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3epHO Karajm3aTopa, HaXoAsICh B PEAKTOPE CO CTAllMOHAPHBIM CJIOEM, OKPYXEHO HEOIHOPOAHBIM MOTO-
KOM, T.K. KOHIIEHTpAIIWsI peareHTa MeHsIeTCs TIpU IBVMKEHUU PEeaKIIMOHHOM cMecH CKBO3b Cioi. B HacTo-
et pabore paccMOTpeHa 3aj1ada o chepruyecKoM 3epHe, MOMEIIEHHOM B HEOJTHOPOIHbII MOTOK C JIU-
HEMHOU 3aBUCUMOCTBIO KOHIIEHTPAIIUM peareHTa OT MPOJOJbHON KOOpAWHATHI peakTopa NMpy HAIMIUU
BHYTpUAV(HY3MOHHOTO COMPOTUBIICHUS B 3epHe Kartaiu3aropa. s ciydast peakiiu MepBOro mopsiaka
MTOJTyYeHO aHAJIMTUYECKOe pellieHre VTS pacpeneeHUsI KOHIIEHTpalluK peareHTa BHyTpH 3epHa. [Tokasa-
HO, YTO MO CPABHEHMUIO C 36PHOM B OIHOPOTHOM MOTOKE KOHILIEHTpALIMS peareHTa yBeJIMYMBaeTcs B JI000-
BOI1 TTosTycepe 3epHa U YMEHBIIIaeTCs B €Tro ThUTBHOH MmoJtycdepe, a CTEIeHb UCTTOIb30BaHMS 3epHa HE Me-
HSIETCS, T.K. MOBBILIEHNE CKOPOCTH peakUUU B JIOOOBOI Moiychepe KOMIIEHCUPYETCST €e CHUXKEHUEM B
TBUTLHOM TToJTycepe.

KiroueBbie ¢j10Ba: 36pHO KaTaJM3aTopa, HEOMHOPOIHBIN MOTOK, PeakKIlusl IIEPBOro MOPsiIKa, CTEIeHb 1C-

MOJIb30BaHMS 3€pHA, AaHATUTUYECKOE PELIeHUE
DOI: 10.31857/S0453881120060180

BBEAEHWE

PeakTopsbl co cTalilMOHAPHBIM CJIOEM KaTaiu3aTo-
pa IMIMPOKO UCTIOJIB3YIOTCS KaK B MIPOMBIIILIEHHOCTH,
Tak 1 B jJabopaTopHoit mpaktuke [1]. Hampumep,
Mpu pa3paboTKe Mpoliecca MOJYYEHUS MOTOPHBIX
TOTUJIMB ITyTEM TUAPUPOBAHUS PACTUTEIBHBIX Maces
0oJIbllIasl YacTb 3KCIIEPUMEHTOB TIPOBEAEHA B peak-
TOpax CoO CTallMOHAPHBIM CJI0eM KaTaiau3artopa [2].

OmauM m3 (pakTopoB, CHMKAIOIMINX d(PPEKTUB-
HOCTb WCHOJB30BaHUs KaTajau3aTopa, SBISICTCS

CokpanieHusi 1 0003HAYeHUs: 7 — TIPOJOJIbHAS KOOPIUHATA pe-
aKTopa; d — XapaKTepHbIil pasMep 3epHa; b — paauyc 3epHa;
R — paccTtosiHHMe OT LieHTpa 3epHa 10 BBIOPAHHOI TOUYKU; X —
0Oe3pa3MepHOe PacCTOSTHUE OT LIEHTpa 3€pHa 10 BbIOPAHHON
TOYKH; O — YTOJI MEXIY OCBIO Z U PATAYC-BEKTOPOM BBIOPAHHOM
TOYKU; U — CPENHEPACXO/IHAsl CKOPOCTh PEAaKIIMOHHOI cMecu B
CTalMOHAPHOM CJIO€ KaTajln3aTopa; ¢ — KOHLUEHTpaLus peareHTa;
¢p — KOHLIEHTpall¥s peareHTa B OLHOPOIHOM IIOTOKE WU KOH-
LIGHTpALIMsI peareHTa B HEOTHOPOTHOM TOTOKe Ipu Z = 0; y — 6e3-
pa3MepHasi KOHIIeHTpalus peareHTa; D — a¢hGheKTUBHBINA KO3(d-
dunmeHT nuddysun; k — KOHCTaHTa CKOPOCTU peakLiuu; Y — Ma-
pamerp  Tune; € Oe3pa3MepHbIii KO3 ULIMEHT
HEOIHOPOIHOCTU TOTOKA; A — U3MEHEHWE BEJIMUMHbBI WU OTle-
patop Jlamnaca; f — BcriomorarenbHast dyHkuust; Cp, Cy, A},
A, — HeomnpeeJIeHHbIe KOHCTAHTHI; V() — 00BbeM 3epHa.
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BHYTpuauddy3noHHoe TopmoxeHue. [Tpu paccmor-
pPEeHUY BIUSTHUS BHYTpeHHel nuddy3un Ha XuMuue-
CKMIA TpollecC B 3€pHE KaTajiu3aTropa UCIOJb3YIOT
KBa3UTOMOI'€HHYIO Moaeb [3]. YpaBHeHuUe mis ce-
PMYECKOro 3epHa B paMKax JaHHO MOJIESIU B ciiy4yae
peaxkiuy mnepBoro ropsinika A — B u mocTositHCcTBa
KoaddunmreHTa nuddy3um nMeeT BUL,

d’c , 2d

dac £dc

ol wi)
dR® RdR

I7e ¢ — KOHIeHTpaluus peareHTa A, R — paccTosiHue
OT 1LIEHTpa 3epHa 0 BEIOpaHHOI Touku, D — 3ddek-
TUBHBINA KO3 dunmeHt nndpdys3um, kK — KOHCTAHTa
CKOPOCTH peakliMU, CKOPOCTb peaklMi OTHeCeHa K
equHUILIE 00beMa 3epHa.

ke,

[na ypaBHEHUSI CTaBITCA T'paHWYHBIE YCIOBUS:
OrpaHUYeHHOCTH pelieHus npu R =0 u c(b) = ¢y, Tae
b — paguyc 3epHa, ¢, — KOHIIEHTpallUsl peareHTa BO
BHEIITHEM ITOTOKE.

st perieHUs1 ypaBHEHUSI UCIIOJb3YIOT Oe3pas-
MepHbIe MEpEMEHHbIE: ¥ = ¢/cy, X = R/b, B KOTOPBIX
ypaBHEHWE W TPAHUYHBIC YCIIOBHST IIPUHUMAIOT BUT
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d2y 2dy 2
-2 4 =277 = 2
dx’  xdx vy (1
y(0) <oo, y(1)=1,

rae ¥ — napametp Tuie,

—p |k
vosfE.

Oo01ee penieHUs ypaBHEHUS UMEET BU/T

sh ch
1 (x) +G, () . (2)
X X
Bropoit uiieH, Kak HeorpaHWMIeHHBIN pu x — 0, OT-
OpachIBalOT W, UCTIOJIB3YS rpaHWYHOE yciaoBue y(1) = 1,

OKOHYATCJIbHOC PCIICHUEC 3alIMChIBAIOT B BUIC

y(x) = sh(Yx)

y(x)=C

~ xsh(Y)

I1pu BbIBOIE AJAaHHOI 3aBUCUMOCTH MpeaIiojara-
JIOCh, YTO KOHIIEHTpALUS peareHTa Ha BHEIIHE mo-
BEpPXHOCTH 3€pHA B KaxKIOl TOUKe ogHa 1 Ta xke. Ho
€CJI 36pHO HAaXOJAUTCS B peaKTope, HAIIpUMep, B pe-
aKToOpe CO CTallMOHApHBIM CJIOEM KaTajau3aTopa, TO
KOHIIEHTPALIMS peareHTa YMEHbBIIAeTCsI BIOJIb pPeaK-
TOpa U He SIBJISETCS MOCTOsSTHHOM. Ha moBepxHOCTH
KaTajr3aTopa KOHILICHTpallus peareHTa Takoke maja-
€T B HampaBJIeHUM IOTOKa, T.€. OHA BHIIIE HA JTO00-
BOIf MOBEPXHOCTU 3€pHA U HUKE Ha ThUIbHOI. B Ku-
HETUYECKMX IKCIIEpUMEHTAaX U3-3a MaJIOCTU pa3Mepa
3epHa (MeHee 1 MM) n3MeHEeHNEM KOHIIEHTPAIIUK pe-
areHTa Ha 3epHe npeHe6peratoT. Ho B MpoMBblIIILIeH-
HBIX peakTopaX, B KOTOPBIX MCIIOJbL3YIOTCSI 3epHA
pasmepoM 2—50 MM, OHO MOXET OBITH 3aMETHBIM.
OTHOCUTEIbHOE U3MEHEHME KOHLIEHTPAllMU peareH-
Ta Ha 3epHE MOXHO OLICHUTh HAa OCHOBE YPaBHEHUS U
pellleHus IJIsi peaKTopa MIACaIbHOTO BBHITECHEHMS B
cllydae peakluy MepBOro Mopsiaka, KOTOpble UMEIOT
BU/I

wde = —kc,
dz

c=c exp(—&z),
u

rIe 4 — CpelHepacXomaHasi CKOPOCTb PEaKIIMOHHOM
CMECHU B CTAlIMOHAPHOM CJIOE, 7 — ITPOAOIbHAsI KOOp-
IUHATa peakTopa, CKOPOCTb peaklMU OTHeceHa K
eaIuHULIe 0O0beMa CJI0sI KaTaau3aTopa.

OTHOCUTEIBHOE U3MEHEHNE KOHLIEHTPALIMU pea-
reHTa Ha 3epHE OLIEHMBAETCSI KaK OTHOIIEHUE Aua-
MeTpa 3epHa d K XapaKTEPHOMY pa3Mepy M3MEHEHUsI
KOHIIEHTpalLlMK, paBHOMY u/k:

Ac _dk
G u

Hamnpumep, 1o maHHBIM paboThI [4], TTOCBSIIEH-
HOIi KMHETUKE TMAPUPOBAHUSI paricCOBOro Macjia Ha
Ni—Cu/Ce0O,—ZrO,-kataju3atope, MOXHO Olle-
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HUTh 3HaueHue Ac/c,. [IpuHuUMas cienyioliue 3Ha-
YeHUsI TTapaMeTpoB: TUaMETp YaCTUIl KaTajiu3aTopa
0.75 MM, Temriepatypa 360°C, KOHCTaHTa CKOPOCTH
peakuuu 3.3 u~!, 06beM Karanuzaropa 5 cMm>, BpeMs
KoHTakTa (.4 4, BHyTpeHHUIL TaMeTp peakTopa 13 M,
3HaueHue Ac/c, ojydyaeTcs paBHbIM puMepHo 0.2.

Llennio HacTosIIe paboOTHl ABISIETCS ONMMCAHUE
BJIMSTHUSI HEOMHOPOTHOCTH ITOTOKA Ha XUMHWYECKUMN
Mpolecc B 3epHE MPU HATUYUU BHYTPUAUDDY3OH-
HOTO COITPOTUBJICHUS, a UMEHHO pacyeT pacrpene-
JIEHWSI KOHILIEHTpallMY peareHTa BHyTPY 3epHa 1 CTe-
MEeHU UCIIOJb30BaHUS KaTajiu3aTopa.

YPABHEHMUE JI 3EPHA
B HEOOHOPOJIHOM IIOTOKE

YuuTheIBasg, 4TO Ha pa3Mepe 3epHa KOHLIEHTPALUS
peareHTa MEHSIETCSI HE CHJIbHO, 3aBUCUMOCTb KOH-
LIEHTPALlMK1 BHE 3¢pHA OT MPOAOJIbHON KOOPIUHATHI
MOXHO aIlllpOKCUMHUPOBaTh JIMHEMHOM 3aBUCUMO-
CThIO

c(z) =co(1 —8%),

IJie OCh Z COBMANAeT C HAIlpaBJeHUEM IBUKEHMS peak-
LIMOHHOU cMecH, € — Oe3pa3MepHbIil KoapduiimeHT
HeomHOpomHOCT motoka. Hampumep, nipu € = 0.1,
KOHIICHTpallMsI peareHTa Ha pa3Mepe paauyca 3epHa
MeHsieTcs Ha 10%.

Ha puc. 1 noka3aHa cxema pacrnojioXXeHUs 3epHa
B HEOIHOPOIHOM ITOTOKE C 0OO3HAYEHUSIMU ITIepe-
MeHHBIX. R, O — chbeprueckue KOOpAUHATHI, O - YIroJl
MEXIY OChIO Z M paINyC-BEKTOPOM BBIOpAHHO TOU-
KW, HAaKJIOHHAas JUHWS WITIOCTPUPYET M3MEHEHME
KOHILIEHTPAllMU peareHTa BO BHELIHEM MnoToke. [1pu
z=0c=c,.

B cdhepuueckux koopaumHaTtax KOHILIEHTpaLMs pe-
areHTa BHe 3epHa OyIeT UMEThb BUI

c(RD) = ¢ (1-3“075(‘”}

BuyTpu 3epHa, ¢ y4eTOM OCEBOI CUMMETPUHU, Oe3-
pa3MepHasi KOHLIEHTpallMsl peareHTa OITMChIBACTCS
dyHkuueit y(x, ). Ha noBepxHocTu 3epHa Oe3pas-
MepHasi KOHLEHTPALUsI COBNAAAET C KOHLEHTpaLueit
BO BHEIITHEM MOTOKE:

y(L,9) =1-¢ecos(V). 3)

KoHueHTpalust peareHTa BHYTPM 3epHa MOAYU-
HsieTcsl ypaBHeHUIO [3]:

DAc = ke,
rae A — oneparop Jlamaca.

B 0e3pa3sMepHBIX ITepeMeHHBIX YpaBHEHNE UMEET
BU/L

Ay =’y
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c=co(l —ez/b)

R

v <0

A\ K2\l

Puc. 1. Cxema pacriojioxkeHus 3epHa B HEOTHOPOIHOM
ITOTOKE.

C y4eToM OCEeBO¥ CMMMETPUU ypaBHEHHUE B ce-
PUYECKOI cCUCTEME KOOPAUHAT OyneT

82y 2dy 1 ) ( . ay) 2
9y, 20, 1 9 (G| =y?y @
o Fxax  sm(opaot " Wgp) =V @

Ha ¢dynkuuo y(x, %) KpoMe TpaHUYHOTO YCIIOBUS
(3) HakJIagbIBaeTCs elle YCIOBUE OIPaHUYEHHOCTU
mpu x — 0.

PEIHEHWUE YPABHEHHWA 1 ETO AHAJIN3

YuuteiBast rpaHUYHOE yciaoBue pu x = 1 (3), pe-
ImeHue ypaBHeHUs (4) OyneM UCKaTh B BUIIE

y(x,9) sh(x)

=——~—¢cos(V) f(x),
rae f{x) — moka Heu3BecTHasi PYHKIIMSI.

~ xsh(y)

ITocne moacTaHOBKM B ypaBHEeHUE (4) MOTyduUM
ypaBHeHMEe I f(x):

d’f  2df ( 2 2)

—Z 2L | St =0.
dx?  xdx \&? v/
I'pannuHbIe yenoBus Wi f(x) OymyT:
F(0)<eo, f(1)=1.

[NonydyeHHOEe ypaBHEHUE MMeEET aHAMTUYECKOE
peurenue [5]:

%)

Px +1)e ™

2 B
X

+C2(

f(x) ¢ (1|)x —21) eV

rae C, u C, — HeomnpeaeJeHHbIE KOHCTaHTHI.

JaHHoe pelieHre MOXHO 3aIcaTh TaKXKe yepes TH-
nepborueckue (PYHKIINT, UCITOIb3YsI 3aBUCMOCTH

e™ = ch(yx) +sh(Px), e =ch(YPx)—sh(Px),
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Puc. 2. I'paduk GyHKLIMY f{X) IPY pa3TUIHbIX 3HAYEHMS
napametpa Tuie.

F(x)= 4 ch (Px)Yx —sh (Yx) N

x
s sh(ll)x)tbiz— ch (Yx) ’

(6) (6)

rae Al n A2 — HEOIIPECACICHHBIC KOHCTAHTHI.

Penrenne (6) MOXKHO BBIBECTHY TaK3Ke IPYTUM CITO-
cooom. ITponuddepeHuupyem ypaBHeHnue (1) o x:

3 2
d_-)31+2d_-}2]_(%+¢2jﬂ=0.
dx” Xxdx X dx

M3 mony4eHHOTO ypaBHEHUS CIIEoyeT, 4TO (PYHK-

dy
st d_ YIOBIIETBOPSIET ypaBHEHUIO (5), 1 ob1iee pe-
b

IIeHWe U1 OTOTO YPaBHEHUSI MOXKHO TOJIYYUTh ITy-
TeMm nuddepeHIUpoBaHUs 0011eTo peleHus (2).

KoncraHThl A; 1 A, HAXOAUM 13 TPAHUYHBIX YCIIO-
BUIA.
N3 f(0) <o uf(l) =1 cnenyer

_ 1
~ch(p)w—sh(P)’

B pesynbraTte pyHkims f(x) Oynet

o) = ch (Px) Px — sh (Px)
T enwyw—sh(w)

DdynkLuMd f(x) obaagaeT CleayoluMU CBOMCTBA-
Mmu: f(0) = 0, aBasieTcsi MOHOTOHHO BO3pacTalolieii 1
) =1.IIpn y = 0 fix) = x, a pu OOABIIUX
¢yHKIMSA f(X) OTAMYHA OT HYJS TOJBKO B TOHKOM
CJI0€ y TIOBEPXHOCTHU 3€pHA C XapaKTEePHOM TOJIIIM-
HoM 1/.

Az_

4

I'paduk pyHKIMM f(X) TpU pa3IUIHBIX 3HAYCHUS
napameTpa Tuiae mokasaH Ha puc. 2.
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BIIMAHWE HEOOAHOPOAHOCTMU ITOTOKA 891

0.2 1 1 1 1 J

Puc. 3. [Ipobunu y(x) npu y =3, € = 0.1 U pa3saUUHBIX

3HAYEHMSIX V.

Bripaxxenue miag Ge3pa3MepHON KOHIIEHTpALIN
peareHTa BHYTPM 3€pHa OyJIeT MUMEThb BUJL

Y (x,0) = sh(yx)

xsh ()
ch (Yx) Px — sh (Px) '
x* (ch ()b —sh(¥))

(7)
— gcos (D)

AHanus pemieHus (7) mokasbIBaeT, UYTO B 00JIaCTH
0 £ < m/2 (TBIIbHAS YaCTh 3epHA) KOHICHTPALIVS
YMEHbIIIAeTCs 110 CPAaBHEHUIO C TAKOBOI B OMHOPO/I -
HOM IoToKe, a Tipu Tt/2 < ¥ < 1t (1060Bast 4acThb 3ep-
Ha) — yBenauuuBaeTcsd. Haubosbliie OTKIIOHEHUS
Habmomatorcstpux =1, Y =0ud =r. [Ipu d =mn/2
npoduiib y(x) coBragaet ¢ npoduaeM B OMHOPOIHOM
noToke. 3HaUeHWe KOHIEHTpallMu B LIEHTPE 3epHa
Takoe e, KaK 1 JJIsi OMHOPOJHOIO MOTOKA, U PAaBHO
y/sh(y). OgHako 3TO 3HaUY€HUE He SIBJISIeTCS MUHU-
MaJibHbIM, T.K. TOYKa MUHMMYMa KOHLIEHTpalUU
CMEIIIAeTCs M0 OCH Z B ThIJIbHYIO 00J1acThb 3epHa. [1pu
v — 0 pacrnipeesieHMe KOHLIEHTPalluu BHYTPU 3epHa
COBIIaIa€T C paclipenejieHueM KOHIIEHTpaluu BO
BHEIIHEM MOTOKE:

y(x,0) =1—-excos(9).
Ha puc. 3 nokazansl mpoduim y(x) npu y =3, =0.1
Y pa3JINYHbIX 3HAYCHUSIX U.

CreneHb UCITOIb30BaHMsI 3epHA T PACCUMTHIBACTCS
yepe3 MHTerpal 1o 061>eMy 3epHa:

n= Ikch:—Ide

kegVy
rae V, — oobeM 3epHa.
MHuTerpan o oobeMy 3epHa OT BTOPOTO YjeHa B

BeIpaxkeHnH (7) paBeH HYJIIO. DTO O3HAYAET, YTO IIPU
JIMHEMHOM 3aBUCUMOCTH KOHLIEHTPALlMU peareHTa oT
KNMHETUKA U KATAJIIN3

TOM 61 Ne 6 2020

MPOAOJILHOI KOOpAWHATHI peakTopa CTENeHb MC-
IOJIL30BaHUS 3epHa Takas 3Ke, KaK 1 B OJTHOPOJIHOM
MOTOKE, U YBEJIMYEHUE CKOPOCTU PEeaKILMU B JI00O-
BOM 4YacTU 3epHA KOMIIEHCUPYETCS YMEHbIICHUEM
CKOPOCTH peaKlNy B ThIJIbHOM YaCTH.

MoXHO 3aMeTUTh, YTO JaHHas 3amada JIerKo
00o00111aeTcs Ha caydyaii, KOorga KOHLIEHTpalusl pea-
TeHTa BHE 3¢pHAa 3aBUCHUT JIMHEIHO HE TOJBKO OT KO-
OPAVIHATEHI 7, HO M OT IPYTUX AEKAPTOBLIX KOOPIUHAT.
Ecnu nepeiitu B HOBY10 CUCTEMY KOOPAMHAT, B KOTO-
poil oCh z pacriojiaraeTcsl IapajuleIbHO TpagueHTy
KOHIIEHTpallMu, To 0oJiee obI11as 3a1a4a CBOAUTCS K
BBILLIEPACCMOTPEHHOIA.

SAKJTIOYEHHUE

B HacToseii paboTte paccMoTpeHa 3aaada o cde-
pUYECKOM 3€pHe, IOMEIIEHHOM B HEOTHOPOIHBINA
IIOTOK C JIMHEMHOM 3aBUCUMOCTBIO KOHLIEHTpaIlU
peareHTa OT IIPOAOJIbHOI KOOPAMHATEI peaKTopa IIpu
HaJIMYuy BHYTpUAU(PPY3MOHHOIO COIPOTUBIICHUS.
st ciyyast peakuuy TepBOro IMOpsiAKa IMOJy4eHO
aHAJIMTUYECKOE pEllIeHME UISI paclpeac/ieHUsT KOH-
LICHTpallMK1 pearcHTa BHyTpM 3epHa. [lokazaHo, 4TO
10 CPAaBHEHMUIO C 3¢PHOM B OJTHOPOJHOM MTOTOKE KOH-
LICHTpalMsl pearcHTa YBeJIU4MBaeTCs B JIOOOBOIA IT0-
Jycepe 1 yMEHBIIAeTCsl B ThIJILHOM ITorycepe Ka-
TaJlu3aTopa, a CTeNeHb UCIOIb30BaHUSI 3epHA HE Me-
HsIeTCsI, T.K. NOBBIIIEHUE CKOPOCTH peEakluu B
J1000BOI1 TToTycepe KOMIEHCUPYETCSI €€ CHUXKECHU -
€M B ThUJIbHOM nojycdepe.
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The Effect of Flow Nonuniformity on the Chemical Process in the Catalyst Grain
in the Presence of Intradiffusion Resistance

S. G. Zavarukhin! 2 * and R. G. Kukushkin!

! Boreskov Institute of Catalysis, Siberian Branch, Russian Academy of Sciences,
pr. Akademika Lavrentieva 5, Novosibirsk, 630090 Russia

2Novosibirsk State Technical University, pr. K. Marksa 20, Novosibirsk, 630073 Russia
*e-mail: zsg@catalysis.ru

The catalyst grain, being in the reactor with a stationary layer, is surrounded by an non-uniform flow, because
the reagent concentration changes as the reaction mixture moves through the bed. In this paper, we consider
the problem of a spherical grain placed in an non-uniform stream with a linear dependence of the reagent
concentration on the longitudinal coordinate of the reactor in the presence of intradiffusion resistance in the
catalyst grain. For the first-order reaction, an analytical solution is obtained for the distribution of the con-
centration of the reagent inside the grain. It is shown that, in comparison with grain in a uniform flow, the
reagent concentration increases in the frontal hemisphere of grain and decreases in its rear hemisphere, and
catalyst effectiveness factor does not change, because an increase in the reaction rate in the frontal hemi-
sphere is compensated by a decrease in the reaction rate in the back hemisphere.

Keywords: catalyst grain, non-uniform flow, first-order reaction, catalyst effectiveness factor, analytical solution
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