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Abstract

Because of the global warming, techniques that can trap the releasing of carbon dioxide from
the combustion of fossil fuel into the atmosphere have been receiving attention. Chemical looping
combustion (CLC) is a technique for reducing carbon dioxide. It consists of two main processes: in the
fuel reactor, the coming fuel reacts with solid metal oxide particles to produce CO, and H,O vapor
which later can be easily separated using condensation. The reduced solid metal sends to the air reactor
for regenerating via an oxidation reaction with air before returned them to the fuel reactor. In this study,
a model of a circulating fluidized bed for chemical looping combustion process has been developed in
Aspen Plus. The fuel reactor (or downer) operates in bubbling regime where the air reactor (or riser)
operates in fast fluidization regime. The novelty of this study is that the developed model of CLC was
connecting the two fluidized beds which were operated at different hydrodynamics regimes and kinetics.

The results give more insight for operating the CLC.

Keywords: CO2, Chemical looping combustion, Circulating fluidized bed reactors, Aspen Plus simulation
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HAYDIONNNAAIAASTHATIAUNAFANANT WA NDIFHIMUTIAUNAFANTINNNITNAGBIVBY Abad Uag Ryu [3, 4]
warlUiuuINaoILAUunRAsa (Shrinking core model) M1uaNN15v83 Levenspiel [5] 598335989 Kunii kay
Levenspiel [6] TunsAaumsiiwesildluniseeniuuiesesufinsaingdladiun

& o

Tuauideiidunisiauidesenainauidoves Porazzo wagamy [2] Aldadrsuuudiaes
wiesufnsaingdladiundimiunszuiunisiwilusiuvuiadineagualasusniusznitadau
wdorfnsaidemAuanaioninsnionnia vililianansonanimnuduiusseniaeiosnfnsaivsaonndos
¢ woidu luaudded 3eldvhnissrasdiedesdfnsalifomaaziadesdfnsaloniadoudesu iels
aoandosfiuanImaiuaziiieAinwinisvianuresnszuiunseninivuuiedineagulsnielinisduiunisly
an1azvlgdladiuanuunyuiisy WemarfimungauvestIuiunisdeudemasfiezdanansznude
Yovaymaiasuniasvesufaiinu Sesaznisiudsunlamweslanzinifasenled dndiutesineainnis
Ye1efIvesun Jovazmaasunlameseina fesarnsiudsuulasedavziniia uazdndulneluaves
wiian1suaulneanlen

¢ ad
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gunsal

Tuauddeilaldlusunsuueainunda V10 (Aspen Plus V10) Faudulusunsuilddmiunissnans
N3EUIUNINIIAINTIIAT Tngaunsafzaisuuiiaesdnsaguiaziuudtaosdmsugldau dunienis
WeulUsinsugay (Subroutine) sen1wiwesLns (Fortran)
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wuutAliaeaguUedaslusunsudiaosnszuiunisueainunda Jeuvseondu 2 diu druusnfe
wissfnsalivewmdaniunsluanneviadlawdunuuresuiassfinujisetludiuvienniues diuiaesde
wissufnsalenniaiidnfunisluaninengdlaiedunuuainusageasiinjisenludiuelsiges

YAFUNTHA9Y) WMNNNUIIBUBY Porrazzo WagAu [2]

1. 1A309U N0l YINES

winsUfnsnidoindeiisniunisluaniengdlasusuurleaufaUsznauseaesinaea [6] Thud
Fpnravesufia (Bubble phase) uagigniadiadu (Emulsion phase) Faifurasnmisivaiaaiuiardeudn
(Superﬁaal gas velocity) mmmmﬁmmLiammﬁuaaﬂﬁmGWWaavL@Lszi‘zm (Minimum fluidization gas velocity)
wifiAdndnaudatsveseynia (Particle terminal velocity) mwﬂwaamgmﬂummmemqﬂumw
fndruvesUiinanfasoyiinurends Inglutgniarlesufaty wlidadiuvosTumuiateUiinnveaudsd
ganiluigaiediadu dmunliluigaiareufaiinisiuasunyasmesiaasnuuuILIUAIN UgIvDsLUn
wazigniediiaduinnisnaniuegauysal (Perfect mixing) MuANLAFILYBIUUUTIABINTZUILNNTNEN 1B
90 [7] Fasteluil
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® HuUrUANENANNYRIBILTANYUINAININABATIIAINENUA
e p3paUfnsalinliunisluan1izgaumniined (Isothermal condition)

®  azlauNSUAULUAIURILIBENTINLLILAUS ATYB L UA

Turuideil lalddayalunisnen 1 lunsaduwuudiaenasesfnsalidornds Fadunisdinesi
dRysieniseanuuuATesnsaliomdmaniunsluaniegslawduwuuiiavloufia

A1919% 1 duusnldlunisesniuuinIasufnsniieinas

Name Parameter Value Units Source
Operating temperature T 750 oC Ref [4]
Operating pressure P 1 atm Ref [2]
Fuel density Pruet 0.191 ke/m®>  Aspen Plus database
Fuel viscosity Mfuel 2.70E-05 kg/(m*s) Aspen Plus database
Inlet solid mass flowrate Fs 0.277 kg/s Ref [2]
Inlet solid mass percentage (NiO) NiO inlet 98 %W/ W Ref [2]
Inlet solid mass percentage (Ni) Ni inlet 2 %W/ W Ref [2]
Particle diameter dp 8.00E-05 m Ref [4]
Particle density Ps 6820 ke/m®>  Aspen Plus database
Superficial gas velocity at minimum fluidization Umnf 0.0096 m/s Calculated
Gas voidage at minimum fluidization emf 0.5 _ Ref [2]
Bubble diameter dp 0.03 m Ref [8]
Inlet superficial gas velocity Us 0.096 m/s Assumed
Volumetric fraction of the bubble phase (o) 0.191 - Calculated
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Bubble superficial gas velocity Up 0.463 m/s Calculated

Emulsion superficial gas velocity Ue 0.019 m/s Calculated
Height of the packed solid loading Lm 1 m Ref [2]
Gas voidage in bubble phase &b 0.9 . Ref [2]
Gas voidage in emulsion phase £e 0.5 B, Ref [2]

Mass transfer coefficient between bubble and
cloud Kpe 9.57 s Calculated
Mass transfer coefficient between cloud and

emulsion Kee 4.61 s Calculated

Mass transfer coefficient between bubble and

emulsion Koe 3.11 st Calculated
Kinetic pre-exponential factor ks 4.41E-04 m/s Ref [4]
Kinetic pre-exponential factor in PFR reactors Kprr 33.08 st Calculated
Kinetic pre-exponential factor in CSTR reactors kestr 3.68 st Calculated
Diffusion coefficient 0 6.5E-05 m?/s Aspen Plus database
Bubble volume in the i stage Vi 0.189 m? Calculated
Emulsion volume in the i stage Vei 0.802 m? Calculated

2. w3esUfnsalenniaA

isesUfnsalonmediiunisluanneyigdlawdunuuanusigaszneuseassignia ldud Spaia
gl (Dense phase) waginN1AEILLUIUN (Lean phase) Fadugrnsinaifiannauddoudiunnnia
AMusIvatevetennia tneiuualiinnisnauiuegisauysal (Perfect mixing) luudasinnia uay
dadruvosuda (Solid voidage) Tufpmaiiusinaiusnunuiuasi lusazigaiaivdinauauiuiainns
anaUIdREILVD DS

TuanAdell Woldteyalunisned 2 lunisaduuuiasaesesufnsaionnie FadumsfiwesndAgy
soniseenuuuesesunsalidendiaiiunmsluannergdlawdunuuanuiias
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Name Parameters  Value Units Source
Operating temperature T 750 °C Ref [2]
Operating pressure P 1 atm Ref [2]
Air density Poair 0.239 ke/m>  Aspen Plus database
Air viscosity Mair 4.70E-05  kg/(m*s)  Aspen Plus database
Particle diameter dp 8.00E-05 m Ref [2]
Particle density P 6033 ke/m’>  Aspen Plus database
Superficial gas velocity at minimum
Auidization U 0.0204 m/s Calculated
Inlet superficial gas velocity Uo 0.204 m/s Calculated
Decay index a 9 st Ref [2]
Solid voidage in the dense phase € 0.16 - Ref [2]
Solid voidage at the exit of fluidize bed g’ 0 i, Ref [2]
Height of the packed solid loading L 0.25 m Ref [2]
Height of the riser Hr 35 m Ref [2]
Diameter of the riser Dr 0.8 m Ref [2]
Kinetic pre-exponential factor ks 7.0E+07 m/s Assumed

3. U fsensandunazufiseneendindu

UfAseIsnduintulueiesufnsalifeimduaruiseeendinduintulueiosfnsaiennendu
UAATe13359ug (Heterogeneous reaction) sewineTgniavesudenazinniaufa tneufAzenidnduiniy
seislavedinifasenles (NO) AU uRaiinu (CH) Idkdnsusiduufaaivoulasenlad (CO,) loth (H,0)
warlavgiinifa faunisi 1 Uﬁﬁ%maan%ua%’uﬁm%uswi’miamﬁﬂLﬁa (N) fusfiaean@iaulueinie
Ienandusidulavednfaoonled faunisil 2
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CH, + 4 NiO - CO, + 2 H,0 + 4 Ni (1)

0, +2Ni - 2Ni0 (2)

INUUVTIABILNUNAFT (Shrinking core model) [5] aganunsanidnsin1siinujiseriindula
AIEUNTTA 3 AUNTSA 4 Uazaunsi 5

45T Vi o+ (1—€) ¥k *+C
r= C tot( ) s™UA (3)

4
5* TO* R3 *Vtot*s

re=R*(1- XB)§ (4)

2
* (1— * * *(1- 3 ;
yo 8r(-e)rkCar XB)3:k0* Ca* (1— Xp)3 R

dy* e

Inedauyigiuvesnsiiaufizen (6] Awieludl
o aumadunsainauuazauInAd

o nisanglauuladITNIgULn (External mass transfer)ﬁmmL%%mﬂﬂdﬁmidmiaumamimﬂu

(Internal mass transfer)

a 4

e Ufisunnnfigaumgiladn (sothermal)

91NM15197 3 wansA1vaunaatans tieldlunisniAiasiivesnisiinlfiseuas
nANNIMaRauNanIans (Power law kinetics model) NlglukuuTIa0INTzUIUNIT AandluaunIsn 6 waz
qun1sh 7 [9]
_Ea

k= k,T" ewr (6)

—Ea
r = kT exr IT; 1 (7)

A131991 3 FuussaunarmansvesuisesantulasUfisenoendindu ve9 Abad Wazaneg [3]

Reduction reaction | Oxidation reaction Units
Activation energy E, 78000 7000 kJ/kmol
Order of reaction n 0.8 0.2 -
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4. WUUINABINTEUIUNTUDFLNUNAE

wuudtaeanszuIuAIesUnsalngdladiunuuumnyuiieu 18enld Property method wuu NRTL
MngUA A 1 wansuuudasaeiasufnsaiuuuiunmyuideu dmiunszuaunsienlnsiiuuieiineaguils 3
anunsauvseaniu 3 daufie tedesufnsniidoinds wniosufnsaiennia waziadesaauuiulew
wpsfnsaidemdssnoudeiniasufnsaiuuudanmuanysal (Continuously Stired Tank Reactor; CSTR)
seaynsufusILIY 5 1ATeq uaziAIesUfnsaluuuviolna (Plug Flow Reactor; PFR) flooynsufudiuiu 5
\n3es Weonsreiulelaau lefnuoneyniavesudsluduaiesfnsalonnia deusznoufeiniesfnsaliuy
famuanysaifeaynsutusiui 4 in3es uastiouufandsnsnindidrgiedosnvudulon

CYCLONE

CSTRY

CSTR8

sUa N Luuudasuasasnsaingdladiunnuuiuavuisu

4.1 mMsdassngdladunuunais

n13dnasamgdlawdunuuneiazdsenaunie 2 dnaie loud Tgnianesuiauasigniaddady
Tuided Isi’j’mssiamgﬂﬁmaaLﬂ'%"aaﬂﬁﬂﬁamwﬁamuamgmi (Continuously Stirred Tank Reactor; CSTR)
dmfuipgnadadu uagldnisdesynsuveniosufnsaluuusiolna (Plug Flow Reactor; PFR) d1wfu
fpnelesufa wasatesufnsaiisansuuusenuuduuuiulufuanduguamd 1 1naun1sil 8 uas 9 uans
Amnututuresuiain fieeniniedesufnsaifiaeauuuluudasduneu aun1sil 8 uag 9 gnilouasly
TUsunsuueamundasmensdeusialuntvinesunsu (Fortran) aslundesnsdnal (Calculator block) il
szymnmsmelounaasszriaesignia Tunsdiaulanisdieleunaasienzufaimuiduionini
wiansveuloonladuarledldlidnadesnmainuisen warldnadomsaneloutoya (Transfer block)
iielsinnsnamaasiimudeiios

Ccuabi+1) = Ccuabi — Kbe(Ccnabi — Ccnaei) Vbi (8)
o

Cchae(i+1) = Ccnsei — Kpe(Cenabi — Cchaei) Vei (E) 9)

Tdaun1si 10 waz 11 WeaA19n51n15UoUlnavewAaimunAIuIMNIINaLN1A 8 way 9 TARANAU
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-1 Qe
Cenabivn = 3 * (CCH4bi + Cchgei * Q_b) (10)

1 Q
Cetgeli+n) = 5 * (CCH4ei + Ccuapi * Q—b) (11)

e

v o

wagldaunsi 12, 13 waz 14 lun1smardudseansnisanelauunaaisseningigniauiatazignindiatu
Aamaluil

§05 50.25

(1]
—
—
N
~

Ky = 4.5 (‘;—b) +5.85

[SE L |

d

Kce — 6. 77 (8 Emf 0.711 (g db) ) (13)

dj

1 1 1
1_ 1,1 14
Kpe Kce Kb ( )

4.2 nsdnassngBlatrdunuuanngags

nsdaewladlawdunuuanuiiganlsznousie 2 J9n1a laud Jgaiediumuiuiy (Dense phase)
warIAIA@ILIUIUNS (Lean phase) BsiinmsiAsundasesdadiuvesudsmasnmugaueaun uaziidanas
mumgeUanUdesdaszluvievuds (Transport Disengaging Height ;TDH) [6] Lﬂ%ﬂﬂﬁﬂiﬂigﬂLLﬂaLﬁu 4 %439
ai’waaaim’[,%’l,ﬂ%aaﬂﬁﬂiail,t,u‘Uiﬁ’ﬂmuamyaaﬁ (Continuously Stirred Tank Reactor; CSTR) 31121 4 LAS0s8
funuveynsudauanslugUnmil 1 Fesimunnugauansluniesfnsalimananns 15 uag 16 &
muanysaliaieusnumuigaAvesUAIULL druesosuFnsaluvudsniuanysalifivdeunuigaavedun
s Tnedl z; Aemnugausiaztisvesiaiasunsal

* (gsa—£5) —az; —az;
£ = €5 — % (e™3% — e~3%i-1) (15)

AZ =2y, —21= 23— Zy = Zy — Zzuee Zy = Z3 — 3 * AZ (16)

4.3 39 uLUUlaun

wianAntundaniswiluiniglunsesunsalidomasazusznausmsuiansusulaeanles leuiuas

o A =i d Y % o a = a ° 9 - W v

whaiimuiimdeainnisialngd Feandunisfigungd 30 °C Audu 1 ussernieiiawenliila
wiamsusulasenledesnainledr Awandugunnd 1
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5. NAN1SNAABILAZITANANITNAADY

5.1 m’mﬁ@‘um’mgné’fawaauvuﬁwaaa

ONTIVHDUAIUYNADIVBIUUUTIADITINRIUNTY Tasazn1siUdeullas (Conversion) Yaauiaiiiny
lgannsinasaglduuuitaesiiaunduy gniuieuiisuiutdeyaluionaisensds wud wualdunis
WisuwUasaenndesiunaaideves Porrazzo wazAniy [2]

—@— Results @® Reference
100

< —e—— —S
=N
S 1) ./—1,
[
S 60 °
o
o 40
>
S 20
(@)

0

1 2 3 4 5

Number of stages

sUn i 2 Wisuiiguesazmisilisuulaseauiadinuaniuuiassiuieyaanniena1se19es

5.2 navasdnsrdeutimudeanisivdsundasasiueiesunsalivenauaziasasufnsalainie

d‘ 1 d‘ o 6V a 1 1 b %4 d‘
NgUNINN 3 ENUINI5UAULUAI9RSINSUBULNEIWMY Azdnanasayarn1sUasukUadved

lavziinifasanles lnenisiindnsinisdeusiaiinuvilmindnsinisiinugisensandu dialisesasnis
wWasuuUawedlanzinifasanlsduinauy

—8—XNIO —@—XCH4

100 *—o—0— —0 °
X 9
c 80
o
@ 70
¢ 60
g 50
o

40

0.005 0.01 0.015 0.02 0.025 0.03 0.035

FCH4(k8/S)

sUnn? 3 Havessnsnisteulnareufialinusiesesavnisiudsundasvedlansiinfiaoenladuazves
wiadinu

162



nsUsygudvnrsmalminssuaiuasindussenaunstsemealne a3 28

n3UAMT A anuiinsilasunvassasinisdeunfaliiny azdananedndiutesingmin
s ye1efvesun nsnsiasundasdnsmsteunadinuagilidndiudesinmweidiiiumn
T Faein dadiuresinanmsveIefveaUnazdetagfiuszanal 0. d- 0. 61N Kunii uaz
Levenspiel] 6) Fsazannsadiiumsngdlawdunvueniald dwalvinmsfusnsnisdouunfaiinud

0.80
0.70
0.60 "./0*
0.50
0.40
0.30
0.20

0.10
0.00

0.005 0.01 0.015 0.02 0.025 0.03 0.035
Fena (kg/s)

Gas voidage (-)

Jod11n
sUn i 4 mavesdnsinsleuuiaiinusedadiuyesineeinnisvenemveun

103U 5 aznudinisiddsundassnsinisdeuniaiing azdwadeTesaznisildeuunlaes
wiaeandiay lasilofiusnsinisteuudaimy avdenaliivsununistourdiveslansiniia

a

9 meﬂgmmmmﬂmmu ?\NLﬂumiLW&JEJGIi’]ﬂ’]iLﬂG]UQﬂiEﬂEJEJﬂ"ZILqu MIA508aYN1T
mﬁﬂmmawaﬂmmﬁmumﬂsuu

—0— XNl —@—X02

100 o-c-0 o—
90

80
70
60
50
40
0 0.005 0.01 0.015 0.02 0.025 0.03 0.035

Fena (kg/s)

Conversion (%)

sUn# 5 navesdnsnsleuniaiinusasesazrnmsivdsuulaswedansiiniiauasiiaeandiau

1n3UN T 6 enudnsivdsunlas dnsinisdeuniaiionuy azdwalyd Usgdnsainlunisuen
whaAsuaulneanlaniusaAsoInIULLLlatnanal WasndwAaiimuwmasannnisen ludidaUuiuundu
v dadiulneluavewiansuaulneanlananas
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96
95
94
93
92
91
90
0 0.005 0.01 0.015 0.02 0.025 0.03 0.035

Fena (kg/s)

CO2 mole fraction

sUnn? 6 navesdns M stounialinusedndiulasluaveuianisueulasenlys

dyUNanN1INAaDY

Atetud WunsAnvinsnissieouaiosufnsainadladiuanuumuieudmiunssuaunis
wnlnsfuvuiafineaguils delsunsudiasausanunda dearslunszuarunisusenovuludie
wesUfnsaiidoimdsiiduiunisluanengdlawduuuesuia iniesujnsaionmedduiunsluaniog
waBlatunuuanuiigs uasedosniuuiuloth wulnsiuUiinunsdeuuiain dwalisosaznns
Wasuwasvaslavginifasenledifintu uinindsuudasdninistouvesufadinuasdimanoraanis
fufiunisvesssuungdladiun ieannninudsunlasuesdndiutesitaannnisveisiavenun usnani
Hadviiresnilifefousinunmsifiaufisenstuanmuedaveinifasenled Fansiusasnistoudeimas
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Fruel = l;f,;'f,' (A1)
G, = dgp%é_pg)g A2)
Rey,s = [(33.7)% + 0.0408 G, ]°'5 —-33.7 (A3)
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Remfl,
U — mitg (Ad)
mf dp Pg
pg(Ps—pg) 8 0.33
dl";=d[gs g] (A5)
-1
18 0.591
U: = [ =+ ~—05 (A6)
(4p)"  (dp)
ng(ps— pg) "%
U = U; [g—zg] (o)
Pg
U, =10U, (A8)
U
U~ (A9)
Emf
Upr = 0.711 * (g * dp,)*° (A10)
Ub = U0 — Ue + Ubr (A11)
Uo_ Umf
o = (A12)
Up— Upns
Ffuel
App = —fuel AL3
FR UoPfuel ( )
g=0¢g,+(1—0)¢g, (A18)
Lm (1—-gy)
Le = 2 —m/ A15
f (1_ smf) ( )
Vtot = Lf AFR (A16)
Vb = Viot © (A17)
Ve = Vit (1 —0) (A18)
Vorr = Wb & (A19)
Vestr = Ve & (A20)
VpFR
VPFR(i) = n (A21)
stages
Vcs
Vestri) = = (A22)
stages
Fsp = Fs0 (1 —g) (A23)
Fse = Fs — Fg (A24)
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Fy = Pruel Up AR O (A25)
Fe = Pfuel Umf AFR (1 - G) (A26)
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