zn) B nporiecce ODS 10 OTHOIICHUIO K COSTUHEHHUSIM
cepsl. bouto obnapyxeno, uto MoQO3, HaHECEHHBIH
Ha OKCHJI all[lOMUHUs, 00€CIIeYnBaET MPEBOCXOIHOE
OKHCIIEHUE coeMHeHnH cepbl. OKCcHI XKeTe3a MpH uc-
MOJTb30BAaHUH B Ka4eCTBE T€TEPOTEHHOTO KaTalln3aTo-
pa 1mocie 3aBepIIeHUs Peakiud MOKET OBITh OTIEICH
MOCPENICTBOM (PH3UIECKOTO OCAXKIECHUS MIJIM MarHHUT-
HOTO pazneneHus. OH TakKe MHUPOKO MPUMEHSIETCS
B KaTaJUTHYECKOM PAaCIIEINICHUH TEPOKCUIa BOIO-
pona [23]. Heckompko mcciemoBarenieid 00Hapy K,
YTO CYIIECTBYET CHHEPTeTHYECKOe B3aMMOJICHCTBIE
MEXIy MOJHOJEHOM M XKEJIe30M B Ipoleccax OKHC-
JIeHWsI, TPUBOASIIEE K MOBBIIIEHUIO AKTUBHOCTH H
CEJICKTHBHOCTH TIPOIIECCOB OKHCIeHU [24, 25]. Beidop
aZICKBATHOTO KOJTMYECTBA OKHUCITUTEIIS JIJIST BBITOTHEHS
ODS c BbIcOKOH 3(PPEKTUBHOCTHIO P MUHUMAITBHBIX
3arpaTax U ¢ HANMEHBIIIUM OTPHUIATEITEHBIM BIUSHACM
Ha KauyeCTBO TOIUIMBA — OJWH W3 HamOOJee BAKHBIX
acniexToB npouecca ODS. B 6onee panaux nccienona-
HUSX CaMBIMH YaCTO HCIIOJIb3yEMBIMU OKUCITUTEIISIMU
OBLTN MEPOKCHIBI U KUCIIOTHI, TAKHE KaK a30THAS KUC-
nota [26, 27].

B nacrosiiee Bpemsi 00Jibllie BHUMAHUS YJIESICTCS
HCIIOIB30BAHHUIO BO3yXa WM KHUCIOPOAa B KAUeCTBE
okucautens B mporecce ODS, T. K. OHU HE 3arpsA3HSIOT
OKPYXKAIOIIYIO CPEAy W HE BBI3BIBAIOT KOPPO3HUIO, U,
KpOME TOTO, IOCTYMHBI U ACHIeBhl. B 3THX mporeccax
OKHCIIUTENN MPEBPAIIAIOT COSTUHEHUS CEPhl B COOT-
BETCTBYIOIIHE CYJIb(OHBI, KOTOPbIE MOTYT OBITh JISTKO
U3BIICUCHBI U3 TOIUIMBA ITyTeM MOCIEIYIOICH SKCTpaK-
Uy pactBopurenem [28-31].

ens manHOTO UCCIENOBaHUS — pa3pabOTKa HOBO-
r0 CUJIBHOTO CUHTETUYECKOIO HAaHOKATalu3aTopa my-
TEM YIIyYIIEHUS MOPPOJOTUISCKUX U MEXaHUUCCKUX
CBOICTB raMMa-OKCH/JIa aJIOMUHUS C UCIOIb30BAaHUEM
YIJICPOJHOTO HAHOBOJOKHA (HAHOYACTHUIL) B KaUECTBE
MHOTOCJIOMHOM MOAJIOKKH, a 3aTeM PUMEHEHUE 3TOr0
KaTtanu3aropa B npouecce nepuoandeckoit ODS s
MIPOM3BOJICTBA YUCTOTO TOIUIMBA 33 CUET yAAJICHUS W3
toruBa (LGO) skonoruuecku BpeIHbIX COCIMHEHHN
cepbl. O MOTydYeHHOM KaTalln3aTope ellle HeT CBEeICHUN
B OTKPBITOM JIOCTYTIE.

OKCIIEPUMEHTAJIbHAA YACTD

Mpl pazpaboTaliu YeThlpe HOCUTENSI HA OCHOBE pas-
JIUYHBIX KonuuecTB Y-Al,O3 1 yTriiepoaHbIX HAaHOBOJIO-
koH: 100% v-Al;03; 95% y-AlL,O3 + 5% CNF; 92.5%
v-AlLO3 + 7.5% CNF; 90% y-Al,O3 + 10% CNF. 3arem
Ha DTHU HOCHUTENHU OB HaHeceHBI okcuansl Mo u Fe
(10% MoO3 + 5% Fe,03) nnst noiaydeHHs pa3aIudHbIX
katanuzaropos. [Ipounecc ODS npoBoaunu B pazinud-

HBIX MATKUX YCJIOBHUSX peakuuu (Bpems peakuuu 30,
50, 70, 90 muH u Temneparypa peakiuu 313, 333, 353,
373 K) ans Kaxa0ro U3roTOBIEHHOTO KaTalnu3aropa,
IPY 5TOM OLICHUBAJIMCH KaK 3(PEKTUBHOCTH KaTaan3a-
TOpOB, Tak U Xxapakrepuctuku ODS.

Marepuausl. Tormmeo (LGO) ¢ conepkanueM cepsl
0.7329 mac. % Obu10 nONy4eHO OT komnaHuu Baiji
North Refinery Company (Camnax-Amngun/baitmkm,
Upax).

B Tabn. S1 npuBeneHsl XUMHYECKHE COSTUHEHUS,
HCIOJIb30BaHHBIE AJIS1 IPOU3BOJICTBA KAaTAJIM3aTOPOB, a
Takxke ocHoBHBIE napameTpbl LGO. B kauectBe okuc-
JIUTEJIS UCTIONB30BAJIM BO3YX.

IIpuroroBjieHue KOMIO3UTHOI0 KaTaJIn3aTopa
MoO3-Fe;03/(Al,03-CNF)

IIpuzomoenenue nano-y-oxcuoa anomunus. Ilpuro-
TOBJIEHHUE Y-OKCHJIa aJTIOMUHUS TPOBOAMIIOCH OCAXKIIe-
HUeM U 301b-Tesib MeTonoM. K 150 r AI(NO3)3x(9H,0)
n00aBIsIIM IeMoHn3upoBanHyo Boxy (180 m). [Tocre-
MIEHHO B CMECH J100aBIISUIN 110 KayIsiM THAPOKCH]T aMMO-
HUS IIPU NTOCTOSTHHOM NEPEMEIINBaHNU C UCTIONIb30Ba-
HHEeM MarHuTHON Memmanku Mtops MS300HS Hot Plate
Magnetic Stirrer (Misung Scientific Co., Ltd, Kopes) 1o
o0pazoBaHus resneBoro pacrsopa. Hauanensiit pH pac-
TBOpa cOCTaBJIsN 3.5, a 3aTeM HEYKJIOHHO MOBBIIIAJICS
10 7.2. 3areM BCIICHEHHBIH pacTBOp OYMILAIH, 100aB-
nsist 50%-HblIid ATAHOI IS YIAJICHUS JIFOOBIX HEPACTBO-
PUMBIX 3arpsi3HAOMUX npuMeceid. Hakonen, pactBop
(UIBTPOBANIN C TOMOLIBIO BakyyMHOro Hacoca VE125N
(Deira Dubai, OAD). OT¢unasTpoBaHHbIH pacTBOp Cy-
WK B CYIIMJIBHOM Ieuu B TeueHue 12 4 npu temrie-
patype 120°C. ITomyueHHBI MaTepuan MpOKaIuBaIH
B neun Carbolite GSM 11/8 (Tynysa, @panuus) npu
temieparype 500, 550, 600 u 650°C B Teuenue 6 4 A
HOJTy4eHHs] HAHO-Y-OKCHA AJIFOMUHUS, KAaK II0Ka3aHo B
ypaBHeHUsX (1)—(4):

3NH4OH + AI(NO3); — 9H,0(s) +H,O —
s 3NH4NO; + Al(OH); + Hy0 (M

2A1(OH)s(s) — 2AI00H(s) + 2H,0(g)  (2)
2AI00H(s) — y-ALOs(s) +H,0 3)
AI(OH)s(s) — y-ALOs(s) + 2H,0(2)  (4)

3aepyska y-Al,03 yenepoOnHviM HAHOB0IOKHOM
(CNF). Ilpurotosnennsiii Y-AlyO3 B konmaecTse 9.5,
9.25 u 9 r metonom npornutku cmenmBanu ¢ 0.5, 0.75
1 1 T yriepoHoro HaHOBOJIOKHA, YTOOBI MOMy4duTh 10 T
Ka)X/IOTO HOCHTEJS Karaiau3aropa (raMma-oKCH]I allio-
munus (Y-AlyO3) + yreponnoe HanoBosiokHO (CNF))
C pa3JIMYHBIM NMpoueHTHbIM coaepkanueMm CNF (5,
7.5 u 10%). Cmechr mepeMemmuBany B TeueHune 1 4 ¢

HAHOT'ETEPOTEHHBIN KATAJIM3 tom 9 Nel 2024
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nobasinenuem 100 Mt fenOHU3UPOBAHHON BOAbI, 10 Mt
CoHgO 1 5 M1 JUSTUIICHITIUKONS B KAUYECTBE CBS3Y-
IOIIEro areHTa. PacTBop pasnensiau u HarpeBaju JI0
100°C 1o BBICKIXaHUS MOCIE KUTITYCHHUS C OOpATHBIM
xonoaunbHUkoM nipu 110°C B Teuenue ~6 U.
Ilpucomosienue KOMRO3UMHO20 KAMAIUIAMOPA
MoOs—Fe;03/(41,03 + CNF). Ucnonb3ys MeTo[ Tipo-
MTUTKH TI0 BIIATOEMKOCTH, 3aTPyKalli KOMITO3UT OKCH/Ia
amromuHus (AlyO3) u yreponHoro HaHoBosiokHa (CNF)
¢ paznmuuHabIM conepkanuem CNF (5, 7.5 u 10%) ¢ mo-
6asnennem 10% Mo u 5% Fe. beuto obnapyxeHo, 94To
9TH COOTHOIICHUS 3arpy3ku Mo u Fe siBisroTcst Hanbo-
nee 3QPEKTUBHBIMA I CO3TAHUS YIOBICTBOPUTEITH-
HBIX aKTUBHBIX [IECHTPOB Ha MMOJTOTOBJICHHOM HOCHUTEIIC
(Al,O3 + CNF) u, cnemoBaTensHO, MOBBIIAIOT CKOPOCTh
1 3QPEeKTUBHOCTh KaTaTUTHUECKOTro okucieHus. [1po-
LIEHTHOE COICPIKaHKe MOJTMOIeHA TIPEBBIIIACT MPOLICHT-
HOE CofiepKaHue jKeJie3a, MOCKOIBKY JKelie30 o0pa3yer
TSOKETYIO COJIb, KOTOpasi MPUBOIUT K OIOKUPOBKE aK-
THUBHBIX [[EHTPOB U CHIKEHUIO aKTUBHOCTHU TOJITOTOB-
JIeHHOTO Karanu3aropa [32]. B oOpa3isr Al,O3-CNF
JI00ABJISAIN JICMOHU3UPOBAHHYIO BOJY B KOJTHUYECTBE
80 MJI TIpH HENIPEPHIBHOM TEPEMEIIUBAHUH TTPH TEM-
neparype 85°C B Teuenue 35 MuH. 3aTeM IPUTOTOBUIN
10 r Ge3BonHOrO HUTpATA Kene3a, uenoiab3ys 100 mu
cmecH, coctosmmer u3 1.08 r (NHg)¢Mo03024-4H,0
n 1.02 v Fe(NO3)3-9H,0. O6pazusr CAT-1, CAT-2 n
CAT-3 (10% Mo + 5% Fe/Al,0O3 + CNF) no otneins-
HOCTH JOOAaBJISUTH B CYCIEH3UIO OKCHA aTIOMHHUS
P TIOCTOSTHHOM TIEPEMEIINBAaHUH B T€UYCeHHUE 3 4 TpU
temneparype 85°C. [ns ynyduieHus: B3auMoaeHCTBUSA
HAHOYACTHI] AKTHBHBIX METAJUIOB C HOCUTEIIEM U3 OKCH-
Jla aJJFOMHUHUS B CMECh JOOABIISUTH ITPH TIOCTOSTHHOM TIe-
pPEMEIIMBAHKMHI 5 CM3 IMITUIIEHITIMKOIIS (CBA3YIOLIETO).
[TomrydeHHy10 cMeCh pa3fesisii U CYIIMIN B TEYCHHE

TepmomeTtp
Qp———
Pacxonomep
Kommnpeccop BO37yXa

—

5 4 npu temneparype 110°C. [lomyueHHsle kaTanuza-
TOPBI MPOKAJIMBAJIM B TIEYH C A30TOM BBICOKOH YHCTOTHI
B TeueHue 3 4 npu temneparype 350°C. Ilepssie Tpu
THTIA KaTaJIU3aTOPOB OBLIH MOTyYEHBI C TOMOIIBIO TEX
K€ ATAITOB MTOJITOTOBKH (TOT K€ MPOIECC UCTIONB30BAIH
s 3arpy3ku y-Al,Oz metannmamu Mo + Fe u CNF).
[Tocie mporecca MPUTOTOBICHNS KaTaIu3aToOphl ObLTH
MIPOAHAIN3UPOBAHBI HECKOIBKUMH METO/IaMH, TAKUMHU
kak XRD, XRF, BET, FTIR (UK-cnexkrpockomus ¢ Py-
pbe mpeobpazoBannem), TGA, SEM (ckanupyromisas
AIEKTpOHHAsT MUKpockors), EDX (aHeproamcnepcu-
OHHAsl PEHTTEHOBCKAs CIIEKTPOCKOINSA) U MCIIBITAHBI
Ha MPOYHOCTH Ha Pa3/laBIMBaHME, YTOOBI OIIEHUTH MX
KaTaINTUIECKYIO aKTUBHOCTb.

OueHKa KAaTAJIUTHYECKOW AaKTUBHOCTH B MPO-
necce ODS. /I mpoBeIeHNsT OKUCIICHISI COCIMHCHII
cepbl UCIOIB30BAIIM PEAKTOP MEPUOTUIECKOTO JIeH-
cTBHs. Peaknyio NpoBOAWIN B TPEXTOPIION KPYIVIOAOH-
HO# Kostbe ooremom 500 mur. Jlerkwmii razoitns (LGO)
XapakTepu3oBaiics conepkanueM cepsl 0.7329 mac. %.
Bosnyx, ucronp3yeMblii B KauecTBE OKUCIUTENS, J00aB-
JISUTA CO CKOPOCTHIO OT 3.5 10 5 ii/muH. JIis Harpera u
MepeMeIIMBaHuUs PeaKkTopa MePUOANIECKOTO ACHCTBHS
WCTIOJIb30BAU MIPUBOJ KOIOOHArpeBaTells, KaK Mmoka-
3aHO Ha puc. 1.

[Mpu kaxxa0M 3aITycKe peakTopa BBITOTHSIIN CIIEy-
IOLLYIO TIPOLEeypy (COOTHOIIEHHE UCXOIHOTO ChIPBS U
karanuzatopa coctaisio 100 mi : 1 1).

1. KonOy moycoequHsuM K BO3yX03a00pHOH TpyO-
K€, PE3MHOBOMY PaCTIPEICIUTEINIO (ISl pacipeaeeH s
BO3/lyXa) U KOHJCHCATOPY. 3aTeM MOMEIIaIu KOOy B
MEIIaNKy ¢ KOXKyXOM AJis Harpesa. OXmaxkaaromiast Boga
npoTeKana yepe3 KOHJIeHcaTop, YToO0bl IPeI0TBPATUTh
ucnapeHue coipbs. TemmnepaTypy peakluu U3MEpsIIH
TepMoMeTpoM (cMm. puc. 1).

Brixoa Bogbl
—

Konnencarop

: Bxox Boab!

Peakrop nepronngeckoro
JIECTBHS

Puc. 1. Peakrop nepuoanueckoro nerctsus st nporecca ODS.
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2. Ilocne Toro, Kak Temreparypa B peakTope I0CTh-
rajga Hy>KHOU TeMIiepaTrypsl, 100aBisuin 1 T HeTaBHO
CHUHTE3MPOBAHHOTO KaTajJn3aTopa U PerucTPUPOBaIU
BpEMsI peaKIny.

3. KoHeunsbIit mpoayKT (GUIBTPOBAIIN TIEPE]] BHIKITIO-
YeHHEeM MEIIAIKH C KOXKYXOM II0CIIe 3ammycka. Peakrop
OYMIIAIH, BRICYIIMBAIHA U TOTOBIJIH K CIEAYIOIIEMY
3aITyCKY.

4. [locne 3aBepuIeHNsT BCEX 3aITyCKOB OIMPEIEIsITN
cofiep)KaHUe cephbl BO BCeX 00pasiiax ¢ MOMOIIBIO PEHT-
TEeHOBCKOTO aHaIIN3aTopa CEPBHI.

PeakTop paboTai B CIEAYIONUX yCIOBHSIX:

THUIIBI KaTaJIN3aTOPOB:

e CAT-1 — 10% MoOs3 + 5% Fe;03/80% Al,O3 +

+ 5% CNF;

e CAT-2 — 10% MoOs3 + 5% Fe,03/77.5% y-Al,O3 +
+7.5% CNF;

* CAT-3 — 10% MoO3 + 5% Fey03/75% Al,O3 +
+10% CNF);

e CAT-4 — 10% MoOs3 + 5% Fex03/85% Al,O3, 6e3

CNF;

e Temmeparypa peakuuu: 313, 333,353 u 373 K;
* mpoaoKuTeNnbHOCTh peakuuu: 30, 50, 70 u 90 muH.

PE3VIIBTATBI 1 UX OBCYKJIEHUE:

Koncrpyknms karanuzaropa. B aTom pasnene no-
Ka3aHbl U PACCMOTPEHBI pe3yabTarsl aHanusza XRD,
XRF, TGA, BET, FTIR, SEM, EDX, pacupenencuus
YaCTHII TTOJyYEeHHBIX KaTaJn3aTOpPOB Ha OCHOBE Y-OK-
cHJla aTFOMUHHMS ¥ KoMIT03uTOB. Kpome Toro, obcyxaa-
eTcs BIusiHUE (PaKTOPOB Tpoliecca Ha KOHBEPCHIO CEPbI
(TeMmeparypa peakiuu, NpoJoKUTENTFHOCTD PEaKIIUN
U TUI KaTaJIn3aTropa).

Omnpenenenue XapaKTePHCTUK MPUTOTOBJIEHHO-
ro y-Al,O3. Mopgonocus npuecomosnennozo y-Al03.
00630p Mopdonoruyeckux cBoucTB y-Al,O3 mpen-
craBiieH B Tabn. S2. JlaHHbIe, IPUBEICHHBIC B 3TOU
TabIuUIle, TTOKA3BIBAIOT, YTO IMOBBINICHHE TEMITEPaTyPhI
npokanuBanus ¢ 500 no 600°C mpusesno k yBenude-
HUIO TUIOMIA U TOBepXHOCTH (SA) 1 06vema nop (PV) ¢
269.44 M2/r 1 0.674 cM3/T 10 327.25 M2/t 1 0.818 cM3/r
cootBeTcTBeHHO. [Ipn Temmneparype 650°C nabmona-
soch ymenbinenne PV u SA ua 0.546 cm3/r u 218.45
M2/T COOTBETCTBEHHO. PasMep Top U MIOTHOCTH TaKKe
MTOCTETIEHHO yBEINYNBAIINCH B THAITa30HE TEMITEpaTyp
ot 500 mo 600°C, a 3aTem mpu Temrieparype 650°C
YMEHBIIAINCh. Vcnapenue Boab! (BKIIIOYasi CBOOOTHYIO
1 abcopOMPOBaHHYIO BOMY, BOAY CJIOSI M CTPYKTYPHYTO
BOJTY) BBI3BIBAJIO POCT IJIOMIA N TIOBEPXHOCTH U 00BbeMa
MOP TI0 Mepe TIOBBIIICHHST TEMITEPATYPhI IPOKATNBAHUSI.
B kadecTBe CBA3YIOIIETO areHTa NCIOIb30BAN IUITH-
JICHIJIUKOJb, U €0 y/laJeHNe BhI3bIBAJIO 3HAYUTEIHHOE
yBEIUYCHNE BHYTPEHHEH IJIOMA U TTOBEPXHOCTH H

IJIOMIA/IU TTOP U3-32 BO3MOXKHOCTH 00pa30BaHUs aMOP-
¢HOM cTpyKTYpHOH (hasbl. ITOT HakT OOBIACHSET, MO-
4yeMy HauOOJIbIIee 3HAYCHUE IIIOMAIN TOBEPXHOCTH
Ha0mronaIock npu Temneparype 600°C. dazoBbie n3Me-
HEHUS KPUCTAITNIECKOH (pa3bl TaMMa-OKCHIa ATFOMH-
HUS OTBETCTBEHHBI 32 yMeHbllieHne SA u PV B cinyuae
NpoKanuBaHus pu Temneparype 650°C.

Ananuz noocomosnentozo y-Al,03 memoodom penm-
eenopyopecyenmmuozo ananruza (XRF). JIns ouneHkn
XUMHYECKOTO COCTaBa CHHTETHYECKoro Y-Al,O3 mpu
HamIy4dmux napaMmerpax npokaiauBanus (600°C) uc-
nojb3oBasn Metos XRF. Pesynbrarsl aToro ananusa
MOXXHO TPEICTaBUTH B cieayromeM mopsiake: Al,Os
(97.379%), SiO3 (1.333%), SOz (1.14872%), CaO
(0.13958%). CneayeT OTMETHTD, YTO ObLjIa MOJyYeHa
xoportras anctora y-Al,O3, a 600°C MOXXHO CUUTATh
IIPEBOCXOJHOM TeMIIEpaTypoil IPOKAJIMBAHHUS.

Ananuz y-Al,03 memodom penmeerno8cKoU Oug-
paxmomempuu (XRD). Metog XRD mnpencrasiuser
co0Ol Hepa3pyLIAOIIyI0 TEXHOJIOTHIO ISl ONpeaee-
HUSI XapaKTEPUCTUK KPUCTATIINYECCKUX MATEPHUATIOB.
OH npefocTapiseT HHOOPMAIUIO O KPUCTATUINISCKON
CTPYKType, (a3e U TEeKCType, a TaKKe JOIMOTHUTEIb-
HYI0 CTPYKTYpPHYIO UH(OpPMAIUIO, TAKYyI0 KaK Cpe-
HUH pa3Mep 3epHa U CTeNeHb KpUCTANIMYHOCTH [33].
Cpennuii pazmep KpUCTAILIUTA, WIK 3€pHA KaTaau3aTo-
poB, onpeaensui MetogoM XRD. Jli1s OlleHKH YMCTOThI
1 (ha3bl MOJYYEHHOTO OKCHA AIFOMUHUS TPeOyeTcs
cnekTpaabHblii aHanu3 XRD oObrunoro y-Al,O3. Ha
puc. S1 nmokazan cniektp XRD y-Al,O3 npu remnepary-
pe 600°C. B tabm. S3 npuBeneHbI TPH CHIIBHBIX TTHKA,
MTOXOXKMX Ha MUKHU cTaHgapTHoro y-Al,Os. CormacHo
pe3ynbTaTaM, MpeACcTaBICHHBIM B Ta0NI. S3, 3HaYCHUS
WHTCHCUBHOCTH (20) M MeXaTOMHOE pacCTOSHUEC B
aHTCcTpeMax OBITH TOBOJBHO OMM3KH K CTaHIAPTHBIM
JAHHBIM, TPUBEJICHHBIM B 3TOW TaONHIIEe JUTSI TeMIIe-
paTyp MpoKaluBaHUs, UCIIOIB3YEMBIX B HACTOAIIEM
WCCIIEIOBAaHUH. YBENWYCHHE WHTEHCUBHOCTH O3Haua-
eT, 4TO KPUCTAIUTMYECKast CTPYKTypa UMeeT OobIie
aTOMOB Ha OJHOM TNTOCKOCTH, YeM Ha JPYTOH, UIIA YTO
B OTOM HaNpaBJICHUH HAKaIUIMBAETCA OONbIIEe YUCIO
aTOMOB, YTO CBUJCTEIHCTBYET O MPUOOPETCHUU BBI-
COKOHU cTemeHU KpucTamnyHocTH [34]. Kpucrammma-
HOCTH 00pa3ioB npu Temieparype 600°C B mporeH-
Tax PacCUYUTHIBATH IyTEM CPABHEHHSI HHTEHCUBHOCTHU
NHUKOB JUIst toirydeHHoro Al,O3 ¢ COOTBETCTBYIOIIMMHU
OTHOIICHUSMH ISl CTAaHJAPTHBIX 00pa3mnoB y-Al,O3
[35]; pacueT OBLT OCHOBaH Ha CIIEIYIOIIUX JAHHBIX JIIS
TeMIepaTypsl npokaituBanus 600°C: 20 = 65.913°,
44.627°, 36.742°; MHTEHCUBHOCTH, | (TaHHOE HCCITe0-
Banue) = 100, 53.4, 52.9; UHTCHCUBHOCTH, | (3TaTOHHOE
coenunaenue) = 100, 80, 65 coorBeTcTBeHHO. CTCIICHD
KPUCTAJUIMYHOCTH B TPOIEHTAX OINpeeisiiach, KaK
nokazaHo Huxe [36]:
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S ampl
CreneHb KPUCTATUYHOCTH = — o, %)

refrence

CreneHb KPUCTAIUTMYHOCTHU MPOKAJICHHOTO Y-OKCHIA
amroMuHus coctaBuia 84.2%.

OmnpenesieHne XapaKTEPUCTHK KATAJIN3aTOPa HA
HOCHUTEJIE, YIYYIIeHHOM YIJIEPOTHBIMH HAHOBOJIOK-
Hamu (CNF). CNF 3arpyxanu Ha y-OKCHJ aJTFOMUHUS
B Pa3HbIX MPOILEHTHBIX COOTHOMIEHUAX (5, 7.5, 10%).
AlyO3-CNF 0511 co37aH B KA4ECTBE OMMETAITUNYECKOTO
YIy4IIEHHOTO HOocUTeNs s karanuzatopa 0.1Mo +
0.05Fe, ucnons3yemoro B npouecce ODS. Heckomnb-
KO pa3paboTaHHBIX KOMIIO3UTHBIX KaTallM3aTOPOB
(0.1 MoO3 + 0.05 Fe,03/Al,03-CNF) ObLiv HCTTBITAHBI
metogamu BET, SEM, FTIR, EDX u TGA, xpome Toro,
Oblya ompenesieHa X MPOYHOCTh Ha pa3/laBIUBaHUE.
3arem ObuIa OnleHeHa AP(PEKTUBHOCTH KOMIIO3UTHBIX
KaTaJIn3aTopoB U CpaBHEHA C 3((EKTUBHOCTHIO KaTa-
TU3aTopa, HAHECEHHOTO Ha okcu amomMuHus 6e3 CNF
(0.1 Mo + 0.05 Fe/Al0O3).

Pesyromamuol ananusza memooom BET. 3nadenus
n30TEepM amcopormu—aecopoumu azora aus (Mo +
+ Fe/Al,03) u (Mo + Fe/Al,03-CNF) npuBenens! B
Tabn. 1. Ymenpmenne S4 y Al,O3 mocne 3arpy3Ku Ok-
CHJIOB YITIEpO/Ia, JKeJie3a U MOJINOIeHa TTPOU30IILI0 U3-
3a 3aMOTHEHMS TTOp YacTUIaMH. Takke ObLTO MOKa3aHo,
YTO IUIOIIAh TTOBEPXHOCTH ME30IOP M MHKPOTIOp, a
TaKke 00beM MUKPOTIOpP 1 OOIINI 00BEM TIOp U MHKPO-
MOp YBEJIUYUINCH IO CPABHEHHIO C KaTaIM3aTOPOM

Mo—Fe/Al;O3 6e3 CNF npu yBenuueHUn copep:kaHus
CNF ¢ 5 o 10%.

CNF o6nanaet ouyeHb XOPOMIMMH TEKCTYPHBIMH
KaueCcTBAaMHU, BKIIoUas Ooiblune 3HaueHus PV u SA.
Mesomnopucras crpykrypa CNF Oputa cMonenupoBa-
Ha TaKuM 00pa3oM, 4TOObI 00eCIIEUNTh 3HAYUTEITHHOE
CHIDKEHHE CONpOTUBIIEHHS T (y3un BHYTPEHHHX ITOP
BO BpeMsl peaKIlniy, a TAKXKe HaJICKAITYIO TUCTIEPCHIO
aKTUBHOTO METajljla Ha TIOBEPXHOCTH HOCHUTENS (130e-
rasi HaKOTUIEHHS OCTPBIX MoJeky:n) [37, 38].

Pezynomamur ananusza memooom SEM-EDX. Jlns
BCEX THITOB TMOJYYEHHBIX KaTaanu3aTopoB MOphoIorus
WX TIOBEPXHOCTH, a TAK)Ke MX AJIEMEHTHBIN COCTaB ObUIH
uccienoBansl MeronamMu SEM u EDX (puc. 2-5).

Mopdonorus nopomkoB CAT-1, CAT-2 u CAT-3
BKJTIOYAJIa HEKOTOPOE KOJITMYECTBO YIIIEPOAHBIX BOJIOKOH
B Pa3IUYHBIX MTPOIEHTHBIX COOTHOMICHUSIX, KOTOPHIE
MIPECTABISIIN COOON IUIMH/PHI JUTMHOW B HECKOIBKO
MUKpoMeTpoB u auamerpom 40—-100 aM. DTOT pe3ynb-
Tar nmokasaj, uro CNF, ucroib30BaHHbBIC B COCTaBE Ka-
TaJIN3aTOpPa, COOTBETCTBYIOT TPeOyeMbIM CrieU(HKAIII-
sim. Kpome Toro, canvku SEM mmokazaiim, 9To aKTUBHBIC
Metayummaeckne yactunsl MoOs—Fe,O3 paBHOMepHO
pacrpeesieHbl 10 TOBEPXHOCTH HAHOKOMITIO3UTHOTO
HOCHTEJS, KaK MOKa3aHOo Ha pHUC. 2—5. DTH pe3yabTaTsl
YKa3bIBalOT HA COOTBETCTBYIOLIEE CHHKEHUE arioMepa-
UM aKTUBHBIX MeTAJTHUECKUX vacTull [39, 40].

Uewm Bbimie npoueHtHoe copepxanue CNF, tem
Jy4IIe AUCTIEPCHsI aKTUBHBIX METAJUTMYECKUX YACTHII

Ta6auna 1. Mopdonorudeckre XapaKTepUCTUKA KOMIIO3UTHBIX KaTajln3aTopOB, UCTIONB30BAHHBIX B UCCIICIOBAaHUH

Tun karanuszaropa SA, M2/r PV, M3/r BD, r/cm3
CAT-1 [0.1Mo + 0.05 Fe/(80% Al,O3 + 5% CNF)] 253.34 0.633 0.760
CAT-2 [0.1Mo + 0.05 Fe/(77.5% Al,O3 + 7.5% CNF)] 258.33 0.645 0.774
CAT-3 [0.1Mo + 0.5 Fe/(75% Al,O3 + 10% CNF)] 268.78 0.672 0.806
CAT-4 [0.1Mo + 0.05 Fe/(85% Al,03)] 240.68 0.602 0.722

1(&HM

Elements Wt% Wt%
of o
Al 541 1.3
O 265 09
C 47 09
Fe 43 1.7
Mo 104 1.2

Puc. 2. SEM-n3o6paxenue: EDX (a); anammsz CAT-1 (5% CNF) (6).
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cps/eV

E'll Elements Wt% Wt%
of o
20 Al 463 0.6
O 304 0.6
C 79 0.6
O
. U Fe 56 02
Mo 92 0.7
10
b
= .
T T — 1 T T T T T T
2 4 6 8 keV
Elements Wt.% Wt.%
of o
Al 455 0.6
O 297 0.5
C 1.1 0.7
Fe 4.2 1
Mo 9.4 1.2
B
T T T T
8 keV
B
FeKa
. FeKB  ZnKo ZnKf
T T T T
6 8 10

Puc. 5. SEM-uzo6paxenue: meron EDX (a); ananmusz CAT-4 (6e3 CNF) (6).

(MonubIeHa U Kejle3a) Ha HOCUTEJIe KaTajlu3aTopa.
AKTHBHBIC METAJNINYECKUE YACTHUIIBI TAKIKE MOTYT
UMETh HAaHOMMAMETPHI B nuama3zone ot 20 mo 30 uwm.
DTO 0O3HAYAET, YTO YBEIMUYCHHUE KOJUYCCTBA aKTHBHBIX
LEHTPOB yIy4IllaeT akTUBHOCTh KaTtanu3artopa [41]. Ha
puc. 6, a (CAT-4 6e3 CNF) nokazana 4eTKO BUIAUMAs
arioMepanysi akTHBHOTO MeTaslia, ONpeAesionas 0c-
HOBHYIO MIPUYNHY HU3KHMX 3Ha4eHui SA u PV obpasna
[42]. Ananu3 karanuzaropoB CAT-1, CAT-2 u CAT-3
metogom EDX noarBepaui Hanuuue 31nementos Al, O

u C, uro o0ycnosneHo ncnonb3oBanneM Al,O3—CNF B
Ka4eCTBE KOMIIO3UTHOT'O HOCHUTEIS JIJISl ITOJIYyYCHHOTO
katanmzatopa (puc. 3—6, 6) mu MoO3 u Fe,O3 B kauecTBe
MeTaJUIOB-KaTaau3aTopoB B oobeme 10 u 5% cooTBer-
CTBEHHO.

Drempyouposanuvle uacmuysbl KAmMaiuzamopa
(npounocms Ha paouanvhoe pazdasiusarnue). Karta-
JIU3aTOPBI JIOJDKHBI UMETh HE TOJBKO MPEBOCXOIHbBIC
aJICOPOIMOHHBIE CBOWCTB, HO U BBICOKHE IMPOYHOCT-
HBIC MEXAaHUUYECKHE XapaKTEPUCTUKHU JISl TIPABHIIb-
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HOro ()yHKIIMOHHPOBAHHS U MPEOJOJEHHS IKCTpe-
MaJbHBIX PA0OYHX YCIOBHIA, TAKUX KaK TeMIIeparypa
u nasieHue. [lpu PpusnyeckoMm paspynieHUH MOPHU-
CTHIX TPaHyJ MOTYT 00pa30BEIBAThCS MEIIKHE KyCOd-
KH ¥ MUKPOCKOITMYECKNUE YaCTHIIBI, YTO TIPHUBOJIUT K
3aTPYIHEHHUIO TIOTOKA KUAKOCTH, BBI3BIBAS TEepeabl
JABJICHUS B PEAKTOpPE U M3MEHEHHUS TEIIONepe/aun.
Onenka MeXaHUYECKON MPOYHOCTH T€TEPOTSHHOTO
Karanu3aropa SBISIETCS BAXHOU MPEANOCHUTKON s
obecrieueHus HaEKHOTO M A((HEKTHBHOTO TpoIecca
peaxuuu [43, 44].

Bnusuue nanuuus u orcyrerBuss CNF nokazano
B Ta0y. 2 u Ha puc. S2—-S4. Cpennsas Harpy3ka mpu
ncneITaHnu Ha pasgaBinuBanue i1 CAT-4 6e3 CNF
coctraBmia 1.73 H/mMm, Torma kak B ciydae CAT-1 u
CAT-3 3HaueHue JaHHOTO MOKa3aTesns cocTaBmio 1.92
u 3.58 H/MM COOTBETCTBEHHO. DT PE3YNIBTAThI TTOKA3hI-
BatoT, uTo nodapneane CNF u yBenmmdaenne compepskanus
Karamu3aTopoB ¢ 5 10 10% MOBBICHIIM CPETHIOIO TIPOU-
HOCTH Ha pasfaBiuBanue ¢ 1.73 mo 3.58 H/mm. Takum
00pa3oM, yBEeIMUCHHE MEXaHUYECKOH MPOYHOCTH Ha
200% nenaeT HOBBIE KaTaIU3aTOPHl MPUMEHUMBIMA B
XUMHUYCCKUX PCaKIUAX, IIPU SKCIUTyaTalluid U KOHTPOJIC.

Pezynemamer UK-cnekmpockonuu ¢ @ypve npeod-
nasosanuem (FTIR). Cnextpsl FTIR karanuzatopos
CAT-1, CAT-2 u CAT-3, xoTOpbIe pacKphIBaOT QyHK-
LMOHAJIbHYIO TPYIIIy Ha moirydyeHHOM Al,O3, IOKa3zaHbI
Ha puc. S5, A-C.

CuMMeTpUYHBIE U aCUMMETPUUYHBIE KOHIIEBBIC
pactskenuss MoO MoxHO cBsizaTh ¢ mosiocoit 400—
780 cm~!. OTMuUTEABHBIE MTOTOCH], TOKA3aHHBIE B
crnektpe FTIR, npencrasnensl Ha puc. S5, C, rae nuku
Mo=0 npu 1090, 863 u 794 cm~! ObUIM MpHUITHCAHBI
OCHOBHBIM KojiebaTenbHBIM MogaM Mo=0. [loMmuHUpY-
foIIas moyioca Obljla CBA3aHA C KOJEOAHWEM MOCTHKO-
BbIX cBsizeit Mo—O-Mo npu 807 cm 1. Crieyer Taxke
OTMETUTDH, YTO OTIIUYUTCIBHBIC ITHKH Mo=0 MOT'YyT
TMEPEKPBIBATHCA C IMKaMH OKCH/la aJIFOMUHUS, KOTOPBIC
MOXHO BHIETH Ipu 783 u 679 cm~! (monocer Al-O)
[44]. Bonbinue nmonockl Meskay 596 u 900 cm! ykasbi-
BaloT Ha TO, 4T0 MoQ3 mupoko pazopocan no Al,Os.

[Tosnoca npu 1678 cm! Gbuta monmyuena usrudoom —OH,
Torna Kak mmpokas nosnoca B cnekrpe FTIR Mo—Fe/
Al,O3 cocrassia npubiausurensHo 3217-3810 cm 1,
nokasbiBas npucytcTBue rpymnin —OH Ha noBepxHoCTH
Al O3 [4]. [Tomoca acHMMETPUYHBIX U CHMMETPUYHBIX
BaJieHTHBIX KoneOanuii —CHy B CNF mosiBiisiercst pu
2922 cm! mocrte 3arpy3ku KaTaluTHYECKOTO HOCHTEIS
yriepogasiMu HaHoBosokHaMu 10% CNF [45]. Cam-
METPUYHBIC U ACUMMETPUYHbBIC KOHLIEBBIC PACTSKCHUS
MoO moryT GbITh CBs3aHbI ¢ mojocoi 400-780 cm1.
OcHoBHEIE KoJiebaTenbHbIe MOIEI Mo=0 OBLIH TIpU-
CBOEHBI OTIIMYUTEIILHBIM I10JI0CaM, IIPEACTAaBICHHBIM
B criekrpe FTIR mpu 1093, 873 u 796 cm! (puc. S5,
A-C). Konebanust MOCTHKOBBIX cBsizeld Mo—O—Mo mpu
807 cm~! ObLIM CBSI3aHBI C JOMHUHUPYIOIICH MOJOCOIA.
OTMETUM TaKXke, 4TO BOZMOXKHOCTb IEPEKPBITUS MEXK-
Iy YHUKaJIbHBIMUA THKaMu Mo=0 U nmuKamu okcuia
amoMUHUsE Habmonanace npu 787 u 683 cm~! (momockr
Al-0) [46]. Bonbluune monocskl Meskay 597 u 901 cm!
YKa3bIBalOT Ha TO, 4T0 MoQO3 mmpoko pazdpocaH 1o
Al,03. Pacnpenenenne Mo—O—-Mo u Mo=0 1o no-
BEPXHOCTHU KaTaJIM3aTopa BHI3bIBACT YBEINUYCHUE WIIH
YCKOpPEHUE OKMCIIEHUSI COEJUHEHMH Cephl, OITOMY
OHU CTaHOBSATCS 00Jiee MOMSPHBIMHU, YTO YBEJINYHMBACT
NpoLecC MPUTSHKEHHUS CyTb(aToB K HOBEPXHOCTHU KaTa-
nmzaropa. [Tonoca npu 1680 cm~! GbLIa BbI3BaHA M3IH-
6om —OH, a mmpoxkas nonoca Mo—Fe/Al,O3 B ciektpe
FTIR na6monanace npu 3219-3813 cm !, uto moka-
3piBaeT Hasmuue rpynn —OH Ha moBepxHOCTH Al,O3
[47]. Iocne 3arpy3kn 10% CNF Ha karaauTH4ecKUN
HOCHTEJb TIosIBIIsIeTCs Tostoca pu 2920 e, koropast
COOTBETCTBYET aCUMMETPUYHBIM U CUMMETPUUIHBIM
—CH; BanentasiM konebanmusiM B CNF [48]. [To mepe
YBEIMYEHHS KOJIMYECTBA YIIIEPOAHBIX HAHOBOJIOKOH MH-
TEHCHBHOCTH TTHKOB TaKXKe Bo3pacTana. B apyroii dhop-
Me (puc. S5, C) karanmu3arop ¢ OOIBIIAM ITPOIICHTHBIM
conepxxaareM CNF mpom3Boaui OombIe pagukaioB
—OH, nockonsky CNF obecrieunBany OOBIIyIO TUTO-
a1 TIOBEPXHOCTH M TIPEAOTBPAIIATN BOCCOSTUHEHNE
HOCHTEJEH 3apsJI0B, 3aXBaThIBAs 2JICKTPOHBI, IEpeaaH-
HbIe 0T okcuaoB MeTtawioB (MoO u FeO). Cornacuo

Taoauuna 2. [Ipenesnsl NpOYHOCTH Ha pa3JaBIMBaHUE Ul PA3JIMUHBIX CUHTETUUECKHUX KaTalu3aTopoB

CBOWCTBO

CAT-4 (6e3 CNF)

CAT-1 (5% CNF)

CAT-3 (10% CNF)

MuHuManbHas Harpyska,
H/Mmm

MaxkcumanpHas Harpyska,
H/vm

Cpenuss Harpyska, H/mm

CpenHsist Harpy3Kka, KI/MM

0.663
3.451
1.734 (HeompeneneHHOCT =

=0.194)
0.183

0.692
4.714
1.922 (HeompeneneHHOCTh =

=0.212)
0.204

1.384
6.471
3.583 (HeormpeneneHHOCTh =

=0.233)
0.374
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3TOMY HCCIIEIOBAHHUIO, KOJINYECTBO XEMOCOPOUPOBaH-
HOH BOZIbI BO3PACTAJIO 10 MEPE YBEIMUYECHHSI KOJIMUECTBA
KHCJIOTHBIX IIeHTpoB JIbtonca. Bece okcuabl MeTaiios,
B TOM YHCIIE C METATMYECKUMU HOCUTEIISIMU, OOBITHO
MTOKPBITHI HOHOOOMEHHBIMU THIAPOKCHUIAMH, KOTOPHIE
CUYMTAIOTCS OCHOBHBIMH IIEHTpaMu aacopouuu [49].
[IpucyTcTBrEe OKCHIOB METAIIJIOB BIUSET Ha BCE BBI-
HIEYIIOMSHYThIE 0COOEHHOCTH, & HOHOOOMEHHBIE MO-
CTHUKOBBIE OCHOBAHUS THAPOKCHIBHBIX PaTUKAIOB U
1eHTpsl JIpforca yacTo HaOMIOMAr0TCsl HA MTOBEPXHOCTSIX
OKCHUJIOB allFOMUHMS U kenesa [50]. BzaumoneiictBus
OpPraHUYECKUX MOJIEKYJ Ha TIOBEPXHOCTH OKCHJIOB 3Ha-
YUTETHHO 3aBUCST OT BBIIIEYTIOMSIHYTHIX ITEPEMEHHBIX,
YTO MIPUBOIUT K KaTaTUTHIeCKoi akTnBHOCTH ODS.

Pesynomamor ananuza memooom TGA. Pe3ynbra-
THI aHAJU3a KOMITO3UTHBIX KaTaln3aTOPOB METOAOM
TGA moka3zansl Ha puc. S6. YBeIudeHHEe Beca, IPEBHI-
matomiee 100%, ObUI0 BRI3BAaHO OKHCICHHEM 00pa3-
11a WJIH, BO3MOXKHO, B3aUMOJIEHICTBHEM €T0 C a30TOM C
00pazoBaHNEM ONPEICICHHBIX COCTUHEHUH. BhICOKMit
MIPOIIEHT MOTEPSTHHOTO Beca ObLT Y€TKO BHJICH MIPU TEM-
neparypax, onuskux k 450°C. Tepmuueckyro cTaOuIIb-
HOCTB TpH TemrepaTrypax Hmke 450°C MOXXHO CUHUTATh
HauBBICIIEH: ToTeps Beca st KatanuzaropoB CAT-1,
CAT-2, CAT-3 u CAT-4 cocraBmia —38, -21, —14 u
—12.6% coorBercTBeHHO HaOnromaembie pe3yibTarhl
OOBSICHSIIOTCSl TEPMUYECKHMH TPOIIECCAMU, IPOUCXO-
JISALIIUMHU B TIPEIBAPUTEIBLHO OKHCIEHHOM BOJIOKHE B
nuanasone temmneparyp 300-700°C, a Takxe 3auTon
azora (uuctota >99.99%), yTo mMpUBOAUT K 00pazo-
BaHUIO HECTAOMIBHBIX CTPYKTYPHBIX KOMIIOHEHTOB H
Heyriepoasbix aromoB (N, H u O). Mexmonekynsapras
JIerUIpaTalliOHHas CIIMBKA IIPOUCXOJUT B JMANa30He
temnepatyp Mexay 350 u 450°C, B To Bpems Kak Je-
HUTPOTe€HU3alus U Jeruapuposanne — mexay 400 u
600°C. CornacHO MOTYYEHHBIM pe3yibTaraM, HaOro-
Jlajach MOCTOSHHAs MOTEpsl ONpPEIeIeHHON MPOIEHT-
HOI oy Beca B auanaszoHe temmepatyp 100-350°C,
NPUYEM OHA YMEHBIIANACH C YBEITMYCHUEM KOJIMYECTBA
CNF B karanmzarope. 9T0 MOIJIO OBITh PE3yJIbTATOM
JecopOLHMH BIIary, MPOUCXOSIIEH BO BpeMs IepeHoca
obpasua. Kpussie TGA nokasbIBaloT, 4TO pa3pylliecHHe
MIPOUCXOANT PU HU3KUX TeMIIepaTypax u3-3a ciiadoro
B3aUMOJICHCTBUSI MOJICKYJ BOJIBI C HOcHTeNeM. bombias
yacTh 3TOH BOIbI cBa3aHa B popme OH, uto coorBer-
ctByeT MK-criekTpam karanm3aTopoB W JOKa3bIBaeT
Hajmuuue rpynn OH [51].

Pe3ynbraThel MOKa3pIBalOT OTCYTCTBUE KAKOM-THOO
3aMETHOM pa3HULbl MEKIY MPOLEHTHOM Jojiel moTe-
pu Beca a0 u nociae 3arpy3ku CNF Ha xatanusatop,
ocobenHo B nuanazone temneparyp 100-350°C. Dot
(dakT nMeeT 3HaUYEHHE IS TUarHOCTUYECKUX 3a/ad,
MTOCKOJIBKY OKHCIIEHHE COCAMHEHUH Cephl IPOUCXOIUT
npu 6oJIee HU3KHUX TeMIleparypax, KOTOpbIe He MPEeBHI-

maroT 150°C. AKTUBHOCTb NOTYYEHHBIX KaTaau3aTopoB
OLICHMBAJIACh C MOMOILBIO TECTA HA OKUCIUTEIbHYIO
necynbdypuzanuio. B mpomecce ODS, nponcxosiieMm
B PEAKTOpE MEPUOANIECKOTO JEHCTBHS, B KAUECTBE ChI-
pbs ucnonb3zoBanu LGO, a B Ka4eCcTBE OKUCIUTENST —
BO31yX. B naHHOM HccllenoBaHUM U3y4anoCch BIUSHHUE
IIPOIOJKUTEIBHOCTH PEaKLMY, TEMIIEPATYPhl PEAKLIUH
u miporieHTHOH o CNF Ha cHIKeHWe comepikaHus
Cephbl B Pa3IMYHBIX KOMIIO3UTHBIX HOCUTEIISIX.

Mpouecc ODS. JIist TOro 4TOOBI MPOBEPUTH HITH
OLICHUTh AKTUBHOCTb KaTaJlu3aTopa IJIsl yIaJeHUs Cepbl,
npoBoawuH peakinu ODS npu HECKOMBKUX 3HAYCHISIX
temnepatypsl peakunu (313, 333, 353 u 373 K) ¢ paz-
JTUIHON MPOMOIKUTENBHOCTRIO peaknnu (40, 60, 80 u
100 MuH) 1T BCEX YETHIPEX MPUTOTOBIEHHBIX KaTaJH-
3atopoB (CAT-1, CAT-2, CAT-3 u CAT-4). Pe3ynbrarsl,
MOJYYCHHBIC MPH PA3ITUYHBIX PA0OYHX YCIOBHSX IS
Ka)/I0TO KaTajau3aropa, Moka3aHsl Ha puc. 6.

CornacHo Mmoy4eHHBIM pe3yJbTaTaM, IMOBBIIIEHUE
TEeMIIepaTypbl PEeaKkIui MPUBEIO0 K YBEIUYEHHUIO CKO-
POCTH KOHBEPCHHU CEephl B KaTaJu3aTOPax BCEX THUIIOB.
3TH BBIBOJIBI MOYKHO OOBSICHUTH CIICAYIOMIMMH MIPHYH-
HaMH.

Cornacao ¢opmysne Appennyca (ypaBHenue (6))
TeMIepaTypa HalpsIMYIO BIMSAET HA KOHCTAHTY CKOpO-
CTH PEaKIUH, YTO PUBOAUT K OoJiee ObICTPO KOHBEP-
CUU CEPHUCTHIX KOMIIOHEHTOB [46]:

K = Aoexp(—Eo/RT). (6)

Oueprus aktuBanuu peaknuu ODS mpomopuno-
HaJlbHA TemIeparype peareHToB. C poCcTOM TemIepa-
TYpBI YBEJINUUBAETCS KOJIHMUECTBO MOJIEKYI C J10CTa-
TOYHBIM YPOBHEM DHEPTUH aKTHBALUH, YTO MPHUBOIUT
K 00pa30BaHUIO OOJIBIIETO KOJIMYECTBA MOJIEKYI, y4a-
CTBYIOIIMX B PEaKUUN OKUCICHHS U, TAKUM 00pa3oMm,
MOBBIIIACT MHTEHCUBHOCTH Iporiecca Kousepcuu. Co-
IJIACHO TIONTyYEeHHBIM pe3yJbTaTaM, TeMIepaTypa BIUsIeT
Ha CKOPOCTb OKUCIICHUS, TOT/IA KaK SHEPIUsl aKTUBALIUH
BIIUSIET HA CKOPOCTH peakiuu [52]. i3meHenus temme-
parypbl MOTYT BIUSTH Ha U3HYECKHUE XaPAKTEPUCTUKI
ra3oB U JKMJIKOCTEH, TAKUE KaK IJIOTHOCTb, BI3KOCTh U
koa(dunuent auddysun raza. C pocToM TeMIepaTypsl
BSI3KOCTB M TIOBEPXHOCTHOE HATSKEHNUE YMEHBILIAIOTCS.
OnHaxo MOBBIIICHUE TEMIIEPATYPbI IPUBOAMT K YBEIIH-
YEHUIO CKOPOCTH AU PY3UH CEPHUCTHIX KOMIIOHEHTOB,
CKOPOCTH PAaCTBOPEHHOI'0 BO3/yXa B IIOpax Karajan3aro-
pa 1 CKOPOCTH MOMIOIIEHHS MOJICKYJISIPHOTO BO3yXa B
KHUIKOCTH. [Ipu OKMCIIEHNN OH MOIIa1aeT Ha AKTUBHbIC
LEHTPHI. BEepOsSTHOCTD CTONKHOBEHHUSI PEAreHTOB C I10-
BBILIEHHEM TEMIIEPATypbl PEAKLIUH YBEINUNBACTCSI, TAK
KaK MOJIEKYJbl ABHXKYTCs ObicTpee. Kpome Toro, npu
BBICOKHX TeMIIepaTypax HauOojee ajcopOupoBaHHbIE
CyNb(OHBI TAKXKE JIETKO MUTPUPYIOT C MOBEPXHOCTH

HAHOT'ETEPOTEHHBIN KATAJIM3 tom 9 Nel 2024
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Puc. 6. Biimsinue npogomKUTeTbHOCTH PEAKITHH TSI pa3IMIHbBIX KaTalu3aTopoB Ha KoHBepcwio cepsl ipu 7' =313 K (a),
T=333K (6), T=353 K (6)u =373 K (2).

Karanu3atopa. PazButue cBONCTB MOBEPXHOCTU U TEM-
reparypa MpoKaJMBaHUs TIPUTOTOBICHHOTO HOCHUTEIS
OKa3bIBAIOT OOJIBITIOE BIMSIHUE Ha (Pa30BYIO CTPYKTY-
py. Temmnepatypa nmpoxkamTuBaHUsI CyIIECTBEHHO BIHUSIET
Ha aKTUBHOCTH KaranmsaTopa. bomee addexkTuBHOE
yIaleHue COemMWHEeHUH cepsl n3 TormBa LGO sBis-
€TCsl Pe3yJbTaTOM CHIIBHOW CBS3HM MEXIY TUIOTHOCTHIO
KHUCJIOTHBIX IIEHTPOB U MaKCUMaJbHOU TemIiepaTypoi
MIpoKaMBaHus Kataim3aropa [50].

B xoie maboparopHbIX HCCIIEOBAHUA MbI TOKA3aJIH
MOJIOKUTEIBHYIO KOPPEISIIHIO MEXKTy BpEMEHEM peak-
MU 1 KOHBepcuei cepsl B mporecce ODS. Yewm mpo-
JIOJDKUTETIbHEE PeaKIvsi, TeM OOJbIlle KOHBEPCHSI coe-
nuHeHuit cepsl (puc. 6). C oTHOM CTOPOHBI, JITUTENBHOE
BpEMsI peaKiiy MO3BOJISIET peareHTaM KOHTaKTUPOBATh
JIpyr ¢ IpYyrOM M 3aT€M pearupoBaTh, YBEIUYHNBas Be-
POATHOCTL TOT'O, UYTO OKUCIIMUTECIIb JOCTUTHET YaCTUIL
cepsbl. C pyroii cTOpOHBI, KOHBEPCHUS CEPbl HAIPSMYIO
CBsI3aHa C IPOIOJKUTEIBHOCTBIO peakiui. OKHUCIeHHe
COCZMHEHHI CepBhl MOBBIIAET CKOPOCTh UX KOHBEPCHH.
W3BecTHO, YTO TSl IPOLIECCOB OKUCIIEHHSI TpeOyeTcs
JUTHTEIBHOE BPEMSs YACPKUBAHHUsL, YTOOBI 3aBEPILIUTH
peakiuio ODS KOMIIOHEHTOB CepHl.

HAHOTETEPOTEHHBIN KATAJIM3 tom 9 Nel 2024

Bausanue xonuuecmea CNFE, 0obasnennozo k HoCuU-
meno Kamanuzamopa, Ha dghgexmusnocms npoyecca
ODS. PesynbraThl 1a00paTOpHOTO UCCIIEAOBAHUS Ka-
TaJIUTUYECKOTO NEUCTBUS COCIUHEHUM CEphl B IPO-
necce ODS B orHomenuu Biausaus nooasiaenuss CNF
Ha CKOPOCTh yIAJICHUSI Cephbl IPEICTaBICHBI Ha pUC. 6.
CpaBnenue 3¢ pexTuBHOCTH KaTanuzaropos 6e3 CNF
u ¢ cogepxkanueM CNF narnsanno nokasano, uro CNF
OKa3bIBa€T CYIIECTBEHHOE TIOJIOKUTEIbHOE BIHSIHUE
Ha 3¢ dexTuBHOCTL Mpouecca ODS. CnenyeT Taxxke
OTMETHUTH, 4TO APPEKTUBHOCTH MPOIECCa OKUCICHUS
noBblIaeTcs ¢ ypenuuenueM conepxkanust CNF B ka-
Taau3arope. DTH Pe3yIbTaThl MOATBEPKIAIOT THIIOTE3Y
o ToM, uTo fobasinenue CNF ymydmaer HEeKOTOpbIe
KauecTBa Karann3aropa (yBeTHYeHHe TUIOIIA/IN TIOBEepX-
HOCTH, 00beMa Top ¥ IUCTIEPCHUHU aKTHBHOTO METAaJlIa)
Y TIpeIoTBpaIaeT aroMepanuto. [loBeimenne Kucior-
HOCTH TIOBEPXHOCTH UTPAET CYIIECTBEHHYIO POJIb BO
B3aUMOJICUCTBUU COCMHEHUHN CEPhI C TOBEPXHOCTHIO
KaTanm3aropa.

Ha ocHOBaHMM aHaiw3a MONYYEHHBIX Pe3ylbTaToB
MOYKHO CJIeNaTh BbIBOA, uTo Katammuzarop CAT-3 (10%
CNF) nmpoaeMoHCTpHUpOBaT HAMIYUIIYIO aKTHBHOCTH



38

AYSART. J. et. al

CoennHenue cepbl
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Puc. 7. [IpemnaraeMplit MeXaHU3M peakIni OKUCIMTEIBHOM JIeCyb(ypr3aliui Ha OCHOBE HOBBIX KaTaJH3aTOpPOB
[Mo—Fe/(Al,O3 + CNF)].

npu KoHBepcuu cepbl (87.53%); 3HaUCHHS HTOTO I10-
kazatens s karanuzatopoB CAT-2, CAT-1 u CAT-4
coctaBuin 84.2, 82.4 n 68.15% cOOTBETCTBEHHO.
Ipeonazaemvrii mexanusm peaxyuu ODS. Ilpenna-
raeMblil MEXaHW3M KaTaJIUTUYECKONH OKUCITHTEIbHON
Jecyab(GypHU3alniy JIETKOTO Ta30iIsl HOBBIMH KaTaJlH-
3aTopamu [Mo—Fe/(Al,O3 + CNF)] u O3 ¢ ucnonsb-
30BaHHUEM TEXHOJIOTHU MEPUOINUECKOTO OKHCICHUS
MokaszaH Ha puc. 7. HexenarenbHble COETUHEHUS CEPBI
MepexoiT U3 00BEMHBIX (a3 OPraHWYECKOTO ra3a u
muhGyHINPYIOT Ha TOBEPXHOCTH HOBOTO T€TEPOTEHHO-
To Karaju3aTopa 4Yepe3 OKPYKarolui CJI0UN KUJIKOCTH,
a Taxke Yepe3 MOphl KaTainn3aropa. DTH COeTMHEHUS
a7coOpOMPYIOTCS HA aKTUBHBIX IIEHTPaxX MOBEPXHOCTH
KaTajau3aropa WIN Ha MIOBEPXHOCTH BHYTPEHHUX IIOP.
3arem audGyHIUPOBAHHBIC COCMHEHHMS TIOIBEPIatOTCs
OKHCJIMTENILHOH JIeCYb(PypU3aIliK 1 MPEBPAIIAlOTCS B
OKHCJICHHBIC COCAMHEHUS (CyIb(POHATHI). DTH CYIb(O-
HAaTBI 3JICOPOUPYIOTCS U MOCIIEIOBATEIILHO MEPEHOCSTCS
B MOIPAHUYHBIN CJIOH, a 3aTeM B OPraHUYECKYIO (a3y.
Haxkoner, okucieHHbIE COeTUHEHNUS CEPhI U3BIIEKAIOTCS
W3 OpraHuYeckoil (a3l (TOIIMBA) C UCTIOIB30BAHUEM
AllETOHUTPUJIA B KAYECTBE IKCTPArupyrollero are’ra,
a 00pabOTaHHOE TOIUIMBO OTIPABISETCS HA TECTUPO-

BaHHE COAEpkKaHUs cepbl mociue mpoiuecca ODS [26,
28, 50].

BbIBO/1bI

bbun pa3paboTaHbl M UCIIOIB30BAHBI YEThIPE HO-
BbIX KOMIIO3WTHBIX HaHOKaTaJM3aTopa I HCpuoau-
YECKOTO MPOIecca OKUCIUTEILHON JIeCybPypru3aium
C TIETbIO OIEHKH KaK () (EKTHBHOCTH pa3paboTaHHBIX
KaTaJr3aTopoB C TOYKH 3pEHHS YIAaJIeHHsI CEPhI, TaKk U
MIPOU3BOIUTENHFHOCTH PEAKTOPa B PA3INYHBIX PA0OUNX
yCca0BUSX. MBI OOHAPYKUITH, YTO HAHOKATAIN3aTOPHI
v-AlyO3, TOy4YeHHBIE OCAXKISHUEM U 30JIb-TEIIb METO-
JIOM U TIPOKAJICHHBIE MPU Pa3IMYHBIX TeMIlepaTypax,
MPOJIEMOHCTPHUPOBAIIH XOPOIIHE MOP(OIOTHIECKUE
CBOICTBa, 0cOOEHHO ITpH Temnepatype 600°C, BKITO-
vas S4 (327.25 m?/r), PV (0.818 cM3/r), BBICOKYIO CTe-
MMeHb KPUCTATUTHIHOCTH (84%) ¥ BBICOKYIO YHUCTOTY
(97.379%). D10 chnemano WX HaJEKHOW OCHOBOH IS
nporiecca ODS ¢ yuetom mo6asnenuss CNF u akTuB-
HBIX METAJUIOB ISl TIOBBIIICHUS X KaTaJTHUTHYECKON
aktuBHOCTH. Hanecenne CNF mHa y-Al,O3 ymydmmno
XapaKTEePUCTHKU HOCHUTEINS KaTalln3aropa, BKIUast
MEXaHWYECKYI0 MPOYHOCTH (CPeHssI MPOYHOCTH Ha
pasznasiuBanue 3.58 H/mm), o6bem mop (0.672 cm3/r)
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U IUIOINAAb MOBEPXHOCTH (268.78 M2/T). AKTHBHbIE
MeTaJUIbl JOJDKHBI OBITh HaJJISKAIIUM 00pa3oM pac-
MIpe/IeIICHBI TI0 BCEH MMOBEPXHOCTH KaTaln3aTopa, YTo0bl
MPEAOTBPATUTh AKKyMYJIHPOBaHHUE YaCTHUI[ aKTHBHO-
ro MeTajlja. YBeIHYeHUEe KUCIOTHOCTH TIOBEPXHOCTH
TaK)Ke yIy4lIaeT €e KOHTAKT C COSAMHEHHUSIMHU CEpPHI.
[Iponenypa mpoONUTKHA MPUBOIUT K 3HAYUTEIHHOMY
YBEIWYEHHUIO TIJIOMIA I TTOBEPXHOCTH U YIYUIICHUIO
pacmpeneneHus mop, a TaKkKe K XOpoIIeMy pacripere-
JICHUIO aKTHBHOTO MeTalljla, YTO JIeTIaeT ee UAealbHOU
omepanuen s MPOU3BOJCTBA HAHOKATAIN3aTOPOB.
Bri0 mokazaHo, 9T0 BHOBH pa3paboTaHHbIE HAHOKa-
TaJIM3aTOPHI ABJSIOTCS HanOoiee YpPEKTUBHBIMU TI0
CpPaBHEHUIO C KaTaJu3aTopaMH, NCITOIb30BaBITUMUCS
B mporecce ODS mo Hacrosmero BpeMeHu. Makcu-
MaJbHBIH YPOBEHh KOHBEPCHUU COCTMHEHHH CEepHI (T. €.
yIAJICHUS CepPhl) U3 JISTKOTO Ta30MIsI HAOIIOHaICs IS
karanmmuzaropa CAT-3 (87.53%). Taxoii pe3ynbrar ObLI
TIOJIYYICH TIPH YMEPEHHBIX Pab0UnX YCIOBUAX (TEMITe-
parypa 373 K, naBnenne — atmochepHoe, MPOIOTHKH-
TeapbHOCTh peaknnu 90 muH). C TOUKH 3peHus KaTaju-
THYECKON akTUBHOCTH 3 dekTruBHOCTH Nporiecca ODS
JJIA pas3siIMYHbIX KaTaJIru3aTOPOB MOXKHO PACIIOJIOXKUTD
B caexyromem nopsiake: [CAT-3 > CAT-2 > CAT-1 >
> CAT-4].

KOH®JIIMKT UHTEPECOB

ABTOpBI 3asIBJISIIOT 00 OTCYTCTBUM KOH(IMKTA HHTE-
pecoB, TpeOyIOIIEro pacKphITUs B JAHHOW CTaThe.
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JOINOJTHUTEJBbHBIE MATEPWJIbBI

TABJINIBI

Tabauna S1. XuMuyeckue BelecTBa U MaTepualbl, UCIIOIb3yEeMbIE B IIPOLIECCE IPUTOTOBIEHUS KaTajau3aropa

n xapakrepuctuku LGO

XHMHUYECKHUE BEILECTBA Dopmyna DyHKIMH Yucrora, % ITocraBmuk

Hutpat anromunus AI(NO3)3x9H,0 Hcnons3yercs nis npurotosienus | 97 GCC
Hocutelsl Katanmsatopa (Al,O3)

T'unpokcn aMMOHUS NH4,OH Hcnonb3yetcs s mpurotosieHus | 20 GCC
HocuTes Karaimuzaropa (Al,O3)

I'mppar vutpara xxenesa | Fe(NOs3)3x9H,0 Wcnonp3yercs nis mpurotoBieHus | 98 Himedia
akTHBHOTO okcuaa Meraiuia (Fe,O3)

Monubnar aMmmuaka (NH4)6sMo03024x4H,0 Ucnonb3yercs st npuroTosieHus | 98 BDH Limited
akTUBHOTO oKcuma meramia (MoO3)

JnsTHneHmmKkonn (HOCH,CH3),0 Hcnomnb3yeTcs Kak CBA3YIOMUN areHt | 97 BDH Limited
qutst cesizbiBanust (Al,O3—CNF)

OraHon CH,OH Hcnone3yetcs kak pactBoputens 4t | 100 Hayaman
yAaneHus IpUMecel ImyTeM Ioiryye-
Hust (Al,O3)

Cgoiictsa xxuakoro Torumsa (LGO) kak ceIpbs

VYnensHast niuoTHOCTH npu | 0.8343 Temneparypa 3acteiBanus, °C <15

15,5°C

ITnotHoCTB, Tpan. API 38.1 Juctunnsus, °C

O6mee conepsxanue cepsl, | 0.7329 Hauanpnas TemmnepaTtypa KHIICHHS 190

Mmacc. %

Bszkocts npu 37,8°C, cCt | 3.3 O06bem, qucTHUTMpOBaHHEINA TpH 10% 244

Temneparypa Benbiky, °C | 70 O0bem, qucTHIUTUPOBaHHbINA TpH 50% 274

IBer 0.5 = »xenTbIit O6bem, aucTIIIHPOoBaHHBIN Tpu 90% 324

LeranoBoe uncio 48.2 Koneunas Temneparypa KUIEHHs 360

Taoauna S2. Mopdonorniyeckre CBOMCTBA Y-OKCHIIA ATFOMUHHSI

Temneparypa [Tnomaap MOBEpXHOCTH O0beMHas IIOTHOCTh
npokanusanusi, °C (84), m2/r OGrem niop (PV), w3/ Paswep nop (PZ), iv (BD), r/em3
50 269.44 0.674 4.8644 0.808
550 315.89 0.789 5.2063 0.945
600 327.25 0.818 54177 0.982
650 218.45 0.546 4.8528 0.655

Tadmuua S3. CpaBHUTEIBHBIC PE3YIBTAThl PEHTTCHOBCKOH AU(PAKTOMETPHN MEXK/TY ITPUTOTOBICHHBIMU
W CTaHJapTHBIMHU HOcUTensmMu yY-Al,O3

26 (600°C) Beicora, cts pl\;[::;g?{ﬁz?g 20 (cTanmapr) Beicora, cts paCCTol:{A;p)II;?TAOI\EE;);HnapT)
36.7423 208.41 2.44609 37.6 311 2.39
44.6274 210.34 2.03050 45.96 400 1.98
65.9133 394.00 1.41715 66.761 440 1.40

HAHOTETEPOTEHHBIN KATAJIU3 tom 9 Ne |

2024
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