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MeTtoaoMm 30J1b-Teb-CUHTE3a M0JYyYeH HOCUTENb HaHO Y-Al,O3;. HaneceHueM Ha Hocutenb Mg,Si npuro-
TOBJIEH KaTanu3atop Mg,Si/y-Al,O3, KOTOpbIil 0OXapaKTepru30BaH METOJAMU PEHTIC€HOBCKOM NU(paKLUH,
aacopouuu-necopoumnu N,, CKaHUPYIOLIEi 371eKTPOHHO MUKPOCKOIIMU U MTPOrpaMMUPOBAHHOI tecopO-
unu CO,. M3ydyeHa KatanuTudyeckast akTUBHOCTb Mg,Si/y-Al,O3 B peakiuy ruApOKpPEKNHra 1-MeTOKCH-
HadTanuHa (1-MON) u nu6ensmnoBoro 3¢dupa (BE), Momenupyionimx 3¢pupHbEIe MOCTUKOBBIC CBSI3U B Oy-
poM yriie. YCTaHOBJIEHO paBHOMEPHOE paclipeneiaeHue Mg,Si Ha moBepxHOCTU U B nopax Y-Al,O; HocuTe-
ag. Karamuzarop Mg,Si/y-Al,O; MMe BBICOKYIO YAETBHYIO ITOBEPXHOCTh, PA3BUTYIO ME30IOPUCTOCTb,
MPOSIBJISI CUJIbHBIE OCHOBHBIE CBOMCTBA 1 BHICOKYIO KAaTATUTUYECKYIO aKTUBHOCTD U CEJIEKTUBHOCTD TTPU
rugpokpekuHre 1-merokcuHadraiuHa (1-MON) u nubensunosoro ac¢upa (BE) Bcaencrsue cuHepreTu-
YEeCKOTO B3aMMOAEHCTBUS KOMITOHEHTOB Mg, Si 1 Y-Al,O;. I[1pn HauansHOM naBneHuu sogopona 3 MIla u
BpeMeHHU peakiuu 60 MmuH BennunHbl KoHBepcun 1-MON u BE nocturanu 100% nipu remneparypax, co-
OTBETCTBEHHO, 225 1 175°C. CeeKTUBHOCTD IO HA(PTAaTUHY 1 TOIYOdy cocTasisuia moutu 100%, npoayKThl
TMAPUPOBAHMS TIPUCYTCTBOBAIM B CJIEIOBBIX KondecTBax. [Tocie 4-KpaTHOTO IIMKJIa UCTIBITAHUI KOHBEP-
cust BE Ha karanuzarope Mg,Si/y-Al,O; cHuzkanack no 50%.

KoioueBble ciioBa: npsamoe oxcudicenue yeis, meepoblil CynepocHOB8HbLI Kamaiu3amop, Kamairumu4ueckuil euo-

POKpeKuHe, modenvHble coedunerus 6ypoeo yers, —C—QOQ-mocmurosoie cea3u
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1. BBEAEHUE

IIpsimoe oxakenue yrist (DCL) — mepcnekTus-
HBI TIpolIecc IJI MPOU3BOACTBA SKOJIOTUYECKH Oe3-
ONACHOTO >KMIKOIO TOIJIMBA Y XMMUYECKMX BEIeCTB
C BBICOKOM no0aBiieHHOI ctouMocThio [1, 2]. B Ku-
Tae Ha Oypblil yronb npuxoautca 6osee 13% yroib-
HBIX PECYPCOB, OH CUMTAETCSI MOAXOOSIIUM ChIPheM
JIUIST TIpoliecca OXIKeHus. B CcBsI3M ¢ yMeHbIIICHUEM
3aacoB MCKOIMAaeMbIX TOIUIMB M POCTOM CIIpoca Ha
SHEPrUI0 CO3JaHUe HOBBLIX Oojiee 3(hHEeKTUBHBIX
MPOLIECCOB OXIIKEHUSI OypOoro yriasi IIpUBJIEKAET
OoJtbIIIOE BHMMAaHNE UccaemoBaTeneit [3].

Karanmu3zaTopsl urpaot BaxHyo poiib B DCL, oHn
YBEJIMUMBAIOT CKOPOCTb peaKlMM TUIPUPOBAHUS,
U3MEHSsIsl TyTh pacllerieHUsl MOJIEKYJIbl BOIOpoaa 1
CHMXKAas 9HEPTUIO aKTUBALIMU PEAKLIMIA C €r0 yYacTH-
eM [4—6]. IlIupoko u3ydeHbl CBOMCTBA KaTajlnl3aTo-
pos Ha ocHoBe Fe, Ni, Mo, Co, 1pyrux MeTauioB, a
TakXe KUCIOTHBIX KaTanuzaTtopoB SnCl, u ZnCl,. B
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OCHOBHOM HCCJIe0BaHMsI ObLIIM HAlTpaBeHbI Ha yBe-
JIMYEHNE NUCIEPCHOCTU MpeAlIecCTBEeHHUKOB KaTa-
Jm3aTopoB [7—9], MHruOUpoBaHUE arjioMepanuu
akTuBHOM a3kl [10, 11] 1 ycTaHOBIEHUE CUHEPTETH-
yecknx 3¢ @(EKTOB MNOIUMETAIUINYECKNX/HeMeTal-
JIMYecKux Katanu3aTopos [12, 13]. OmHako HEBBICO-
Kasi aKTMBHOCTb KaTaJiu3aTOPOB, TPYAHOCTU MX
peluKia, a TakKe BbICOKasi KOPPO3MOHHAasi aKTUB-
HOCTbh OrpPaHMYMBAIOT BO3MOXHOCTU WX MPOMBIII-
JIEHHOTO IPUMEHEHUSI.

OpraHuyeckasi mMacca Oyporo yIjisi CONEpPXKHUT
00JIbIIIOE KOJTUYECTBO KUCIOPOACOAePXKAIIMX TPYII,
3HAYUTEJIbHASI UX YacTb MpencTaBieHa MOCTUKOBBI-
MU —C—O-CBA3IMH MEXKIY Pa3TUIHBIMU YTIIEBOIO-
pomHbiMu (dparmeHTamu [14]. DddekTuBHOE pac-
MIETUICHWE 3TUX MOCTHKOB SIBIISIETCS Ba’KHBIM 3Ta-
MOM mpeBpallieHus Oyporo yris B XUJIKHWE BEllleCTBa.
Bruto mokaszaHo, 9TO IIEI0YM, UCITOIb3yeMBbIe B Ka-
yecTBe Katanm3aTopa B Impoiecce DCL, mposBasior
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BBICOKYIO aKTUBHOCTb MPU pacllerIeHUU 3(UPHBIX
U CIOXHO3(UPHBIX CBI3€ B MaKpOMOJIEKYJISIPHO
CTpyKTYype Oyporo yris [15, 16], uto B pe3yibrare
CIOCOOCTBYET YBEJIUYEHUIO BbBIXOJA PACTBOPUMBIX
BemiecTB [17—19]. B pa6ore [20] Oypslit yroab Xilin-
haote TioABeEpPrajii CBEPXKPUTUYECKOMY METAHOJIU3Y
B MPUCYTCTBMM IIEJOYM B KauyeCTBE KaTaau3aTopa,
MOJIy4YEHHbIE PACTBOPUMbBIE TPOAYKThl aHAIU3UPO-
Banu MeTonoM I'X/MC. Pe3yiabrarsl 1ToKa3ajiu, 4TO B
YCJIOBUSIX CBEPXKPUTUUYECKOTO METAHOJU3a IMPOHUC-
XOJIUT Pa3pblB MOCTUKOBBIX 3(PUPHBIX CBSA3€il, UTO
MPUBOAUT K YBEJIMYEHUIO PACTBOPUMOCTHU B OpraHu-
YeCKOM pacTBopuTesie. ABTOphI padoThl [21] n3yuyanu
CBEPXKPUTUYECKUIA METAaHOINU3 OypOro yrjisi MecTo-
poxnenusi lenmin B npucyrctBuu NaOH. bsuio
MO0Ka3aHO, YTO BeJIUYMHA KOHBEPCUU U BBIXOI IPO-
JYKTOB 3aBHUCSIT OT MaccoBOro cooTHoueHust NaOH
u yrias. I1pu temneparype 300°C koHBepcus yriisi u
BBIXOJI MPOAYKTOB IOCTUTaId MakKCHMyMa MpU paB-
HOM MaccoBoM cooTHoureHur NaOH u yrs. Ipu-
MeHeHue TBepaoro CaO B KauecTBE OCHOBHOTI'O KaTa-
JIuzaTopa Mo3BOJISIJIO YMEHBIIUTD JaBJIeHUE BOAOPOaa
B peaKkTope 1 YBEJIMYUTD COAEPKaHUE PACTBOPUMBIX
BelecTB B mpoaykre DCL [22, 23].

TBepabie cynepoCHOBHBIE KaTaaIu3aTOPhI, K KOTO-
PBIM OTHOCSIT BEIIECTBA C OCHOBHOCTHIO (H) = 26.0
MPOSIBJISIIOT BBHICOKYIO KAaTATUTUYECKYIO aKTUBHOCTD
B peakuMsiX U3oMepusalu, TpaHCITepudUKaluu,
MpucoeauHeHUsT oiepruHOB Mo Muxasto, AeTUAPO-
reHu3aluu U KoHaeHcaluu cnuptoB [24]. TTo cpas-
HEHUIO C XKMAKUMU TBepAble CYNepOCHOBAHMUS
9KOJIOTMYECKM Oe30MaCHBI U JIETKO OTHCIISIIOTCS OT
MIPOAYKTOB peaklnu. BeaencTBue 3Toro TBEpabie Te-
TepOreHHBIe OCHOBHBIE KaTaJIM3aTOPEI UMEIOT XOPO-
IIIM€ MEPCIEKTUBHI ITpuMeHeHus.. CUJIMLIMI MarHus
Mg,Si, aBasasch ocHoBaHUEM JIblonca, MOXET aKTH-
BUPOBATh MOJICKYJISIPHBII BOIOPO/ ¢ 0Opa3oBaHUEM
MOABMKHOTO Tuapua-uoHa H™, cmocobHoro pac-
mwenasaTe —C—O— MocTtukoBble cBsI3U [25]. Bpuio
IoKazaHo [26], yTo OM(PYHKIIMOHAIBHBIN KaTaan3a-
top Ni—Mg,Si/y-Al,O; IPOSABISIET BHICOKYIO aKTHUB-
HOCTb B TUAPOKPEKUHIEe U TUIPUPOBAHUY SKCTPAKTa
U 3KCTPAKIIMOHHOIO ocTaTKa u3 Oyporo yris Yingge-
majianfeng.

B HacTosmeit paboTe METOIOM 30JIb-TeTb-CUHTE -
3a MOJIy4eH HaHOHocuUTeb Y-Al,O;. [IponuTkoii Ho-
CUTEJISI NMPUTOTOBJIEH KaTtanusatop Mg,Si/y-AlOs.
Karanmutndyeckue cBoiicTBa IPUTOTOBIEHHOTO KaTa-
JIM3aTopa N3y4eHBI B peaKIIny THIPOTeHU3aITMOHHO -
ro pacurervieHns —C—O-cBsi3eit B IMOEH3MIIOBOM
a¢pupe (BE) u B 1-merokcmHadtanunae (1-MON),
KOTOpBIC MOIETUPOBAIM MOCTUKOBBIE CBSI3M B
CTPYKTYpE OpraHMYeCcKoi Macchl 6yporo yrisa. Pac-
CMOTpPEHBI BO3MOXHBIC MapIIPyThl PEaKIIMd pac-
weruieHus cesizeil B 1-MON u BE.
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2. OKCITEPUMEHTAJIbHAA YACTb

2.1. Mamepuanel. 3omponmiar aTloMUHMUS ObLI
npuodpeTeH y KoMitanum Sinopharm Chemical Re-
agent Co., Ltd, (Illanxaii, Kuraii), cumuimag MarHus —
y Jinzhou Haixin Metal Materials Co., Ltd (JIsonuH,
Kuraii), monensHbie coenuHeHust 1-MON u BE — y
Aladdin Industrial Inc. (1lanxaii, Kuraii). PactBopu-
TEJIM TOJIYOJI, U3OIPOIUIOBbII CITUPT, YeThIPEXXJIO-
PUCTBIN yIJIepoa Y LIMKJIOTeKCaH, UCIOJIb3yeMble B
SKCHEPUMEHTAX, SIBJISIOTCS KOMMEPUYECKH IIprUoope-
TEeHHBIMU peareHTaMu, Iepel MPUMEHEHUEM OYU-
IIEHbI TEPETOHKOM C MCITOJIb30BAHUEM POTOPHOTO
ucnapurtenst Biichi R-210.

2.2. Ilpuecomoenenue kamaauzamopa. VI3o1porm-
naTt amoMuHuS Maccoit 20.4 T pactBopsim B 200 Mt
TOJIyOJIa C UCIIOJIb30BAHUEM YJIbTPA3ByKOBOIO AMC-
rnepraTopa, u NoJy4yeHHbIid pacTBOpP 0003HAYMIIU KaK
pactBop I; 7.0 MJ M30IIPOIIMIIOBOIO CITMPTA CMEIIIM-
Basiu ¢ 5.4 mu1 H,O, 1 pacTBop 0603HauuIM Kak pac-
tBOD II. K pacTBopy Il nmpu nepemenimBaHu 100aB-
JISLIA 110 KarisiM pacTBop 1. PeakuinoHHy0 cMmech
nepemelnmBaiu B TedyeHue 5 4 npu 80°C, oTduib-
TPOBBIBAJIU, OCaA0K HA (DUJIBTPE BHICYIIINIIU B BaKyy-
Me Tipu 60°C B TeyeHUe 12 4, 3aTeM MPOKaJINBaIN B
MmydenbHoi rteun mpu 550°C B TeyeHMe 3 4, YTOOBI
MOJyYUTh HOCUTEND Y-Al,O5.

751 npurotrosneHus: Katanuzaropa Mg,Si/y-Al, 04
B KPYTJIOJOHHYIO KOOy 100aBiIstiin 5.0 T IToIy4YeHHO-
ro y-Al, O3, 0.5 T Mg,Si u 150 ma CCl,. Cmech BCTpsi-
XWBaJIU B YIbTPAa3BYKOBOM artrnaparte B TeueHue 30 MUH,
3aTeM KUTISITWIM ¢ OOpaTHBIM XOJOAUJIbHUKOM TPU
90°C B TeueHue 8 4. [Tocie oxtaxkaeHus 10 KOMHAT-
HOI TeMmepaTypbl, OT(GUIbTPOBBIBAHUS OcCaaKa U
cywiku nipu 100°C B TeyeHue 4 4 moJiydasaiyd KaTajan3a-
Top Mg,Si/y-Al,O;.

2.3. Xapakmepucmuka xamaauzamopa. Hudpak-
TOrpaMMbl CHUMaJIM Ha nudpakromerpe Bruker DS
Advance ¢ nanyaennem Cuk, = 1.5406 A ripu 30 kB n
20 MA B ngmuana3one 20 ot 3° no 80°. M3oTepMBbI an-
copOuuu-necopoumnu N, ojydyajiv ¢ UCIOJIb30BaHU -
€M 00BbEMHOTr0 acOpOLIMOHHOrO aHaau3aTtopa BELL
Belsorp-Max ipu —196°C. O6pa3siibl peaBapuTeIb-
Ho aerazupoBaiu 1pu 200°C B TeueHue 5 4. OOIIyIO
YIETbHYIO NOBEPXHOCTb (Apgy), YACIbHYIO MOBEPX-
HOCTb Mukpornop (V,,.), pacrnpeneieHue Me30mop
(Dg;y) v Muxkponop 1o pazmepam (Dyx) pacCUUThIBa-
JI1 U3 U30TEePM C UCIIOJIb30BaHUEM MeTOoa0B BET,
t-plot, BJH v HK cOOTBETCTBEHHO.

Mopdomoruio 1 XUMHUIECKHUI COCTaB KaTalu3a-
TOpa WCCIEIOBAIM C TIOMOIIBIO CKaHUPYIOIIETO
9JIEKTpOHHOTO MUKpockona (SEM) (FEI, Quanta
TM 250), 000pya1oBaHHOTO 3HEPTOANCIEPCUOHHBIM
cunexkrpomerpoM (EDS) (Bruker, Quantax 400-10).

OCHOBHOCTb KaTaJIn3aTopa OIpeaeIsyIi METOIOM
TepMoIIporpaMupoBaHHoi necopouuu CO, Ha npu-
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Puc. 1. PentreHorpammel Hocutes Y-Al,O5 1 kaTanusa-
Topa Mg,Si/y-Al,O3.

6ope TP-5080 c meTeKTOpOM MO TEILIOIPOBOIHOCTH.
Oo6pa3sen (HaBecka 50 MT) IIpenBapUTEIbHO 00pada-
teiBasii mpu 400°C B reuenue 0.5 4. [Tocne oxnaxue-
ausg 1o 50°C momaBamu CO, B Teuenue 0.5 4, m1ocie
Yyero nomaBaiuv a30T B TeueHue 1 9 115 yaajaeHust pu-
3uuecku ajgcopobupoBaHHoro CO,. lecopoiuio CO,
OCYHIECCTBJISIIM B TeMIIepaTypHOM HWHTepBaie 50—
900°C B motoke azota (30 MJI/MHUH).

2.4. Kamaaumuueckas peaxyus. B aBToKIaB 3arpy-
xamu 2.0 r BE (wmu 1.5t 1-MON), 0.1 r Mg,Si/y-Al,O;
u 20 MJI IMKJIOTeKCaHa, MOCJIe Yero Cocy IpoayBaIn
BOIIOPOIOM U 3aTeM MOBHIIAIN gaBieHue H, (mo 1—
4 MIla). ABTOK/IaB OBICTPO HarpeBaIn 10 TpeOyeMoii
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TeMIIepaTyphl U BbIIEPXKUBAIU ITPU ITOM TEMIIepaTy-
pe B TeueHHE YCTaHOBJEHHOTO Nepuoaa BPEMEHMU.
IMocne oKkoHYaHUST peaKIuu U OXJIaXKISHUS 10 KOM-
HaTHOM TeMIlepaTypbl peakilMOHHYI0 CMeChb U3BJiE-
Kajayu U3 peaktopa u dwibTpoBaau. PuibTpaT aHa-
JIMBUPOBAIM Ha Ta3oBOM XpOMAaTO-MacC-CIeKTPO-
metpe Agilent 7890/5975 (I'’X/MC), o60pynoBaHHOM
KalmuuIIpHO# KOTOHKOH (60 M X 0.25 MM X 0.25 MKM,
¢daza HP-5MS) u kBagpynoJbHBIM aHAIU3aTOPOM,
paboTaiolmmM B pexxume 3eKTpoHHoro yaapa (70 aB).
KammisapHyio KonoHKy Harpesanu ot 60 mo 300°C
co ckopocTtbio 10°C/MuUH, 3aTeM BbIAEPKUBAIU TIPU
300°C B TeueHHne 6 MUH.

3. PE3SVIIBTATBI 1 OBCYXIEHHUE

3.1. Peumeernoghazosvtit anaauz. Ha puc. 1 mokaza-
Hbl tudpakTorpammel Hocutens Y-Al,O; 1 kaTanusa-
topa Mg,Si/y-Al,O; B nuamazone 20 ot 10° mo 80°.
IMuxu ipm 26 , paBHOM 39.6°, 45.8°, 67.0°, oTHOCSATCS
K Kyoudeckoir y-Al,O;, a mmku mpu 24.2°, 28.1°,
40.2°, 47.5°, 49.7°, 58.0°, 63.8°, 65.7°, 72.9°, 78.0° —
K KpUCTaJUIMUeCKUM vactuuam Mg,Si. dudpakiu-
OHHbIE MUKU J1J11 Mg,Si y3Krie 1 UHTEHCUBHBIE, YTO
noaTBepxKaaeT 3P GEeKTUBHOCTL HAHECEHUS HA HOCH -
teab Y-Al,Os.

3.2. Anaauz mekcmyphuix xapakmepucmuk. V130-
TepMBI amcopoImi-aecopormu N, 1 pacrpeneicHue
Top 1o pa3Mepam it Hocurens Y-Al,O; v KaTanuza-
topa Mg,Si/y-Al,O; noka3zaHsl Ha puc. 2, a, 6. O6a
o6pasua, kak y-Al,O; HocuTeNb, TaK U KaTaau3aTtop
Mg,Si/y-Al,O;, TOKa3bIBAIOT TUIMUYHYIO HU30TEPMY
tuna IV ¢ netneit rucrepesrnca H1, kortopas, co-
rnacHo kinaccuukauuu [UPAC, xapakTepHa OIS
KaIMJIIIpHOM KOHIEHCAIlUM B Me30Ilopax. DTo
YKa3bIBaET Ha TO, 4YTO HOocUTeb Y-Al,O; 1 KaTanu-
3arop Mg,Si/y-Al,O; SBASIOTCS ME30HOPUCTBIMU
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Puc. 2. M3oTtepmbl ancopbunun-aecopobumu a3oTa (a) U pacnpeneaeHue oobema nop mno pasmepam (6) B Mg,Si/y-Al,O3 1 Ho-

cutene Y-Al,O3
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Ta0muna 1. [TapameTpsl nopucToii CTpyKTyphl Hocutens Y-Al,O; 1 Katanuszatopa Mg,Si/y-Al,O4

O6pasen VienbHasi TOBEPXHOCTh, M2/T O6BbeM 1op, CM>/T HnameTp mop, HM
v-Al,O4 350 0.34 4.68
Mg,Si/y-Al,O4 315 0.20 3.38

MmatepuaiamMmu. OCHOBHOM 00BEM IIOPOBOIO IpPO-
cTpaHcTBa B Hocutene Y-Al,O; U B KatajusaTope
Mg,Si/y-Al,O; npuxoanTCs Ha TTOPHI C pa3MepaMu OT
2.0 mo 4.0 HM, cpegHUN AUaMETp ITOpP B HOCHUTEJIC
v-Al,O3; cocTaBisIET OKOJIO 2.5 HM — HEMHOTO 00JIb-
11e, yeM B KaTanmzarope Mg,Si/y-Al,Os.

TekcTypHBIE XapaKTepHUCTUKU, TaKNe KaK YaeTb-
Has TOBEPXHOCTh, 00BEM TTOp, CPETHUM THaMeTp TTOp
Hocurensa Y-AlL,O; u katanusatopa Mg,Si/y-Al,O4
npuBeneHsl B Tabu. 1. Karanuzatop Mg,Si/y-Al,O;, B
CpaBHEHHMHU C HOCHUTEJIEM, MMeeT HECKOIbKO MEHb-
IIIYIO YIETbHYIO IIOBEPXHOCTh, 00BEM ITOP W THaMeTpP
op, 4To 0OyCI0BJIeHO BHeApeHueM Mg,Si: ynenbHas
MOBEPXHOCTDb KaTajlM3aTopa rnocjie HaHeceHust Mg, Si
yMeHbLanack ot 350 go 315 M2/ 1, 06beM nop ot 0.34
10 0.20 cM3/r, nuamerp mop ot 4.68 10 3.38 HM.

3.3. Tepmonpoepammuposannas decopoyus CO, das
xamaauzamopa Mg,Si/y-Al,O; OCHOBHOCTb KaTalu-
3aTopa Mg,Si/y-Al,O; U3yyeHa Mo JaHHBIM TEPMO-
nporpamMupoBaHHOM necopoimu CO,, 9To IMMOKa3aHo
Ha puc. 3. Karanuzatop Mg,Si/y-Al,O; umeeT nBa ae-
COpOLIMOHHBIX MMKA B TUAaIla30He TeMIteparyp oT 450
mo 750°C, 9To yKa3pIBaeT Ha MPUCYTCTBUE CHUTBHBIX
OCHOBHBIX LeHTpoB. [Tuku npu 510 u 640°C MOxKHO
oTHecTHU K aecopbunu CO, ¢ yactuur Mg,Si npodyHo u
€1a00 CBS3aHHBIX C MOBEPXHOCTHIO Y-Al,O5 cooTBeT-
CTBEHHO.

3.4. Peayabmame:r SEM u EDS. MuxkpodoTtorpa-
dum, monydeHHBIE Ha CKAaHHPYIOIIEM 3JEeKTPOH-
HOM MUKPOCKOITe, UIT HOCUTENIS M KaTaJau3aropa
Mg,Si/y-Al,O; noka3zansl Ha puc. 4. [1o cpaBHeHUIO
¢ HocuTesieM KatanuzaTop Mg,Si/y-Al,O; umeer wie-
pPOXOBaTYIO TTOBEPXHOCTh M3-3a HAHECEHUSI CHJTAIIH -
Ila MarHusI, KOTOPBIM pacmupeneeH Ha MOBEPXHOCTH
U B nycrotax Y-Al,O;. 910 comacyercsi ¢ JaHHBIMU
0 pacmpeneJeHuIo mop 1o pa3mepaM (puc. 2, 6) u
BEJIMYMHE YISTHLHOM TTOBEPXHOCTH M 00BhEMa Me30-
rop (ta6j. 1). B To BpeMs Kak MHAMBUAYaJIbHbII HO-
cuteiib Y-Al,O5; XapakTepu3yeTcss HUIMYMEM ME30II0p
¢ pa3MepaMHu OT 2 10 4 HM, nocjie HaHeceHuss Mg,Si
HaOJIIOMaeTCsl CYIIeCTBEHHOE YMEHbBIIIEHUE YAeb-
HOI1 TIOBEpXHOCTH, pa3Mepa Mnop 1 oobeMa 1op.

I[lo maHHBIM 3HEPTONMCIIEPCUOHHOM CITEKTPO-
ckoriuu (EDS), nHa kartanusatope Mg,Si/v-Al O,
TMIPUCYTCTBYIOT YTJIEPOI, KUCIIOPO, aTIOMUHWM, Mar-
HUI 1 KpeMHU (puc. 5). Yriiepon MOXXHO OTHECTU K
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MPOBOMSIICH YyIIepoaHOH TUIeHKe B mpoluecce EDS,
Al u O nmpuHaajexaT HocuTeo, a Mg u Si K HaHe-
ceHHOMY Mg,Si, npumMeceil Apyrux 3J1EMEHTOB B Ka-
Taau3aTope He 0OHapy>KeHO.

3.5. Kamanumuueckas akmusnocms. TemmepaTtypa
SIBJISIETCSl HanboJiee BaXXHBIM (DAKTOPOM, OIpeacsi-
IOIIMM aKTUBHOCTb KaTajm3atopa. bblio M3yyeHO
BJIMSTHUE TEMIIEPATyphl peakliuU Ha BEIMYMHY KOHBEP-
cun BE n 1-MON Ha katamusarope Mg,Si/y-Al,O;.
PucyHok 6 TTokasbeIBaeT, 4TO KOHBepcHs Kak BE, Tak
u 1-MON yBennuuBaeTcs C ITOBBIIIICHUEM TeMIIepa-
Typbl. BE nipeBpaliajicst mouyTv NoJHOCTBIO MPU 10-
cTikeHuu teMiieparypsl 175°C. Tonyoon siBisiiics oc-
HOBHBIM MPOAYKTOM, €r0 BBIXOJ COCTaBJISIJT MOYTHU
200 mout. %, GeH3WIOBBII CIMPT OOHAPYKUBAJICS Ha
ypoBHe ciieqoB. KonBepcusi 1-MON pocrturana
100% mipu Temrepatype 225°C, BeIXOObl HadpTaanHa
U TeTparuapoHadTaimHa cocTaBsu 99 u 1% coort-
BETCTBEHHO. TakuM 006pa3oM, MoJydYeHHbIE Pe3yJib-
TaThl MTOKA3bIBAIOT, YTO KaTanuszaTtop Mg,Si/y-Al,O4
MPOSIBJISIET BBICOKYIO 3(P(heKTUBHOCTb IMPU TUIPO-
kpeknHare 1-MON u BE, npoiiecc mpoTekaer ¢ ce-
JIEKTUBHBIM pa3pbiBoM C—O-cBs3eil B 00eX MoJie-
KyJax. YHUKaJbHblE KaTaJIUTUYECKUE CBOMCTBA
0OyCJIOBJIEHBI HE TOJbKO OOJBIION YyAedbHOI ITO-
BEPXHOCTBIO KaTaju3aTopa, HO, BO3MOXHO, 1 BCJIEI -

640°C

MNHTEHCUBHOCTD

Mg,Si/y-Al, 04

400 500 600 700 800

Temneparypa, °C

100 200 300

Puc. 3. Kpusas TII CO, nia katanusatopa Mg, Si/y-
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10 pm

Puc. 4. Mukpodotorpaduu y-Al,O3 (BBepxy) u Mg,Si/y-Al,O3 (BHM3Y).

Kev

Puc. 5. Cniextp EDS xaTtanuzatopa Mg,Si/y-Al,O5

CTBHE CUHEpIrU3Ma B3aumMoneicTBus yactuir Mg,Si ¢
MOBEPXHOCTHBIMU LEHTPpaMUu Hocutess y-Al,0;.

Kak mokazaHo Ha puc. 7, B IPUCYTCTBUH CUJIBHBIX
OCHOBHBIX LIEHTPOB Mg,Si MosieKyIsipHbIiA BOIOPO/I
MOXET MOBEPraThCsl reTEPOIUTUUECKON auccolia-
MU ¢ 00pa30BaHUEM AKTHBHOTO MOJABUXKHOTO TWJI-
pun-uoHa H™ u HermoaBUXKHOTO CBSI3aHHOTO C OCHOB-
HBIM LIeHTpoM noHa H* [24]. I1pu B3auMOIeiCTBUAN C
moiekynoit 1-MON runpun-non H™ arakyer unco-

MoJ0XeHNe HapTAIMHOBOTO KOJIbIIA, MOCISAYIOIIHIA
pa3psiB cBsi3u C—O mmpuBOAUT K 00pa3oBaHMIO Ha(d-
TanuHa U MeTaHosna. B caygae BE runpun-non H™
aTakyeT Me30-TI0JIOKeHUEe OCH3UJILHOTO aToMa yrjie-
pona, Ipu noclienymoiineM pacuiermieHuu ¢css3u C—0O
00pa3yloTcsl TOAYOJ U aJIKOTONSIT-aHUOH, KOTOPBII,
orpbeiBasi H" OT MOBEpXHOCTHOrO LIEHTpa KaTalin3a-
TOpa, IpeBpallaeTCs B HEUTPaIbHYIO MOJIEKYJTY OCH-
3uJioBoro cnupra. IlocnenHuit majiee momBepraercs

XUMUA TBEPAOI'O TOIUVIMBA  Ne 1 2022
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Puc. 6. Barusaue teMnepartypsl peakiuu runpokpekutra BE (a) u 1-MON (6) Ha BeIMYMHY KOHBEPCUM M BBIXOI IPOIAYKTOB
Ha KaTtanusarope Mg,Si/y-Al,O5. Karaimsarop 100 mr, HavanbHOe naBieHne sogopoaa 3 MIla, 1 4.
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Puc. 7. Cxema MexaHU3Ma rMAPOKPEKMHTA IByX COSAMHEHWI, MOJEIMPYIOLIMX KUCIOPOI-COAEPKAIIKME CTPYKTYPHbBIE MOCTH -

KU B 6ypoM yrite. SSB - kaTanuzarop Mg,Si/y-Al,O5.

Me30-aTake Tuapua-unoHoM H~ ¢ pacmenieHueMm
C—0O-cBs3u u obpazoBanvem H,O u BTOpOi1 MOse-
KYJIbI TOJTyOJIA.
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Ha puc. 8 BuaHo, yTo KOHBepcust BE 1 Bbixon To-
JiyoJia 3HAaYUTENbHO YBEJIMYMBAIOTCS C TTOBBILLIEHUEM
HavyaJIbHOTO JaBJ€HUS BOJOPOJA U JOCTUTAIOT MaK-
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Puc. 8. BiustHue HauanbHOTO 1aBI€HMS BOLOPOJIA HA TIOKa3aTeIM aKTUBHOCTHU KaTtanusaropa Mg,Si/y-Al,O5 pu ruapokpe-

kunre BE (a) u 1-MON (0).

cumyMa 1ipu 3 MIla. Beixon GeH3UJIOBOTO CIIMpTa
OCTaeTcsl Ha HU3KOM YPOBHE MPY U3MEHEHUU NaBJie-
Hus Bogopoaa ot 0 no 4 MIla. AHaiorndHeIM oOpa-
30M BJIMSIJIO NaBJieHWE BOJOPOJAa HAa KOHBEPCUIO
1-MON wu BbeIxon TeTparuapoHadTalnHa. DTU pe-
3yJbTaThl 03HAYAIOT, UTO TMOBBILIEHUE TaBJIEHUS BO-
nopopa no 3 MIla 3HauuTeTbHO YCKOPSIET TMAPOKPE-
kuHT BE no 6en3unosoro cnupra, a 1-MON 1o Tet-
parngpoHadTammHa. O0e MOJEKYJbl TTOJHOCTHIO
peBpalliatoTcs pu JaBiaeHru Bogopona ot 3 104 MITa.

BbU10 n3y4eHOo TaKKe BIMSIHUE BpEMEHU peaKIiu
Ha nipeBpaiienre BE u 1-MON. U3 puc. 9 cienyer,
yto BeanduHbl KoHBepcuu BE 1 1-MON MoHOTOH-
HO YBEJIMUMBAIVCh CO BpEMEHEM peakLuu, yepe3 1 u
nmocturaiock 100%-Hoe nipeBpaiieHue. [1o monyueH-
HBIM pe3yibTaTaM OIpele/IcHbl ONTUMAaIbHbIE YCIIO-

100
© 80
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§ —o— BE
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20
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Bpewms, mun

Puc. 9. BiustHue poaoJDKUTEIbHOCTH peakiIuy Ha KOH-
Bepcuio BE 1 1-MON.

BUSI peaklMU: HadyajibHOe JaBjieHue Bomopona 3 Mlla,
temmeparypa 175°C mins BE u 225°C mns 1-MON,
OPOAOKUTEIBHOCTD peakiuu 1 4.

CymMMupys pe3yiabTaTbl, OTMETHUM, YTO YKa3aH-
Hble ycnoBus ruapokpeknara 1-MON u BE Ha karta-
Jm3atope Mg,Si/y-Al,O; Msirue, yeM omyobJIMKOBaH-
HBIE B padoTte [24]. B mybmikyeMoit paboTe MCIToIb-
30BaJICS CBEXETIPUTOTOBIEHHBIA Y-Al,O3-HOCUTEND.
Bo3MoxXHO cuUHepreTudyeckoe B3aMMOIECTBUE Ha-
HECEHHBIX YacTvL Mg,Si ¢ aKTUBHBIMU LIEHTPaMHU Y-
Al,O; HOcUTEN CNOCOOCTBOBAJIO MOBBIIIEHWIO KaTa-
JINTUYECKON aKTHBHOCTH KaTtanm3atopa Mg,Si/y-Al,Os.

By TipoBeaeHBI OMBITHI TI0 PELIUMKIUHTY KaTa-
nuzaropa Mg,Si/y-Al,O;, yTo TToka3aHo Ha puc. 10.

Konsepcus BE ymeHblIagacek ¢ yBeJanyeHUEM YUCiIa
UKIIOB. Ilociie 4YeThIpeXKpaTHOIO KaTaJIUuTUYECKOTO

—_
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o
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(e}
=
T

(=N
(=)
T

Kounsepcusa BE, %
N
(e

1 2 3 4
Yucao HuKIoB

Puc. 10. BiusHue yncia KaTaTATUYECKUX IIUKIIOB peak-
LMK Ha KaTanusaTope Mg,Si/y-Al,O3 na konsepcuio BE.
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peUMKia aKTUBHOCTh KaTajiu3aTopa CHUXKanach IO
50%, 4T0, OYEBUAHO, CBSI3aHO C Je3aKTUBAIUCIi aK-
TUBHBIX LIEHTPOB Mg,Si-KaTtaiu3aTopa.

BbIBO/1bI

IIpu TuapoKpeKMHIe HAa MPUTOTOBJICHHOM KaTa-
nusatope Mg,Si/y-Al,0; npocTturaizoch MOYTH
100%-noe npespaiteHue BE n1o Tonyomna (ipu 175°C)
u 1-MON no HadTanuHa (ipu 225°C), yTo cBUe-
TEJIbCTBYET 00 YHUKAJIbHOUN aKTUBHOCTHU U CEJIEKTUB-
HOCTM KaTaJiu3aTopa B OTHOILIEHUU pacllerlIeHUs
—CO-MOCTUKOBBIX CBSI3€if B MSITKMX YCJIOBUSIX.
OnucaH MeXaHU3M I'MIPOKPEKMHIa Ha KaTaJlu3aTope
Mg,Si/y-Al,O;, commacHO KOTOpOMY KaTalau3aTop
CocoOCTBYeT 0Opa3oBaHWIO MOABUXHOTO THUIAPUII-
noHa H™ u ero nepeHocy B mezo-nonoxenue BE niun
unco-nonoxenune 1-MOM. AKTUBHOCTb KaTajlM3a-
TOpa CYIIECTBEHHO CHMXKaJach IOCJe HECKOJIbKMX
PELMKIIOB, YTO CBSI3aHO C Ae3aKTUBALIMEN aKTHUBHBIX
ueHTpoB Mg,Si. Karanuzarop Mg,Si/y-Al,O; npen-
CTaBJISIET TIEPCIIEKTUBHOE HampaBieHWe B CO3MaHUU
HOBBIX 3(P(PEeKTUBHBIX KaTaIM3aTOPOB MJIsI MPOIlec-
coB DCL.

OMHAHCHUPOBAHUE

Pat6ora mommepxana HammoHanbHBIM (DOHIOM ecTe-
cTBeHHBbIX Hayk Kwutas (rpanHt 21676293) u KIl0YEBBIM
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€CTeCTBEeHHbBIX HayK Kurast u npaBurenbcTBa CUHBLBSH-
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