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KHHETUYECKHNE 3AKOHOMEPHOCTH ITPOTEKAHUSI TETEPOI'EHHO-KATAJIMTHYECKUX
MMPOLECCOB OYUCTKH I'A30BbIX BIBPOCOB

CoBpeMeHHBIH TTOAX0M K pa3paboTke WHXXKEHEPHOTo O0(hOPMIICHHUS T€TEPOreHHO-KaTaIUTHUECKUX MPOLIECCOB
OYMCTKH Ta30B OCHOBBIBAETCS Ha pa3paboTke KWHETHUECKON MOJIEIH HCCIIeyeMON PEeaKkIMy ¢ y4eTOM BIHSHUS
BXOAHBIX mapaMmeTpoB. [1,2]. OnpeneneHue Takux MapamMeTpoOB M CTENEHM UX BIUSHUS Ha IPOLECC SBIAETCA
BaXKHOI 3ajmauell. PemieHue mnocTaBieHHOM 3aJadd OCHOBAaHO Ha JETAJbHOM U3YyYEHHHM TI€Te€pPOreHHO-
KaTaJMUTHYECKOTO Tpoliecca HEHTpann3aluy BPEeIHBIX a30BBIX BBIOPOCOB M ONPE/EICHUH 3aKOHOMEPHOCTEH,
KOTOpBIE ONMCHIBAIOT KUHETUYECKYIO 00J1acTh MPOTEKaHUs Ipoliecca M JaroT BO3MOKHOCTD M0100pa ONTUMaTb-
HOro cocTaBa KaTayiuzaropa [3].

[ocne cTaguu mepeHoca BEMIECTBA M3 ra30BOr0 IMOTOKA HA MOBEPXHOCTh HOCHUTEIS C HAHECEHHBIMHU Ha HETO
KaTaJIUTHYECKH aKTHBHBIMH 3JIEMEHTAMH CKOPOCTh Ie€T€pOreHHO-KaTATUTHIECKOTO Mpoliecca 00yCIaBIuBaETCS
CKOPOCTBIO XMMHUYECKOH peakuuu [4];

wo=-—L, )

rae W — CKOpOCTh XUMUYECKOU PEAKIMH i-I0 Ta3000pa3HOro BEIIECTBA, I/C; Nj — KOJHYECTBO BEIIECTBA i-TO Ta-
3000pa3HOro KOMIOHEHTa, MOJib; dt —BpeMeHst KOHTaKTa B3auMojeiicTByomux ¢as, ¢; F — miomans KoHTaKkTa
das, M.

YyuteiBas, 4To:

n = Ci -V 2

rae V, — 06beM peakropa, M>; C; — KOHIIEHTPALHS i-I0 ra3006Pa3HOr0 KOMIIOHEHTa, I/M°;
a TaKXKe CBSI3b IUIONIAAN KOHTaKTa (a3 ¢ MOBEPXHOCTHOW KOHIEHTpAIME KaTAIMTHYeCKH aKTHBHOTO COe/IHU-
HCHUA HA HOCUTCJIC:

F =S Ce. ®3)

rae Sy — IUIoMmaab, 3aHATAs KaTaan3aTopoM, M Ciat — KOHIICHTpAIW KaTATUTHYSCKH aKTUBHOTO COCIUHCHUS,
r/M%; M — TI0Ka3aTesb CTEIeHH;

Ha OCHOBE 3aKOHA JICHCTBYIOIINX Macc [5] onrcaHne XUMHUIECKOH peakuy B KHHETHYECKOW 00IacTH MpoTe-
KaHUS TeTePOrCHHO-KaTaIUTHIECKOTO MPOIecca IMEET BH/I:

dC; S
——Ji-k.c. .-Zk.cM 4
dtk i Vp kat ( )

rie K — KOHCTaHTa CKOPOCTH XUMHUECKOM PeaKIluy, ¢t
TemneparypHasi 3aBUCUMOCTh KOHCTAHTBI CKOPOCTH PEaKIIMK M0 YpaBHEHHIO Appernnyca [4]:

E

k=k,-e RT, (5)

rae Ko — mpemdKCIIOHeHITNATBbHBIA MHOXHUTENb,; E — dHeprust akTuBanuu, k/x/Moib; R — yHUBepcaibHas ra3o-
Bas nocrosiHHas, Jx/(Monb-K); T —remneparypa B 30He peakiuu, K.

HccnenoBanus npoBOoAMINCH Ha JJaOOpaTOpHOM CTEHJIE ¢ UCTIoNb3oBaHueM peakropa PYC-II [6] npu usyue-
HUM IPOTEKAaHUS TeTePOreHHO-KaTaIUTHUECKOH HeHTpaln3allui ra30Boil cMecH, COCTOAIIEH U3 yTIeBOAOPOAOB
U KUCJIOPOJla, Ha KEpaMUYECKOM HOCUTENE C HAHECEHHBIM Ha €ro MoBepXHOCTh karanuzaropoM CozO,. Iona-
BaeMasi B peakTop ra3oBas CMECh COJEP)KUT KUCIIOPOA B 3HAYMTEIHLHOM H30BITKE 10 OTHOLICHUIO K OpraHuye-
ckuM npumecsm. Ipu ycnoBum, 4to aacopOLust peareHToB Ha MOBEPXHOCTH KaTAJIMTUYECKOTO IPeodpa3oBaTels
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COOTBeTCTBYeT n3orepme JIeHrmiopa [7] 1 ero HoBEpXHOCTH SBISIETCS OTHOPOIHOM, TO IPOTEKAIONIYIO PEaKIHIO
MOXHO PacCMaTpPUBATh KaK PEaKIUIO EPBOTO MOPS/IKA 110 YIIEBOA0POIaM.

B pesynprare maTerpupoBanus BeipakeHus (1) ot C, mo Cp u ot 0 10 ty modydeHa 3aBUCHMOCTD CTETICHH
NPEBPAILCHUS YTIICBOAOPOIOB B KHHETHYECKOH 00JIaCTH OT apaMeTpoB Iporiecca:

273 E S
X, =1—exp| —t, ~T-k0 -exp(—ﬁ)-q? V—k . (6)
p

CeHg . 3. ~CgHg
rae C, — KOHIIGHTpAIMA Ta3000pa3HOro BElecTBa B HaYaJbHBI MOMEHT BpeMeHH, I/M°; C, — KOHIIEH-

Tparis Ta3006Pa3HOro BEIECTBA B KOHIIE PEAKIHH, I/M°; ty — BpeMsi KOHTAKTa ra30BOr0 MOTOKA C KATalH3aTo-
pom, c.

Ha ocHoOBaHMM NOJXy4eHHOW 3aBUCHUMOCTH (6) NMPOBEAEH DS IKCIEPUMEHTOB, B KOTOPHIX HCCIIEIOBAIUChH
TeMIIepaTypHbIe 3aBUCUMOCTH KaTaJIUTUIECKOH KOHBEPCHH YTIEBOAOPOAOB OT YIPABIAIONINX [TapaMEeTPOB Mpo-
Iecca: HayaJbHOW KOHILEHTPAIMU YIJIEBOJOPOJOB, MOBEPXHOCTHOM KOHIEHTpPAIMH KAaTAIUTHYECKH aKTUBHBIX
3JIEMEHTOB Ha HOCHTEJC, BpEMEHH KOHTakTa (a3 M IUIOMAAN HOCHUTENS, 3aHITOH KaTAINTHYECKH aKTHBHBIMHU
LEHTPaMH.

Jst HaX0KICHUS TAKHX [apaMeTPOB BbIpakeHU (26), Kak IPEeIIKCIIOHCHINATBHBII MHOKHUTENb Ko, SHEpTHs
aKTHBaIMY £ ¥ 3HaUEHHE CTETICHH 71, 3aBUCUMOCTS (4) ¢ yueToM (5) norapnpmMupoBaHa U JHMHEAPH30BAHA!

OCGHG E S
In(ln————) =In(k,) ———+n-InC, +In—=+Int, . 7
(n o) = ntka)~ o cHinge i )

[To maHHBIM MPOBEJCHHBIX 3KCIEPHUMEHTOB COCTABJICH MACCHB 3HAYCHHMU, BXOASAIINX B 3aBHCHUMOCTH (6), B
konmdecTBe 48 Touek. B pe3ynbprare BBIUMCICHHN BbIpaxkeHHs (7) HaleHbl 3HAUYEHUS >HEPTUU aKTHBALUU
E=1,331~105 JIk/MOJTb; IPEI3KCIIOHSHIIMATBHOTO MHOXKUTENS Ko=3,358- 108 ¢ u mokasaTens crenenu n=0,547.

[To momyyeHHOMY BBIpa)KEHHIO (6) pacCUMTAaHBI 3HAYCHUS CTEIICHEH MpPEBPaIICHHs YTIICBOJOPOIOB B KHHE-
TUYECKOH 00JaCTH MpPHU pa3TMYHBIX 3HAYCHHIX IMOBEPXHOCTHON KOHIIEHTpAINH KaTaju3aTopa Ha HOCHUTEIE, Ha-
YaIbHOW KOHIICHTPAIIMH YTIIEBOJAOPOIOB B Ta30BOM IOTOKE, BPEMEHH KOHTaKTa (ha3 U IOl HOCUTEIS, 3aHs-
TOW KaTAIMTHYECKU AKTUBHBIMHU IICHTPAMHU.

PesynbraThl pac4eToB B CpaBHEHUE HX CO 3HAUCHUSIMH CTEIICHEH KOHBEPCHH YTICBOAOPOIOB, MOTYICHHBIMA
Ha OCHOBaHHH YKCICPUMEHTAIBHBIX TAHHBIX, Tpa()UIeCKH IPEeICTaBICHbI HA puc. 1-4.

Pucynok 1 — TemmiepaTypHbIe 3aBHCUMOCTH CTETICHEH KaTAIUTHIECKOH AECTPYKIUHU YTIeBOI0po 0B (%)
IO 3KCIIEPUMEHTALHBIM JIAHHBIM (TOYKH) M 10 MOJIEJH MPOTEKAHUSI [IPOIECcca B KHHETHYECKON 001acTh (KPHUBBIE)
JUTS KaTaTMTHYECKUX HEHTPaIM3aToOpOB ¢ pa3InuHON TTOBEPXHOCTHOM KOHIIEHTpaIuei katanusaropa Cosz0, (MF/CMZ)

Kak nokazano Ha puc. 1, 3KCIIepUMEHTAIbHBIC JaHHBIC JOCTATOYHO XOPOIIO ANINPOKCHMUPYIOTCS KPUBOA,
MOJTY9E€HHOU TI0 BBIpaKeHHUI0 (6), 10 TEMIEpaTyphl Iepexo/1a KWHETHUECKON 00JacTH MPOTEKaHUS UCCIIeTyeMO-
ro mpouecca B auddy3nonHyro. 3HaUCHUS 3TOM TeMIepaTypbl Bappupyrotcst B npenenax 420-430 °C. CrencHb
TEPMOKaTaJIUTHYECKOI KOHBEPCHH OEH30J1a BO3PACTACT C YBEJIMUYCHHEM MOBEPXHOCTHOTO COJCPIKAHUS KaTallH-
THUYECKH aKTHBHbBIX [IEHTPOB Ha HOCHUTEJIE 10 KOHICHTPAIIMH HACBIIICHHSI.
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Pucynok 2 —TemnepaTypHble 3aBHCHMOCTH CTETIEHEH KaTaJIUTHIECKON IECTPYKIUU NTapoB YIiaeBoopo1oB (%)
T10 SKCIIEPUMEHTAIBEHBIM JAaHHBIM (TOYKH) M 110 MOJIENN NMPOTEKaHMUs Ipoliecca B KWHETHYECKOH 001acTh (KpUBBIE)
TIPH PA3IMYHON HAYATEHOM KOHIIEHTPALMH [IAPOB YIIIEBOAOPO/IOB B Fa30BOM IIOTOKE (I/M°)

IIpu n3mMeHeHnr HayalbHOM KOHLEHTPALKU YIJIEBOAOPOJOB B ra30BOM MoToke OT 3,608 mo 8,095 /™’ (puc.
2) BKCTIEpUMEHTAIbHBIC JaHHBIE XOPOIIO ONMCHIBAIOTCS ITOJydCHHON 3aBHCUMOCTEIO (6) 10 TeMIepaTypsl repe-
XO/1a KWHETHYECKOH 00JacTH MPOTEKaHus mporiecca B 1 Py3HOHHYIO, KOTOpasi BO BCEX MPEACTABICHHBIX CITy-
yasx Haxomurcs B npenenax 415-430 °C. C yBenmueHne HadaIbHOW KOHIICHTPAIMH YTICBOAOPOIOB B IIOTOKE
rasa ¢ 9,814 no 12,41 r/m® TeMIlepaTypa repexoaa KHHeTHIeCcKoi 00aactu B nud¢y3nonHyto otmedeHa 430 °C,
450 °Cu 480 °C.

Pucynok 3 — TemnepaTypHble 3aBUCIMOCTH CTENEHEH KaTAIMTHUECKOH IECTPYKIIMH NApOB YIIIEBOI0POIOB
T10 SKCIIEPUMEHTAIBEHBIM IAHHBIM (TOYKH) M 110 MOJIENN NMPOTEKaHUsI poliecca B KWHETHYECKOH 001acTh (KpUBbIC)
IIpH pa3IMYHOM BpeMeHH KOHTakTa (a3 (c)

Temneparypa nepexoaa KHHETHYECKOW 00JacTH MPOTEKaHUsI n3ydaeMoro rnpoiecca B uddy3HOHHYIO BO3-
pactaet ot 440 mo 475 °C (puc. 3) npu yMEHbIIEHUN BPEMEHHU KOHTAKTa B3aMMOJEHCTBYIOMUX (a3, T.e. MpH
YBEJIMYCHUH CKOPOCTU ra30BOTO MOTOKA.

PucyHnok 4 — TemniepaTypHbIe 3aBHCUMOCTHU CTEIICHEH KaTATUTUIESCKON ASCTPYKIIUH MTAPOB YIIIeBO10pO0B (%)
10 PKCIIEPUMEHTAILHBIM TAHHBIM (TOYKH) U IT0 MOJISIH MIPOTEKAHUSI ITPOIIecca B KHHETHUYECKOM 001acTH (KPUBBIC)
JUTSL OKCHAHOKOOAJIBTOBOTO KATAIUTHYECKOTO HEHTpai3aropa Mpy pa3InYHbIX 3HAYCHUSIX TUIONIAIIH,
3aHATON KaTaIUTUYECKU aKTHBHBIMHU LIEHTPAMH, [I0 OTHOLICHUIO K 001mel miomaan Hocuress (%)
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Temneparypa nepexona KMHETHYECKOW 00NacTH HCClielyeMoro mpomuecca B AU(GQy3nOHHYIO 00JacTh MpH
BCEX M3y4YaeMbIX 3HAUCHHSX IUIOMIAJSIX HOCUTEIS, 3aHATHIX KaTaIUTHYECKH aKTHBHBIMHU [IEHTPAMH, OTMEYaeTCs
B mpezenax 3uaueHunit 425-430 C (puc. 4).

CoBMecTHOE WCTIOIB30BaHUE MOTyYCHHOH 3aBHCHMOCTH (6) ¢ 3aBHCUMOCTBIO CTEIICHH IMPEBpaIleHUs yTie-
BOJZIOPOZIOB BO BHEIIHEAN((Y3HOHHOI 001aCTH MIPOTEKaHUS reTepOreHHO-KaTAIUTHYECKOrO NpoIecca, OHUCaH-
HOU B pabote [8], MO3BOIMIN MOYYUTH OOMIYI0 MOJAETH MPOTEKAHUS TeTEPOTCHHO-KaTAINTHIECKOTO Iporecca
JOECTPYKLMH YTIIEBOJOPOJIOB C YIETOM BIIMSHHS BCEX BXOIHBIX TAPAMETPOB!

Xk :l—exp _tkEkOexp(_EjCl?S_k ’
T RT Vp ®)
273 S
X4 =1-exp(-p-t, -— —).
d p(=B -1 T Vp)

Llenecoobpa3HocTh U 3(h(HEKTUBHOCTH MUCIIOIB30BAHUS TPEIUIOKEHHONW Moienu (8) Uil OnMcaHHs TepMOKa-
TAJIUTUYCCKONW NECTPYKIUHU YTIICBOJOPOIOB B KHHETHUCCKOHN M M Py3nOHHON 00JaCcTIX MPOTEKAHUS TeTepo-
TeHHO-KaTaJIMTHYECKOT0 MIpoIiecca MOATBEP KIeHA IKCIIEPUMEHTAIBHO. Pe3ynbTaThl 3KCIIEPUMEHTOB U PacyeToB
rpadu4ecKy MpeacTaBieHbl Ha PHC. 5.

0
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Pucynok 6 — TemmepaTypHbIe 3aBUCHMOCTH CTENEHHN KaTaINTHIECKON KOHBEPCHH MTapoB yIiIeBonoponos (%),

MOJTY4IEHHBIE 11 KHHETHYECKOI 001acTh Xy (CIUTONIHAS KpuBasi), BHEIIHEAN (D Y3HOHHOM 00JIaCTH Xy (ITyHKTHpPHAsI KPUBAsi)
U TI0 9KCIIEPIMEHTAJIBHBIM TaHHBIM (TOYKH)

[IpoBeeHHbIE HCCIIEOBAHUS TAI0T BO3MOXKHOCTD HCIIOJIb30BATh MOJYYEHHbBIE JAHHBIE 10 KHHETHKE ISl MO-
JISNTNPOBaHMS MPOTEKaHMS MPOIEecca B MPOMBIIUICHHBIX ammaparax. [IpemioxkeHHas Moaens pacdeToB (8) mo-
CIIy)KHJIa OCHOBOW JUIS TIPOEKTHPOBAHUSI M M3TOTOBICHUS 3(P(PEKTUBHOTO KaTAJIMTHYECKOTO MpeoOpazoBaTels
Ta30BbIX BEIOPOCOB OT MycopoIepepadaThIBaloIel YCTAHOBKH JIJISI MOPCKOTO TOPTOBOTO MOpTa I'. XepcoHa [9].

BuaaronapHoctb. Pabora BeinonHeHa npu nojyiepxke EBporneiickoit komuccuu, npoekt DISKNET PIRSES-
GA-2011-294933.
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KIHETHUYHI 3BAKOHOMIPHOCTI HEPEBIT'Y TETEPOT'EHHO-KATAJITUYHUX ITPOIECIB
OYMUIIEHHA I'A30BUX BUKU/IB

3anponoHOBAaHO 3aJISKHICTh MEPEOIry reTeporeHHO-KaTATiTHYHOTO MPOIeCy OKUCHEHHS T'a30BUX BUKHUMIIB Y
KiHeTH4Hi# obnacti Ha kartanizatopi — Co30,, HaHECEHOMY Ha KepaMiuyHHMH HOCIH, 3 ypaXyBaHHSM BIUIHBY Ke-
PYIOUHX TIapaMeTpiB MPOIleCy: MOBEPXHEBOI KOHIICHTpAIlil KaTaai3aTopy Ha HOCi1, KOHIIEHTpaIlil 3a0pyIHIOI0THX
PEYOBHH y Ta30BOMY MOTOIIi, IIBUAKOCTI Ta30BOTO MOTOKY, 3alHATOI KATaIITHIHUMH CIIOJTYKaMH TUIOIII HOCISI.

Ponomarenko A.V., Ved" V.E., Petar Varbanov, Sataev M.I.

KINETIC REGULARITIES OF HETEROGENEOUS CATALYTIC PROCESSES
OF GAS EMISSIONS PURIFICATION

A mathematical model of the heterogeneous catalytic process gas emissions oxidation course in the kinetic
and external diffusion areas on the catalyst — CozO,4 deposited on a ceramic carrier is suggested. The model con-
tains parameters: surface catalyst concentration on the carrier, pollutants concentration in the gas flow, gas flow
rate, the carrier area by catalytic compounds occupied.
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