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Pavawd

%1 E Fim
1.1 IREHR LK O ZEILIRE (CO) HIBE: i
1.1.1 CO B mic & iR =% #

HERD KD 1 %% DD fibik®E (COy) DX H7RIE=ELEH A (Greenhouse
gas, GHG) 1%, K= V¥ —DHE RS 2 EKIZEE IS &5 LRI, REED
RO Z I L CHIBROBFE R Z B 135 2 & C k2B < R#ET D2 EBMOEE
ZEO, KB RV X—ICRIG L THEROBEENFHGH SN 285 %2 THRIEEZE]
EEW, Fig. 1.1 ® X9 ICKBT R VX —1XZ D 20 %0 KEAWIL, £ 30 %5 KA
. FLTH S0 %RRmMENIND, RKREH ETRININERERKN = LF
—®D 70 %IXERICFHEMCKH IS, #HigkoRmlc TARIRENR) BTN
X, Bk O R 1w O KB RV X — LT R CFEHERI R S, #iEko EHEE I A
DYEPRE LR T L 912-18°C £ TR 722 5, HIER O IR B 1T U0 7 K EICHERF S v 7p
JHE sy, L2 L, GHG O, H A X 22BN O, L7z > TlRE
R ZIE S, HEKIER (L NE &5 [1.1-1.3],

*Earth radiative equilibrium: *Greenhouse effect:

keeps the average global temperature constant The global average temperature is kept high
by greenhouse gases.

*Greenhouse gases:

Absorb Earth radiation E and then re-emission

Reflections from Absorbed solar radiation E ex) CO,, H,0, CH,, N,O, CFCs, PFCs, SF;
the surface and a1mospher9 = Emitted earth radiation E
30% 4 & !
/7, 20% +50%=70% -18°C 15°C
| T N4 /
| Atmosph ,'c absol / \
- Moon withoutatmosphere  Earth with atmosphere

*Global warming:

Greenhouse gases 1 — Greenhouse effect 1

— Average temperature 1

v Cause:

Increase in carbon dioxide, which accounts

for more than 70 -80 % of total greenhouse gas emissions
v Impact:

Glacier area | Sea level 1 Surface area |

Extreme weather 1 Agricultural output | Ecosystem change

Re-emission — greenhouse effect
Surface absorption 50 %

Fig. 1.1 The Greenhouse Effect [1.1-1.3].

1997 4O R E & CHI R R ICH E S vz E 7 GHG 121X, Fig.1.2 ® L 951,
80 % COz, 12%D A X (CHy). 6 %DHEELZEZFZE (N,O), TLT2%D 7 v#EH
=g B 7 A (F-gasses) I[Z#%M¥ T HA4 Rue 7 vtval—AR 8 (HFCs), /X— 7 b
Au1—AR 8 (PECs). N7 vAbhfi#h (SFe) R ERH D, 2D X HIZ, 6 2D GHG
DHH, CO, DHERRBALIERIL 1 & L TRV, HlEH AT EE 7 GHG DRk & D #Y
80 %Ll EAE HED T WA, {LAREOBREEIC L » THEHH &N D COy DAER N A BHEH



ENHREHEDO 3%E2 B2 DL, NT U ANRN., #ERKER LN EITT S [1.4],

No. ltem %

—

Carbon dioxide (COz2) 80
2 Methane (CH4) 12

3 Nitrous oxide (N2O) 6

4 Fluorinated gases (F-gases) 2

Fig. 1.2 Global greenhouse gas emissions [1.4].

PEZEEMIC K o TIEABREI O &2 ST L, KK H O GHG O E 2 55K
BT 2 L 917 o7z, 2RI L 0 MERIEE/ALAMEE L, HIRY | dok, 5
B EREOREB RN RAE LT [1.51.6], 2O X RBIREY LT D70 HE
JBiE. 1992 4 GHG HEHIEZ HIBR 2 7= o E KA B P 524 (United nations
framework convention on climate change, UNFCCC) Z#fifk L CE YV . 1997 F 2 AR TH
TR 3 Bl LB LSRR E 2 (Third session of the conference of the
parties, COP3) TR I N7 HEER R Th 5 HHER G EF Tl 2008 2005 2012 £ £ T
D 54T GHG HEHH &2 1990 (E DO HEH & KV 4 52 %HI 2 2 L TAE L
[1.7,1.8], 2020 “ELLFE > GHG HEHHEIEE DO 7= O Hi= 7 E B2 & LT, 2015 4
(2B S A7z COP21 DN U S b A9 Tl R 0 ) KGR A %2 2°C DL N ITHERF L.
PEEFMURATOKIR LY 1.5 °C @ EFALITICHIIRYT D L o Pk & 2 B PRI Al
HEENET B [1.9,1.10],

7 AU B WEERAJT (National oceanic and atmospheric administration, NOAA) & 7
AU K554 (American meteorological society, AMS) @ 2018 =46 8l i it 15
LB L, HERD CO, 1 2018 4F1Z 407.4 £ 0.1 ppm T 20174 XV 2.5+ 0.1 ppm ML
TW5, ZOHEME 2016 05 2017 40 1 AEMICHEIM L7 2.2 £ 0.1 ppm & [F/K%E
Thd, 1960 FRITKKF D CO, DM F N R ITEEL 0.6 £ 0.1 ppm T o7,
LoL, 20O 10 M OBEMFE4EM 2.3 ppm ([ZTEE L7 [1.11], 2O X H1T., HER
REROEFRKTH D CO,DMHERL LOWLIIT, IFFICHEETH Y | Fr &S oA
BEERL D 72 D ATl 8 S QML BRI AN /] R 72 8045 23 CO, [BIUY - i 88 (Carbon dioxide capture
and storage, CCS) Th 5,



1.1.2 #7 0 Cco, HEH IR

Bk, RIRT A, AL, AEOEREN LRSI ILaBETcH D, TEA L
E2& ALABREHI AR DOENAFERHE D 36 %, B COHEHED 40 %% (5
TWo, ZOHFT 29 %A RRBED KL HZ Hod, IRWT 23 %EEEB ., 23 %PE 3
H. 10 %@, £ L T4%EOMmB EDTWD (Fig.1.3) [1.12], FEF(biT et
ROBEOKELTHY ., 5% bR, L2rL., ZNDHDOFERIT GHG 2 H:iH+ 5,
2050 Floh—AHRr=a— 7 NVHEDS, GHGHHZErIZEIZE L 2T NIER 5
T, ZOEDICTE(E2ELT R TCOWMMTHE LR RFBLENLETH D
[1.13],

No. ltem %
1 Power coal 29
2 Power gas 9
3 Power oil 2
4 Transport 23
5 Industry 23 V
6 Buildings 10
7 Others 4 4

Fig. 1.3 Direct CO; emissions by sector [1.12].

B4R D COy HEH & % Fig. 1.4 IZ8 79, 27 %EkEH, 27 %' A > b, 15 %LFRG
3%T VI =T A, 2% LT ZLT20%NZTOMPERXLER->TWD, ®iER
FOMTEENGENTEY, TRODEXITZHRTHDLTED, T XTOEILETH
H 72 CO HEH Z 9 & TR 3R 1L 72 v [1.14],

No. Item % CO: emission

1 Iron and steel 27 1.83 ton CO3/ 1 ton steel iron
2 Cement 27 900 kg CO2/ 1 ton cement
3 Chemicals 15 -

4 Aluminum 3 -

5 Pulp and paper 2 -

6 Other industry 26 -

Fig. 1.4 Share of CO; emissions by industry [1.14].



CO, DRI T B PEER OEI G, Fig. 1.5 DX II244%T =T, 16 %K
T L6 %RIRT A, 15%H AR, 6% A A, 3%ZOMDIETH Y, EIRED CO,
EHEHTOERICEF LTV D, FERTIX CO 2, TR, EXHI AL L TH
BRHL, A2 =V R A—Rx—h RIEREOFEBSWEICEHEHBEL THWS
o, $RlZ, TorE=7, BEERBRIEEEITHRAET D CO, ZHEE CO, ML ER TRT
EHLTEBY, ZTOEARITEE COFED 70 %IZEL TS, KAV ADAFERRE
THRAETDH CO X AHMENIZIER SN D [1.15],

No. ltem %
1 Ammonia 44
2 Hydrogen 16
3 Natural gas 16
4  Gas processing 15
5 Bioethanol 6
6 Other 3

Fig. 1.5 Share of CO; supply by industry [1.15].

PEEMNTROFMHEIC L > THHEN D CORE, FHESOENGFET D, Th %
Table 1.1 |\Z/R" ¥, ARBEOMEM CO HEHIEIX 9197 (& o THRH L\ CO, ZHEH
T 50BN, J@kk;sﬁlﬁva@ COIREED 10-17 % LR (HHE 2 X F A @ W2 CCUS
WREZPRTD-DICITHETA NEZMADILERND D, REKH A BE % 04/
CO, HEH &1 29-31 F‘ Ry T, COHEHBEIL 49 % TH D, &AL NEE B OE
M COr HEMH &I 21-23 B F T, COHEHIREED 14-33 % Thd 5., S8BT 43 B 0 4
M COr HE M &I1E 30-32 B F T, COHEHIREN 12-22 % Th DH, "M A~ AND T
)=, KFE, ZLTTUVE=T 24T D TED CO BEHEIL 3-6 8 T,
CO, HEHIREEIE 70-99 % & miRE CO, g SN D, miRE COL ki TH L =%
—L KFL XL TT 2= 0HOME = X MK SR EITAKREED 0.03 fF
ThbH, BEBEMBEH AT AOFEM CO HEH &1 20-22 & > T, CO HEHIEE N 8-14 %
THDH [1.15],



Table 1.1 CO, emission source, emission concentration, and emission process by industry
[1.15].

Emission Emission CO, source CO; emission Press CO:z concentration
mdustry process 2 (Gt COz/ yr)  (bar) (%)
Coal powder Combustion Coal fuel 9.1-9.7 1 10-17
Natural gas Uperading Underground 9931 1 49
processing gas
Calcination, Limestone,
Cement Combustion Fossil fuel 2.1-23 1 14-33

Combustion,

Iron and steel ) } Fossil fuel 3.0-3.2 1-3 12-22
Oxide reduction
Ethanol, Hydrogen, Fermentation, .
onia Reforming Biomass 0.3-0.6 1 70-99
Waste memeration (b tion Waste 2.0-2.2 1 8-14

flue gas

Figure 1.6 ® X 9512 30 %H[E., 15%7 A U B, 9 %EKJN#E S (European union, EU)
27. 7% A U R, 5% 7 4% A AKRFIEARE L THARKRO CL.8HETHD, =
NOOEAX TR ANR D 49 %Ll B R ENKEAERE (Gross domestic product, GDP)
D 62 %LL I FALAREHEE D 66 %L b, A CO HEHE D 68 %% dH T
B, 6 MEE HEE COPEHENSHEMLTEBY, FHICA v Fer v 7 REBHKE
HNE BRE w5 [1.4,1.16-1.18],

No. ltem %
1 China 30
2 United states 15
3 European union 9
4 India 7
5 Russian federation 5 V
6 Japan 4 4 2
7 Others 30

Fig. 1.6 Global CO; emissions from fossil fuels and industry [1.4,1.16-1.18].

HEE 2021 4E12 113 {5 3600 5 > D CO, 4 L, AR KD CO HEHETH
%, THET CO HEH D ERFERITAE, FFICHKR TH D, 2021 4, TE M ARE
L7222 X —0K 58 %X ARNLH T, ARIIRENEE TH L0, HE
DB EEET T b AA T —TAHREBLT L, KRKFICKED CO BHEH &
N5, ¥, PEHIZAMOKRKWMAEO —>THY, ZNIFXEOHBEMEHICE > T
HR7Z2 CO I HFET 5, HEITAR. T, FAEVRET RV, REKRT A



mEEEHL, ARKAELZBS L, 2EMZ CO e A G 7372, 2030 4 %
TIT, 2005 FEDKYE L B LT CO HEH & % 60-65 %HI T 5,

7 AU I 2021 EI2 50 /8 3200 F b CO, ZHEHH L, AT 2 HHIZKE WD
COHFHETH %, 2021 4, 7 AU I THRRKD CO PEH LR @, E ., FEENSHT
WD, T AU BB IEEBED T DA KRB E LTS 72O Y 25 2 ) 7212
HEMNOLT, TAYDITERE L TAHRDO EFEAPEER L LTHE-TWD, 7T AU D
RFIX T v 7 A AHE RATHEIC AR Z R TEESMICRESKFEL TN D
FRIZ, 7AV DOBEEFIZIERRBEBFEL L THBBEICKFL TR, ZHE ATV
YET 4 =BT KD COPEHEICHGEE L KT T, 7 AU BiE 2030 4F F TIZ 2005
FERMELLTIZ, COHEH B % 26-28 %HI T 2 HEE 2 #iF T\ 5,

EU27 2B 2t aREHC K D COo &I, 2019 405 2020 4£C 10.8%?&9\
L. 2020 75 2021 4F T 6.5 %M L7z, RHIAZ2BLE TiX, EU27 DbARERC
% COr HEH I & 20 M TR RIS H V. 2021 H120% 27 & 8000 1 b > TH
D, 1990 FFDOKHEL D 27.4 %Ko, 2R OPEHET BEU27T DD LEE S Z
DEAER] . 1990 4 16.8 %/ 5 2015 4 8.5 %, 2021 4F 7.3 %2 L7z, 2030 4 F T
12 1990 4 LE T CO HEHH B % 40 %l Z BIE L L TW5b,

A 2 R 2021 12 26 8 7400 H oD CO ZHEH L, AR T3 HFHITKE W CO,
PHETHD, ARIETZA LV FOTFEZRLF—ET, £ FOTRLX—DK 44 %

ERAET D, ARSI 24 BB L, RARTAEIA Y RO VX —HEE
D6%r D, RRIGREZEB L, 7V —VREERELZ W5 729, 2030 4% TIZ
2005 3l A D COr HE B % 33-35 %ICHIE T 5, £/, RART AT H Y =7 % 15 %
M55 TH D,

27 0E 2021 FEIZ 1748 1200 5 oD CO 2 HEH L, HHRAT4FBIZKE W CO,
HETH D, e VT ITHRERORRT AHEEMO > TH Y | KK 2 TR D
FEIRXALX—JHTHY, BERTHDH, 27 THEROZOMOIEFERMEES
BERHICEIFELORL TSI ARG, 27O CO D ERFERTH D, v T ixE
oo 83—m v /ROEZICRKRT A Z REBICHHBE L TETWDH, 2030 4 F TIZ 1990
T CO HEH B % 25-30 %HIT 2 A28 T\ 5

HAIL 2021 FFIZ 11{E 7000 5 F D CO Z#HEH L, A TS FEHITKRE W CO
HETHD, BARTIHEETL S CHHEN S4%EML, RRKOEIMER-7-, FHE
BIXORZoOMOEHMOPEHIX 3.3 %ML, FEAEHEIX 6.3 %Hd Lz, HA
BREEED 70— RNV ) —X—D—DOThHIH, TXLX—HEENKLZ W, 1T
A ED COHEHIT, APEIC K D2BNEHERICE > THAET D, 2030 4F£F TIT 2005 4L
T COHEH &% 26 %HIIRT 2 HIEZ HIT T 5,



1.1.3 COx [EIUX, H7 84 K OV 20 A1 FH B Al

A FITHEITK 30 Gton LA ED CO, #HEH L T\ 5, &5 T CO, DHEH & % b
SHLLEDIZIE, LA 7 72T BEfFO VAT A THEE)] Shiz
PHEBEICESZELERND D, ENHMMOSHRREICLD2ZEIZE22DbL T,
INFBUK U 4 (Stated policies scenario, STEPS) T » & /1S # CO, HEH & D
WL, ZHVUTBIAE, BBABEE O CO HEH D 30 %% b D AR AKSIFHEI N E
REREEBZOND, £, TOMOFEE., L, Wk, L T 7 7
TTTICHWLNTWD CO, HEH - Z f Tk L 722 1 AUiE 72 5 720 [1.19], CCS i1k
FIRELZ WD REFT., MBI OB AL FITHEARAENSHEHEND CO, 2 KA
OABET HEIN T, R ARELZFRIH LB TEET D COor HiHEZF L <
HI T & 2R FORFEINTH D [1.20,1.21], ZhiE, CO % 1 MATICED T, K&H
I IS T 5 5T Td 5, Figure 1.7 O X 912 CCS & AT 2 F il ic 1T 4E .
s, T L CTRIFICHETE, 2T 52N %A % Table 1.2 (278 L7z [1.22], f&EH
MicET 2EAN KL REREAEZ 5D 5700, WML CO, MEHINZET R
. BEERZRWICHBT 22N TEDLEEALND,

[

Coal Petro [ | Gas
— chemistry { Pipeline | transport |
fr——

Natural Gas l, >< 1
\ — { a
— Undergroun Marine
oil | storage || storage |

) & ey Y,

Fig. 1.7 Schematic diagram of CCS technology [1.22].




Table 1.2 CO; capture, transportation and storage technology [1.22].

Technology Classification The field of application

CO, capture technology  Post-combustion capture technology Direct capture from power

Pre-combustion capture technology plant and industry

Oxy-fuel combustion capture technology

CO, transport technology CO, compression and transportation Transport to the storage
technology location using pipelines,
transport ships, etc.

CO, storage technology  Characterization and evaluation Storage and management in
technology of rock layer the rock layer of the land and
deep sea

Drilling and injection technology

Behavior observation and
forecasting technology of rock layer

Environmental impact assessment
and follow-up management technology

Figure 1.8 D X 912 CCS HMF D 5 &, CO, D4y « AL, BREEFE T COy & 47 B -
B 9" % post-combustion capture technology. BABERTIC CO, & 77 - BT 5 pre-
combustion capture technology., & L CTHlifgsR CTHBE L. RBEHFIZ 0 HE - BT 5 oxy-
fuel combustion capture technology @ 3 DIZX 4y &5 [1.23,1.24], BREE ffi 48 B v 1%
PRBE TRRBICRAE LT ARICEEN DT ADLLIKIRED CO, & 4B 3 2 £k T,
REJE K PN A IKIE CHEE N AR Th D [1.25], REEZ OPET XA O IL, EHEK
80 %, CO2%J 15%, T L TKAER e EXLDOMOMENK S%zE HD5H [1.25-1.27],
BERT O BB L AL AR 2 o0 I b £ 7213 L TKFE & —Bfb ik 3E % e
L., KM A7 b (Water gas shift, WGS) InnH CO, HifET H2H T CTh 5
[1.28,1.29], Z D EBET, CO, JREEIL 2540 % TH YV, miRk. @ESRMETITOND
[1.30,1.31], #EEBERBERAE AT I, RJGE IS 0 B 70 22 50 4 o il BE B 3R IR B C RSP 12
HEAL, BRIEDRZM ESET 80 %l ED CO, #RBAEIHTHETHIHINTH D
[1.24,1.32,1.33], IREP®WTIZODRESICHIERL L OREN TR TH %, Table 1.3 122
o 3 DOMEETOZNENORFT/ER A Lz, 2O TYH, BRELMER
firix. BEFEO CO EARICHM LT WHEIN T, MEM 2RI L T CO, Z it/ &
THHETH D, ZHUTEH A2 EM OMEGER & TR R SICELRNP S THIL,
WFERTEFRICEITT TH D, Z DK D RBRBER OFEBINT CO, 2HET 220D
REWM 2 TTE L LTI VRIE WS E BB E RmIER EDRH D [1.22,1.34-1.36],
ZHICET D0 HIZ Fig. 1.9 ¢RI UTH S,
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Fig. 1.8 Schematic diagram of CO, capture process: (a) post-combustion capture, (b) pre-

combustion capture, and (c¢) oxy-fuel combustion capture technology [1.23,1.24].

Table 1.3 Advantages and disadvantages of CO» capture technology [1.23,1.24].

Capture technology

Advantage

Disadvantage

Post-combustion

Pre-combustion

Oxy-fuel combustion

Relatively more advanced technology
than other technologies

Suitably easy retrofit to existing
sources of emissions

High CO, partial pressure
(concentration)

Easy separation using a variety of
solvents

Opportunities for retrofit to existing
sources of emissions

Blocks the presence of nitrogen
because it uses high purity oxygen
mstead of air

NOx emissions are eliminated due to
the absence of nitrogen, thereby
supplying a small amount of gas

Easy reclaiming through simple
condensing device

Low CO, partial pressure
(concentration)

Relatively high flue gas temperature
in the flue gas stream

Requires additional removal of
sulfur oxides (SOx) and nitrogen
oxides (NOx)

Requires gas cooling for CO, capture

Loss of efficiency in water-gas shift
reaction part

Requires significant modifications to
existing sources of emissions

Requires high energy for air separation

Complex combustion

10



Etc.

. . Membrane .
/EﬁubsorptlonHl\dsorptlonH separation Cryogenics

| |
Chemical | Chemical | Organic Chemical
absorption | adsorption | membrane looping
* Amines method | (TSA) I separation
 Caustics I « Metallic oxide I | «Polysulphone
* MEA | -etc | | *Polyamide
’ | | *Cellulose CO, hydrate
| I derivatives
| - etc.
| |
Physical | Physical I Inorganic Electrochemical
absorption [ adsorption | membrane pump
"« Selexol I (PSA, TSA) | separation
« Rectisol | * Zeolite I | «Metallic
- etfc. * Activated carbon|| | * Ceramic
j - Si/Al gel | | -ete. Microbial/Algae
|
| I Enzymatic
| membrane

Fig. 1.9 Classification of applied technology for post-combustion capture of CO, [1.22,1.34-
1.36].

REBORWINIEIT T I 2 FKEHK 2 A T2 UL T, mono-ethanol amine (MEA),
di-ethanol amine (DEA), methyl diethanolamine (MDEA) % I\ 7= {b 52 Y W% U I )i % F]
T5, WMIEIZRERLBELZH KD Z L RIRENO ®IRE £ TRINMEREDOZD K&
KBRVWEWIFIZEFRH Y, BITER D EHALEINLTWD, Ll 7 IV RKEIR
ZIIUDETHRINAFTAEARFOME/MEMO AL X —HEENKE S, KL
FOTEWE BINAI A EOBEMEE WO BERNH S [1.37,1.38], — . WHFEIZ, ik
B2 E C, EERARS TH D, ZNICE D FEAMO T FLX —2h RN E O HiE
HETHL, LML, WEROHERITIKFEL, 40 & 2 ARIEIZHEXTKRKED CO,
ZALERT D LN RPRT L, S BEEIRVER SRR T2 D | A5 Al O PERE S 23 L BT
B2 [1.39,1.40], Fio, BEOBEIRELEEBHULEZEN AR > TWa0, m=2 A b
DEY 22— VHPULBETRKREEZUEPNRNETCHATZOMEMBREE L TEES LW
[1.41,1.42], TRGEFREENDI L mWEEELZR O, il X GHLRICE
WTIE R X NAX—HEDH D72 OMEMBAR L L Tl LTy [1.43,1.44],
IRBES DR EINIZI LR O XS REFZ2HETLI2LENH Y EFAICITE-> TV
(A

CO, Z N HEMITHET 27200, ZHMHBEMNENIND, I<MbNATWDHE
44 % Table 1.4 (2777 [1.22], BABER. HET AND CO MERFICH WL LD FIEIC
X, B HIE LT HFED 2 OB 5 5, AIEIEZAEMEM T AKRTHAL
TR, BE IS AEREMNICHEREEEREZEIR LT COy & DLFEMES %
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FETDELETH D [1.45-1.47], MEFHEE L, KR TT b Co it RF D = 1
VX —RICEN, BAEFHARERZ EICERZH D, —FH T, CO,RIKMMER L& 3k
RERED L, JEJTTAA 7W%K (Pressure swing absorption method, PSA) T2 & 7=
IZEZE A A 7 K35 (Vacuum swing adsorption, VSA) T F& THEpk S 4UE ) O FR i 23
VETHDL, Vo BHRH L, EICREERRN EOTZD DL AMEOM L& RARIER
Pem Eo 7= OFRHRGEBERIHIL SN TWND, —FH, {LFEWNHEEIL. EMREO
WHRNMEAERBE & CO, DML FRRISIZ R > THET D2 HETH L, Z<OHEH. 7 IV
MOMIEMEIEREZ ZHMEREM T 7 7 P FXATHET 2L T.EED CO
LrrT, Filo, WEARAAL 7 HENX (Thermal swing adsorption, TSA) = F|H T 25 =
ET, REEICIIERRMIPENAIETHLS, Ll OIKRLEHT S Z & THRIX
BB, CO BIULME T L ILHRPLD R E K RO D H 5, (L FHITHEM O 5L A .
ZHMRMNOT I U FREHERICE 2MERM B & ME/AE RO A Mg SR
PNEATOA TV D, WERHE &L FAHE O R % Table 1.5 (2759, Table 1.6 |
KL THO FEE A TOMEMO KN COLOMERAREZENLLELOTH D
[1.48,1.49],

Table 1.4 Types and characteristics of typical porous adsorbents for CO» capture [1.22].

Metal-organic framework

Carbon-based material
(MOF)-based materials arboli-based materials

Zeolite-based materials  Silica-based materials

Crystalline silicate sili . o Can be manufactured
minerals Hicon oxide Crystlals :lronmstl.ng]_of d from various precursors
i metal and organic ligan
Low thermochemical [;oxgt;hermochemlcal bonds s s High thermochemical
stability stabrlity _ _ stability
. Large pore size Very high specific surface .
Low price 2 High specific surface
Low specific surface area (= 3000 m*g) (>2000 m¥/g)
Low specific surface . : area (= mrg
-15 2 Very high price .
area (500-1000 m*g) area (1000-1500 m*/g) Hedronhilici Low price
o ilici ydrophilicity .
Hydrophilicity Hydrophilicity yerop ’ Hydrophobicity

12



Table 1.5 Characterization of physical and chemical adsorption [1.45-1.47].

Item Physical adsorption Chemical adsorption
Driving force Van der Waals force Chemical bonding
Temperature Low temperature High temperature
Temperature effect Large None
Adsorbate Nonselectivity Selectivity
Adsorption process Reversibility, multilayer adsorption Irreversibility, monolayer adsorption
Adsorption velocity Fast Slow
oot L0 e 5 cnleaton ) 1gh (e in b
Regeneration of adsorbent Easy Difficulty
Pollution gas recovery Easy Difficulty

Table 1.6 Adsorption amount of CO; according to temperature and type of adsorbent

[1.48,1.49].

Adsorption Adsorption CO,
Adsorbent type temperature pressure adsorption Ref.
(°C) (bar) (mmol g1)
Silica-based <30 1 <36 [1.41]
Amine-based <60 1 <55
Low
temperature Carbon-based <80 1 <35
adsorbents Zeolite-based <100 1 <49
MOF-based <100 1 <45
Intermediate [1.42]
temperature Magnesium-based 200-400 1 <14
adsorbents
High Lithium-based 500-600 1 <6.5
temperature
adsorbents Calcium-based 600-700 1 <1l.6
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CCS &TfFﬂi\fK?F%iﬁE’C“?ﬁﬂ%ﬂﬁéhk%@]ﬂ%é?ﬁ FEEEICHEA SN TFE
BHIIE E A ERW, FriC, BEFORET 2 8E L2 FaIE 2w, BT L —#E
(International energy agency, IEA) O T HIZ L 25 & 2025 420> O 1T AH X A 1@ H 23 %
GREEDSBTDO—DOThHREFEEI T CCS HivmAbtsns EREBELTWD
[1.50], TREFFOHEL VALK EILIZCE S TZ2X A —HEZRELIFLT LD
ERBAL, DR CCS ZAF LA A 7 —FETHRK 45 % EOKIFEEE (Lower
heating value, LHV) O & #ENRAETN TWD [1.51,1.52], ZhizxfL, 7 AU BT x
V¥ —44 (United states department of energy, DOE) &£ CCS Hiffi z ik E7= U %A1~
Lt FATRE 72 CO, [BIUX « B84 « 7% H (Carbon dioxide capture, utilization and storage, CCUS)
IR LZR S, BERESNA TV H—MHIED CCS EIRO RN ZRE S LET
THERELTWD, £/2, KIFEEITITE M 7 HE 72 CCUS £ BRFE ~ D & 23 5 56
AT TV D [1.53-1.55], CCUS £AfriZ B3 5 #pk & #i¥H & Fig. 1.10 127”7,

Conversion - Carbon-neutral fuels
. \OQ -Chemical synthesis
({}? S -Carbon mineralization
/& 2 -Algae cultivation
Carbon neutral Capture - % -Carbonation
by 2050 %~ -Cement
Emissions ¢ 1@ -Chemicals
+ ~\2 B, -Polycarbonate plastics
Absorption & % % % -etc.
Removal amount SA
= OOAJ %

CO, Storage  Enhanced Oil Recovery

Fig. 1.10 Concept and type of CCUS technology [1.53-1.55].

TAY TR, MEREAEAR L LT CO PR B & 90 %HIM L, #EFMEFITE & L CTBIE
@meﬂtizwﬂv AEPEVEDS 45 %N L. &R HEANB NS 20 %LAN &2 B AR ICHFSE
Bl 7 (Research and development, R&D) L T\ 5, Z #LiL 90 %L/LLOD CO, flifE H 1L
FAEEXT I HFAD CO, i TT TIZHEKEIZ I/Tb\étbf)f}b‘é
[1.56,1.57], DOE & [E .= /L% —H A 587 (National energy technology laboratory,
NETL) O #HIC LD & COy HEH B 90 %I JRIL AR M DB 2> %Y 7 K e 72 L
fliLTWod, ZOXD REATBFE DML LT, DOE/NETL (X CO, fik LRI E
LN X—hROM B EEa A FOHIE, EiEa X ORI ARRL, T e —
F O R L TV D [1.58-1.60],

14



1.2 CO, fli4E 44

1.2.1 CO £ P BE 72 R M
(1) PR EEHS

TATA NMIARICHRET LIZAMBHBEEDOT VLI ) VI — N ETH D,
WHIICE)— 72 0.4-1.0 nm FEEE DK LD K& S & 500-1000 m?/g FRJE O LR EME %2 K >
TWo, BRITEABBIRFIZL > TER2BHIMZ2ES THEG I Sios B LD
AlOs DR HUE KR CTHER SN D [1.61], ZAid Nat, K, Ca?', Mg EDOA 4~
EWNKTDHZENTELN, A A X2V MRS L, BB oA 42 &
ISR T D22 ENTED [1.62], B4 T A bOWE L RMRDBEREIT, 2 L1
BIZBWTZDXIREA A DRE S, B E KRS k%<%ﬁ#5
[1.63], £/, (LFWIZEAL T A MNIFEOREILEO S FETHEETE S L HIT
DNTEFHL, 3 TO NIy T LT T ENTELN, Ttk NERBKNZ
v 7 K7 Bl4: (selective trapdoor phenomenon) | & V9 [1.64], _i’b%’i’ﬂﬂq L“Cﬁ"%?tk%’i’
BB T D ANNICHET D5EM EFHAEERANREZ: CO, 721 25 fLIC@iE & & Tk
R ET L ENTE D, RITTHE, fﬁ74k®wﬁﬁk%%ﬁb FiZT7 3
VHE AL LR EZEM L LTHWAIERED b TW5DH, Zhix COo, &
DIFENDKEED LD RHEREEB LI OHRAT 0 ANOKBNIEET DA TR
MR ORIZ LD ARLZERTR 2 EEWRTD2DDOLDTHD [1.65],
ZAMET Y BT EIC 14nmm OKRE IO 72K EF > TEH Y, 1000-1500 m?/g 2
FEORREREEZFE> TWD, o, [ALWICHBEISHEYE 2 A, FEHEICE > T
ik, WMAESFHRELL OSHFTHDOATWS [1.66,1.67], — . MERHWER & L
THELONDMOWE T KD NFEEL, BIEOHESRM FTIX COo, i IZB WV THED
BN D D [1.68], ZHMT U DL REHABKETH Y | KITHEE LHW, 3K
THRRAEECLIVERNENESLS AW EEEZELEMEZEEL LTV E
WHOEMRH D, SHIC, BELDOE., COyH ATHT 5 m VBRI & Ky xt4 5
Mk %2 FEo 7 E DA ZFF> TV D [1.69,1.70], L7 -> T, 2D X572 % /Y
BT Iv&777 MR THEL, ah#m%mwﬁﬁéﬁ&fﬁnﬂ H 5T
W5 [1.71,1.72], LvL, M FEEOLZAME TV v WE %2 ART 27O
%Km&fﬂﬁm%ﬁoﬁké&*#ﬂﬁb<\W@*#%%¢®#%Lwaw5@
AT %,

& B A FEAE E K (Metal-organic framework, MOF) 1A 5% - 18§ 1R Bl oD 6 & 4 (A5 b
BT, BREAFT UGB T AX — () BAEKY TR (R g s
BHEEKT D [1.73 &8 7 T AX— L GHY T NEfAEbE TEHERERE
ERESOHEEELI LN TE D, £, BMND T TH DK R EHNT
(Secondary building unit, SBU) & =37 & N#ifE S u7c 3 IRoLHEiE TR % v
NI =2 2T A0, ZHIEZHAEEZRT [1.74], —#AIIZ 3000 m¥/g LL EDIEF
W RAEZED, RADOKE EE2-50nmm 2T 52 LN TE, BHESTS A Y
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FTEBRELTHEERDMERF I, KILOWREIL EEEN RSN LY R TH LD,
L[EREIZAEFTHD [1.75], ZTD XD RFFHIZL Y MOF OXALO KR E S 2L
TRICEHEEZMFE LD LI LWL CIIEANCLIREERERS X OIFRK. 0 70
BIRM B, b2 ZIC 2 FECTIEHTE S [1.76], L2rL, GRRIC&RE #HHM L
LTHWD =D, IRARMICEERMA SV, 2, KDZHWEENRRALS 572
D, INEMRITDHIZDENED LN TV D,

f & HAE DWW AEFNTARNAERE 2 2 b —KAYIZ 2000 m*/g LA | O @& b R R A FF
L, KB EOWE K OREDOHEREMICHT H2EmWME, 2L THaWHBEDES ML
FBoREFNH D [1.77,1.78], £7-. BB TOLEREM, & BEXMLEEEZF /LD
%o [1.79]c 2D XKD RRFBEZMITMOMEL LITRRD | KT FFEZ > T
LI, THIEREMOFHEPBEAKMETH D Z LIS [1.80], REMEFTD CO, DHE
I LW A O RALRFPEIC K& SIRAET 203 IRFBFBMITTEMELIC L - TR HIZZ
OWMMKATFER N AIEETH D, Lo L., REBMICKTT D CO» W25 1 12 U
TOBRRPER X AIIZE D 2, K712 . CO W B A BT FEE T OB I AR 7Y 50-120 °C
TRWMICEALT 2 [1.81], 2O X5 REFZRT 2 7-DICERFIE L RINA OEA
TFEPEDIN LD FRITIEITBRAEE-WAEF OB < THIEERE D235 <,
WH OBENFETZAERE/REZER T 20T, WERIDEZKTIHED
[1.82,1.83], L7223 o> T, BI{ED @3 B OAFFEES Jyid, WA E-W A& FIHEABAFEH B X
N CO,DERMEL M ESHDLFHECESALZAEDLETWD, 7w —FD 1 D%, £
LA Z WD, ERITR R IBELZER T L LICs TREMHEZHMS .,
REREF ORI EEZRETHLTHD [1.84,1.85], b 9 — DT RELEIZ LY
TNV EENEESZETHD [1.86].

(2) (b HE4EM
TIVETUrE=TOEIICERREFICMLEF 2R > TR | ZOMILEFxt
R TT I VTEEMETHEE RO TH L, T I VOEREFIZT AT VENERS
DML, ETRET V=NV EPBERINDZENTEDL, 2OXIHICERIIHEE I N
HHEE I D EZ L - T, 1 &K (primary, RNH,) . 2 ¥ (secondary, R;,NH) . 3 ¥k (tertiary,
RiN) 7 I I IND [1.87], KEKNLWEA, CO, ET7 IV EFELEFRY <
—GHT I EOMO KL, KD Eq.(1.1),(1.2), (1.3)D X 52N A — N ZAK
X% [1.88],

2RNH; + CO2 — NH4 " + R;NCOO - (1.1)
2R,NH + CO; — RoNH; © + R,NCOO - (1.2)
2R;N + CO; — ReN * + R;NCOO - (1.3)

KEZNDHLBEE. 1 OOT I U FIE 1O ED CO o FZ2WIL L., kD Eq. (1.4),
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(1.5), (1.6)D X D ICHERMBE LXK D2 &N TX 5 [1.88],

RNH, + CO, + H,O — RNH; * + HCO; - (1.4)
R,NH + CO, + H,O — R;NH, "+ HCO; - (15)
R;N + CO, + H,O — R3NH "+ HCO; - (16)

LML, 2OTRIFIERE, MOBAEZ R LF— TREBOHY EOETT % ffo
TWb, ZOX D RMBEEMRRT D7D, XFEEICAEHT IV EZBEELTT IV
FAEDEREER 2 HET D720 % < OMER S 7= [1.89], BEET I o WEANIT.,
KT I VR EET D&, KVIRWEREN, TAENET), BEZRLF—H
HBREREELELTD [1.40], 7 I VMO BEREER O COMER/RMEL2WET S -
DIZ, ZERIZT I vy Flio T BN A, BUVWEREE, B RLAME. Bh
ToREAR TR FE S K OVK BV EME R E R Rl T b2, TR v B KRR BicH
FT 25, i, 6% 777 MR, BEMREG. £ LTRGBS ET
X% [1.90],

UF LTV axA b (LiZrOs) & UF T AU r— bk (LisSiOs) DX D72V F U
DT IE COy MINAE ) E REMNE L, FILAKOS D L ZATHAENRKS
T, BIETO Co, fERICEN TV D [1.91,1.92], LixZrOs & LisSiO4 1X. Eq. (1.7),
(1.8)D X I CO,DKIEMFEFITBIRAICEZ D Z L EZRLTWD, U F 7LD
AL ITIRE R ICHEH SN D T AN D CO, ZHitE 7 2 LRI T, 500-600 °C T
W IRE 7] & RO,

Li,ZrOs (S) + CO, (g) < Li,CO3 (S) + 710 (S), AHso5x = -160 kJ/mol (1.7)
Li4Si0y4 (S) + COy (g) o Li,COs (S) + Li,Si0; (S), AHsosx = -142 kJ/mol (18)

LixZrOs 1 — M MICEM A RIE TREINTEX N, 2o HETEE LV a=7 (Zr0,)
EVFULT—ARFR—F (Li,COs) Th D HBEREDBHEMAICIES S, ®IERTRER
FINEAE L5 [1.93], MR E LT, @i THR S5 & LixZrOs WA O kL7 O K &
IMKEL D, £2, SR TOMREE (calcination) XV F U7 A4 FH A4 K (Li,O) D
AELR T2 L0 D, ZHIEEMERGICE > TR SN 72 LiZros B RO COo, %
WREZ IR T S5, — ., B %A X/ E W LinZrOs 13 CO, W FE A K 0 i v
[1.94], L7=28-> T, $M7k 5 A X% FF> LinZrOs WIANIEN 7= CO, fifEMERE
ZHiO [1.95], TN TH., COy & ENER Y & WU FH 1T A 6 B IRV [1.94,1.96], L7
No T, KW CO, BETORPGEE D CEET HMLENH D [1.96], LisSiOs 1Ll
DY F U LEBEOBRIDICHTE D CO, WINARE, FAMEZENEEZRFH., LiZrOos X
Dl CHE A FTREENS I VERLTWD, 72, LisSiOs O AR X 750 °C LLF T,

v 7 KIS D CO WX AN b TIR Vv, [1.97,1.98], Z @ X 9 72 LisSiOq 1L,
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FABOSE  RE Y V-7V TRE, KBGRIEREZHWTERT 52 LB TED
[1.99,1.100], =D > 5B, b I DI DAL LiCOs & Si0, O [E 8 K Ik 14
ThHbH, ZHITEENHHE C ALFEROLEZFEHEICHE T2 2 LN TE 5 [1.101],
CO fliED T2 D LisSiO4 TR, Bk, XLy FOEERS H, HRBEILGE WL
REEE D, AR EIIKIGRAN T ZAOHFEANLES L, XLy MEEITE
BRI IREE R PE 2 F5 > [1.102], L2 L. LisSiOq X IEEARE MK < . & THEMN R E
PERR S, BV LT WELFTIC R 0, B kSIS 7 RO NIRNETH D
[1.103,1.104], L7228 -> T, fHE, HERENR ., BB ERERE 72 &0k
PRI XD SV 7 TR OB 215 2 g N E S e [1.102], 72, —AIIC
LisSiO4 XU F U ARIBAE A H WD 2D Efliice > TLEI B, Zffie ) F UV LAEH
FEFEM H b B3E S 7z LisSiOs 1Z KRB CO,WIICH L TH 5 [1.105],

T LAIERE DAL, CO, & DEWRSME, BOWIRINA &L MEWYE = %
MZEY, COLOfEDTEODENT-ZREREMTHLIZ LTI MbATVD
[1.106], 7/ A (Ca) IZAIKA (CaCO;) RHZEFA (MgCa(COs3),) D X H I REE
WIS L TIAET D, CaCOs & MgCa(COs), X8 E THMTH L7280, Wik
v A (Ca0) WULHIOFGERIA L L THWSDIZ#E L TW5D [1.107,1.108], CaO D &
fe AL IR 1% 600-800 °C Td 0 | FF AR B 1338 900 °C LA | & FEF T @V [1.109,1.110],
ZDX D RRBICKISIRBENEL . COLERRE THREENS KEDOZ R —
ZRVRAICEIN T 5 Z LN TE D, Ca0 IE Eq.(1.9), (1.10)D £ 5 RIS D K H 12 CO,
DWW EEMENRLZ 5,

carbonation: CaO (s) + CO;z (g) — CaCOs; (s), AHzosx = -178 kJ/mol (exothermic) (1.9)
calcination: CaCOs (s) — CaO (s) + CO2 (g), AHaosx = 178 kJ/ mol (endothermic) (1.10)

CaO @ 3= 7¢ R RE s W N FE 3 3 <L RN AR - 0 BE S 12 K D BRI Ak I s oD AT aff 1 51
KBLORINA E LTCOLEMERELDLEVWD ZETHD, KMEMAIZ CO, HiED
O AW RINH 2 BIEE T 2 EERT Ta—F LAk En5 [1.111,1.112], K
FERIC X2 IS A D= X NTR 720 L CEAMEEZEINEE 5 2 & TRAL
FHED R [1.112], £, FERMEB XL EMIT ALOs, MgO, TiO,, KMnOs, SiO;
REORIEEMEE G L THETHZIENTE D [1.113,1.114],

~ 72T LNEBOBALYIE, CO LBV THIMIZE WVRINAEE, Ka X b,
Z L CJREH R IO O F L B2 6 TE 72 [1.115-1.117], ¥FiZ, &
fb~27 %> (MgO) ITEFEICHFMET S, MM TIEREMEE WO KB EF-
[1.118], MARAICEWIRE®PE CTH D 600-700 °C TIEEICV Fv LAEBB IO L
VU LEBEOBRALY E I T HIRINAI S AL, KW R ERE TH D 200-
400 °C TlI MgO ZFIH L= IFI N FIZHW SIS [1.119,1.120], v o AR
DAL E Y CO, WINBE N 2R o0, BAERENES TEMIELIRICZ O
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INF—NHEHEINDEVOEFTN DD, ZOMBEE RIS 572 DI /7 A REN
500 °C LLF D MgO Z W= AI OB R BT TW5D [1.121], MgO i Eq. (1.11)
DEI7RRIGITE Y CO I EBAENEZ 5,

MgO (s) + CO, (g) © MgCO:s (s) (1.11)

Ll #ikZr MgO @ CO, i SEMERE TR W b R m A K OB 2 E e, B VB 1221
Lo TRELLHIBEND [1.43], L= o> T, ML EROELR LICH@E X%
HHEESHE, BREBIEMEART 272, COMNARZ S DIZEKETLEHODELL D
RN ED DI TE 7 [1.122], £/, WNEDEZ&ED, RIUREZHRE T 272012
TV &R REBESMEER & L THED TS [1.116], Table 1.7 i%, EiEiC#HE
ENTIHEFRRERFMICE L T, Ha RIS T 2R KIBHERE. FFE. T I
I EERNT D [1.123-1.162],

Table 1.7 The highest CO, capture capacity of each capture material.

Type of Capture CO, p T Selectivity Thermal

capture material Sample capture tability ogenerAtion g o
mmaterial type (mmol &) (bar) (°C) (COYNy) €0) No. of cycles
EDA-Y 1.90  0.15 40 - <180 20 [L123]
‘ ZT7 1.80 1 100 - <150 5 [1.124]
Zg:sléf' 13X-PEL-60 122 1 75 - <200 . [1.125]
SA-MLD-250-2h  1.62  0.50 25 70 <200 ; [1.126]
Li-LSX 443 0.14 60 8570 <700 85  [1127]
70 amine-
impregnated TS 30! 175 - - ; [1.128]
N HPS-PEL-60 244 1 75 - <190 8 [1.129]
Silica- KIL-2-TEPA 435 1 90 - - . [1.130]
based
SBA-15(P)-AP-
0T 5690 1 75 - <148 15 [LI31]
SASA-3 156 1 35 ; <350 10 [L132]
Physical 3.62 0.15 230 5
capture l-en PP ’ . i [1.133]
materials
NH2-MIL-101/50
0 TEPA 310 1 25 - <130 - [1.134]
MOF-
PAN/HK@HK3-
based A NFMe 390 1 25 24 <230 100 [L135]
3.56  0.15 600
UTSA-120a o0 1 23 ’ . ; [1.136]
G0TEPA@AIFu 410 1 75 ; <200 10 [LI37]
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a-RGO-950

Carbon- CAP800
based 45PEI/MCNs
MIK-700
PANI-PS 2 (11)

CARIACT G10
solid amine
sorbent

AEAPDMS-NFC-

Amine- FD
based HPS-65-5
HPS-65-7

0.29EH/PEI-
PAM-65

TA0.24H-‘0.28
K-Li,0(20)ZrO,

K-doped Li,ZrO;

Lithium- 20PE-pellet
based KPA-Li,SiO,
Chemical SG-P400-

capture 10NalOK
materials SG-P400-10K

CGCET75

purified steel slag-
derived sorbents

. CG-6-a
Calcium-
based CaZr (c-sg)
CaO (c-sg)

Ca-Mg sorbent

prepared by sol-
gel

MgO-MO
MgO-RHA-20

Magnesium-  [(Lig 44Kq 56)NO3],
based [(Nay 5K, 5)COs]

AMS-Mg,
MgO-C-500

2.45
3.36

6.05
1.97
9.76
6.52

2.80

1.39

4.64
4.95

2.93

5.53
= 1.93

4.77
5.23

7.05
7.60

5.00
7.05

9.55

11.36

15.05

16.60
17.60

10.45

4.41

4.56

= 19.70

15.00
5.09

25

(=R ]

75

80

25

75

50

25
500

500
575

625
600

650

650

700

700

650

600

200

200

325

350
200

162

14.30

111

<650
<750

<135

<200

<400
<800

<723

<800

<920

<1000

<1000

<450
<450

<480
<550

78

20

10

50

15
30

40
20

20

20

30

10

10

20

10

30

20

[1.138]

[1.139]
[1.140]
[1.141]
[1.142]

[1.143]

[1.144]
[1.145]

[1.146]

[1.147]
[1.148]

[1.149]
[1.150]
[1.151]

[1.152]

[1.153]
[1.154]
[1.155]

[1.156]

[1.157]
[1.158]
[1.159]
[1.160]

[1.161]
[1.162]
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1.2.2 CO ffiE ¥ D HE

CO fiBEMITZ R REZRDL, MEHMRELBEICL Y 2B IhD, CO, D
FofsE & BEE L T, IIREM B L OERFEM OEHICEY , Z20FERT 7 e —
FNH D [1.163], MEHEM ITREMICT I VEBEO MEARDH H, —XICHEH LK
YD B HIRETERETE WV CO LR Z FFo, Lo L, IRIKHEM o A7 EIE, RE
JAHNC X DRI EM O DR BEET D EVHIHIRFERS D, 207D, HAIC
SRRESIT ., Ba R RAERELOTEMEZERBEMIC CO, HEEL A WD
[1.163,1.164],

R EM IR ERIZ MOF b 5, MM EIZE TR riMET L E LTHWVWE
HAE, FAMN, ZEMEZEF S, BERBEMORICITIMEERE ALV EERS D, L
AICAFE SN Z L A EDOHEMIZ, BMARBETH DV REOITIEER D H D, K
DRV NRAB K THWRAMEZF D, Lo, Kngs THWDBRICES R
FOBERIENETICEY, 2B ~o@E AN L TV wy [1.165-1.167], L7
DoT, MHILINDTEODIZIIALV I BEREORBENRMLETH D, NV IEEOHEM
TR & FER, REBEMICEERD D D, RE Mo INTIEERONT S THR
ThY, FHAZECEHWIAE L ZES BAEREZRES, £/, AV 7 EBEOHE
MM Rk 2 58 SIS H TE D08, ZHITHAEFRER COy MiEM 1T X B
EWETHD [1.98],

SNV FEREDHEM TV v MERELEE ) VR (AN=h b)) ROEILEREIC ST
TERDIENTED, XLy MNERBOMEMIINENIIELTFA B H D, NER
MHEOR T, ACKE TRV FWVICES L, &WERWEEEZF>, LirL, £/
AR OGO TN SEER OERIRICE D HFRITHY EWEHE T TEWYE R
ERMEEZFED [1.168-1.171], £/ UV AR OZILERREDMEM (X, Bk x 72 COL 4L 7]
BRAEMZHWTHEBELTVWDEZATHD, ZHICHT HHEMZ A 7 DNREIT
Fig. 1.11 1Z/R L, AR ZRHEM X Fig. 1.12 IR 7,

M FLEREM T CCS THWA - OICEEMBELEZED TE 72 [1.172-1.174],
WO LMk & REZ R o T MR EM A H VWD 2 L 1X CCS Db 9 — DD BERRFIH
THD [1.175], COLZHTAHHEY A FOGFHEITIROEEREZETH D, £7-. ME
DIERE, RLFDORES, ZHAMEL P EREHHITHENRLZRET LI HERELRERTH D
[1.176,1.177], $FlZ. IRWHREFIZ IV Z ORERE, KD EWVWHEHFEMICHEN
5 [1.178],
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[Capture material type]

——
[ Liquid )| Solid |

[Powder ][ Bulk ]

I_I_I
[ Pellet ][Porous body]

Fig. 1.11 Classification of capture material types [1.163].

Mono-ethanol amine (MEA) Metal-organic frameworks (MOF)

.no.g‘
i 1496 2160
A9 2.

e,

Fig. 1.12 Classification of representative capture material [1.179, Google search].
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1.3 ZALEMHIER

ZAHBEITEFRED 15-95 %N KA TTETWAMB TH D, TERDEERMEINF T
RSB, BPE. L CEUEWT M2 o TW AT, FEEEMICEEESILRL TV
% [1.180], ZFLE X, MEIWNERICBSKILEZEAL CIEE/ yEE 2525 FE L. B
SALPAKALORE S, AR, Blrh, £ L Tofe &2l L CBEAFOMEI DR 720
LW ZRFOREBICOBET 22N TES, 20X X IIEZILEOME | it
), BVEREGIMER EOMENRME. MEZBRREREOEREICEELLH 2D
[1.181],

tIIvIZIEEIT. BT Iy EAOREELFL RN L NIICHFTET DK ALIC
Ko THEREEDE I I v 7 AL TR RIMPBONEZFFo- TVWIMETH D, R
LA XOHHAN TAPD Ilmm D, BESHINLTWD —KMRZALEET I v 7
A % Fig. 1.13 12537, [IADOKE SiF, Fig. 1.14 O X O ICEHEHIE « IS A LR S
(International association of chemical societies, [UPAC) THE L= X 212, 20A LT
DI 7 BRT, 20-500A DA YKRT, S00A L EO~ 7 e RTICHpETESL, LM
ST EHABET I v 7 ICHFETHRILORE SFICHSFICL > TRRDIGENH
D, FEAERAYRTERII~7 0 RT THERINLTWD [1.182], 20A LLFod
JaRTIE, i, WAEK OB, T XX —IFRAOER, AME AT L
U aBFICHORD (B4 T4 FE), 20-500 A O A VR T IEREE, WA KOV
HE, =X ATk OV, AMEFHICH, BECH, ABERA 7 L0 &
YISO RS (GEMHERE), S00A L EO~ 7 a R Tk, WEKOTEE, AW
EERICH., BEICH, BEEVCEMSBHICHYLND (TAITFT AT L)
[1.183],

Zeolite

—
Porous glass
L

Silica gel
——— Alumina membrane s
Ceramic filter
Silica alumina | |
—

Active carbon Ceramic hone?/comb
I I Light weight aggregate

micro meso macro

1A 1nm  10nm 100nm 1gm  10pm 100um 1mm 10mm

Fig. 1.13 Pore size of porous ceramics by application [1.182].
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2nm 50nm

Microporous materials Mesoporous materials Macroporous materials

Fig. 1.14 Pore size classified by I[UPAC [1.182].

v 7y 7 ZAVEFHRIL, EOVIERIUS ISR R 22T 5, ALOs. TiOa,
SiO2y ZL T ZO: D XD REHDOET I v 7 ZIEXFHF RIS A TND, £D
HCTH YU DT REEN S ZL OBLEED THD [1.184], 2D L5t T3
v 7 FMIE, B EY, BEAO R L AR AN R T DI L0 L ERS A
S LR b RIS EICE LT D [1.185],

Figure 1.15 D X I Z BT I v 7 2AFET H20ICHER, BT 71— b,
BRI, £ L CTHHKREO 4 DO FEEFERAWGND [1.186-1.188], Fidik
X, RBOFISEEN KL, FARMICKEOTARNEAEL, KA KREL, 7707
FAEE, R =7 ERFEEL ., LEFMTOFIENNETH S5 [1.189], MHEEICITZ
AMES DKLD& RESIZHT OB LRIV MLETHY HEENEHETKLD
REID/NSWEAMEMEI ZEET DL Z LN TE 20 [1.190], —F., #RIIZE SN
TR E S 7 — 2 2R LT L — P HERH D [1.191-1.193], =
DFEIF, BT I v 73 A T AR LEIES, BAEAL SEAO X S Ry Rk
MBNDOAZ Y —IZARY) v =T+ —L%RETIETHERIND, ZHITEYD, RAGUE
FERT 220 TE, BEMORAKLOHEMN L EREBEOHNREZHHLIZ LN TE S
[1.193,1.194], FFiZ, AR VHRIBEEERIIMBEEROPICEZHERRE IOKRALNYE —I
DEENTVDHEDOT, ERIEOKILO K E I &K FLEHHEH M LA c, — i
BORILEE/DL LN TE D,
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Fig. 1.15 Schematic diagrams of porous materials processing by several methods [1.186-

1.188].

Replica Sacrificial Direct Extrusion
template template foaming molding
Powder or
precyrsor Gas b\ubble Paste
l?///"¢//”(//}h% 7
o0 | gaee (¥
4/' lxm{w, 0000
";.J/:./QZ/ o0 .\ o 0000
Template Pore forming Ceramic_
agent suspension
. -
Ceramic slurry
0000 0]010)0) ©0/010.0)
QOO0 010]0]0. 0/010]0)
0000 Q000 Q000
Impregnation/ Agent Stabilizing foam/| Mold
Drying removal Drying
Pyrolysis/ S Sinteri .
Sintering Sintering intering Sintering
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1.4 >V 1 RHEER

U HITHER E TR LZWEAH DO o> TH D [1.195], ZHITH D EERH S T
HARO P CTRGEE SV D EERE YV I ELTHFEET D [1.196], U B EBEOHEE
wiixasE, VAT A GERE) . B VA, Z7a—L Ry B, VAT,
xya g, VAT IRiA AYR—=FT AU D, aaA KU b, U T RKE
ENR®HD [1.197-1.206], ZOH TREE & AIE T HRITHEDLIL D > U I OB RE LV Rl
YU, T a—L KU VAT, =TSV Th DS [1.207], —H. U I
REFEICLVRFEPER L, I, ARITIKAGHRIZE > TlHRESN, BRICH
WETDHEMTHD [1.197], YU B AT AL I OBV DX 6o 2 80,
AN, K., 7T=—V vy 7@RB ko TlESHh, EREL VI ERRT D
[1.198,1.199], 7 = — A R U hidc b S 7=NEb7r 4 B2 SR OKFE-FEHE KR
AIVTINAKG IR &> THRES U, FEF MR IENERF 2R+ 2 [1.200], >
VAT NVET AT N U LAZBERICSETTAREMIZ L > THRES N, IERE
BLXOZAEL Y BEERT D [1.201], =7 a iy U b EiERK &2 K45 fig L <
Befs S, Stk o THEES N, FHICBS TEAE Y V2T 5 [1.202],
SUADFIRAITIN- TN TRICE > THES, 7/ A= M A XD %
B 5 [1.203], AYAR—=T AU DIFHREEERST 7 v— My U B RETERE %
%MLT?V7V~F@£’ioT%ﬁéM/ﬂ%%?ﬁ*&%ﬂ%ﬁovUﬁ%%
T 5 [1.204], 20 A KU I V-0 TR CMK 53 il K O A B il i 2
@ﬁéh\ﬁw_wﬁﬁév)ﬁm%%%mﬁéUmmov)ﬁ@ﬁi@ﬁy)w
M THME R —oA v VS THAKR R —T 4 U 702 Ko THRIE S U, 3k HE
DY I EEET D [1.206],

U BN SBIEREEREZERT DO, YA TR B, [RIALERE T,
HESTE Hik, BTHERE ik, 3D 7V o7 4 v 7 hiE, 77 b— M FEMEHI N
TW3 [1.208-1.213], Y /v-F TR FiEE w%@k%é& T ARG EIHE S S 2
ENTED [1.208], KALEEHI O FikiL, #URK[IORE S ENnME2MET D2
kﬁ?%\ZXFﬂﬁPUJWLWﬁ&%ﬁ&i\ﬁﬁﬁéiuﬁabfkw\*
BLEZHMELZRA Y — Tk R EiE 2 A3 25 [1.210], H H AT ik I3 R B
AFEICHEAG L TR, BHRR, @O -TEREE & EELZEMT S [1.211], 3D 7
Vo T4 v I EEICEERERE A - — A — FRIEECRSAETHZENT
. MBORENR/MEEND [1212], T 7 L— DO FEZ., HEShE 2%
ILEEEEDL, mWREHEEAET D [1213]

e ey ) DEEZZERT D 72OX, Bt (INE) BEf. &> b7 L RBERS.
m%77xvmﬁ&m%%mbfw5[memmLﬁE%%iﬁﬁﬁan@$%
TEBY ., B2 MR RE CRBMBAEICKS TH D [1.214], MEEMEICIEA ~ b
7vzﬁ%&wﬁ77xv%#ﬁﬁéoﬁyhfvxﬁ%@\i@ﬁmm&mff%
BEBIOMEZ AT D OMMBEEIE A TEETH 5 [1.215], KET 7 X~ Bk
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. BT R A —ZIEH LT, X DARVIEE & X0 EWERR] o ISk 7k E RS 1k &
OEACER B FRETH D [1.216], @EE TV I L LUEME KR, A, BE, =
o BESHRSIOSALTEDLRLS [1.217],

VUNHTASLILEREEREZERT D OIE, BT ) T T A ERET D
7o DR (L Y 1 D846 ~2000 °C, & OO 7 A B T 7 A DA 1500 °C)
CEoTHMLTENTWD [1.218], LML, ZDO X5 R HEITo 2L F—EHTHK
MHICEHE LWEETH D [1.219], LER-> T, HIETIEY U IS ILEREGE R Z E/R
THEODONEERUTENRAEALNATWD [1.220], — 5. RV Lo %5707
L— FTHEICH AL TCEWREZEE ST U DA T A% FLU- BERE I 2 05813
HER TR,

-
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1.5 Kt9ED B /Y

AFseo BEgIL, FAFIHATREZ: CO %M & LT Sio, /23 N—Lh —x v
= /L7 v ¥ = (Palm kernel shell ash, PKSA) I LisSiOs Z#HFF L= U W ZfLE
HEREZHET L LT DL BEROMENR . REEM OO DORISEEZ IR L,
WD 3OOT—<IZWY AT, Offsafbz sl L, KR CEUE 2 e R Rl T &
D &K O THRIRBERS 2 R T 5 72D O BERS BhAIEIN AN R . 3R EE A 5R D 72 D O mullite ¥
MEhFEIZONTRFNLE, QR v a2 77— b TIEICHA L, HEHE W
A AT D Si0 W T AL LUEBERER ORI O TRA T, @Si0, T AL LE
BERE I F 7213 PKSA ZALEBER IR &2 SRRk e LTRIA L, 2o EmICEMEKIGIC X -
T LisSiOs Z i3 5 Z & T LisSiOs Z ALK DI IZ OV TFEIR T 5, HAEHIIZ CO,
DL L FEEICH ST O IR T 2 RS & L CoZILEBER R EHEE %
Rt 5, K LK Z L FICRT,

FB1IETIE, RFEOEBMIZOWVWTE LD,

B2 E T, SiO T A GESE) ZAKROIEROIZDITEEMA M LA L. BN
HOEEERITT 5,

%3 EETIL, Si0, H T AL LR K IZ LisSiOs 2 EH L T iR T COy fli 4 /Wi 45 H5 M
Z Rt 9%

%4 FTiX, PKSA ZJREHZH W TEZ AR ZER L | LisSiOs 2 REEAR L T, iR
T CO /Wi A5 Fe 2 B 2,

S ETIE, AMFEORIEEZIT I,
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Vivar ~

B2 B
U A (Si0,) H T A BEREARE S K O {ER
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B2 % U (Si0)) H T ABEREEE RO (ER
2.1 ¥5

U (Si0,) (FHIERK E TR O EERBIYWME DO —> T, MWL TR EME, &
Nt &t X OBVE BRI, (ROBRRERS K OBEEE, 2 L CTENHEE
BXOHBEEZE-> TS [2.1-23], 2O X5 Rk SiO,ET 2 v 713K
VoY) avEEDD2F, MR~ A 7 v i@ M e, 228 rE 3 o BOER A ke &
Frax RIGHAZBHTHOLNTWD [2.4-2.6], FFIZ. SIO T 7 A€ T I v 7 I3REE K
HLTHMHEZmD LI ek, EfREREBELEE LI E2EMERAEL TVD
[2.7-2.9], ZfLEWE X/, ®E, (k¥R —, /v~ NI T7T7 40— FLTw
A7 aRIGSBFICIEEHENTWD [2.10], BT 2 v 7 ZAMEME ZFHK Y 4 71
IZ ALLOs, SiC. ZrO,, TiO,, Mullite, KEEBEIK A (hydroxyapatite) . = L CH 7 A-&
7 X v 7 A (glass-ceramics) 23& 25 [2.11], & WER, B, (LR LZEMEIC LD
RNWKRILDORE S oM, mWRALDEFE, T L TREQREREEZR/RELE T L5720
[2.12], SiO ZHEH T A v T I v 7 IIWAE, T A5HE, MEER. BT, £720%
Ao~ N7 T 7 4 —OXFFERE L TEWBBRINEFMEZ ZRT HEETRICKLL
o T\ Dd [2.12,2.13], —RMICERE O SiO, BERE IR &2 15 5 72 DI 1T & IR BE R 2
VETHDH, L2L, SIIEEIECTHEBEICATE, FY Y~A b (tridymite), 7 U A b
NZ A & (cristobalite) IZf&Ef{E L [2.14]. RO ZEALIC X 58RI K OB R
DR T2 T 5 [2.2,2.3,2.14,2.15],

SiO, DL E - % TR 9 5 72 O LM 728 X OB S BRICE 3 5
BRx AR ZE & 5 [2.16-2.21], SiO, ODEMAIPEE L. AIN KL F % SiOy IZ F—E 7
THZ LI, HMAaRFEN, BEACEEICEIY K& mELE [2.16], 7 —&
> F /) F 2 —7 (Carbon Nanotube, CNT) RMA DO HIEL., CNT 5l Xk & (pulling-
out), iK%, 7 U » 7 (bridging) . # L CTRRER % & L EVERMEE 2136 S Y
4 AT —D XD RRFHEIZ XV | Si0, D FEM A R & 2 R IC S E Lz [2.17], MR E
Mt EEPE . Si0, & D & APEICE LT SiC X, SiO, Dbk E 2 2 BRI &, Si0, D
MR 5k 2 ) | X2 5 [2.18], a-cristobalite & fafb 2 K 0 R BB HEI 3 2 72012,
FX v AT 4 T E X0 MM Y B RE W, BERSmBA L LT
A XD ALO HIRMNT 5 &, IRV BT 5 a-cristobalite O db (b & Il 3
H2HELH -7 [219], T/ YA XTI Fa—T 4T~ 7aY A XD
mullite 77 BURIX . &R U B KL 1 O Rl I EKE IS ) 275 %8 L. cristobalite O #E Sk &
EoOEDZENTEXD [2.20,221],

TNAYEREBACRIERES ) DORERKICKRETREEZMET 520D
OB 8 %5 [2.22-2.24], Higuchiet 2 X5 lbds L ORI L CIEME H Sy
BERTE SiOx I3 27 v Ve RiRMO B2 d4& Lz, Li,O, Na,O, £ L T K,0
BINTAKIE T Si0, OfE s b ZMRET 5 DIZx L, Rb,O B XL Cs:0 DfEMILICIX
1000 °C L EO@ENRMLETH D [2.23] LL, HEVICHEHWFEMLIT AR
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Beft e b 726 L, BN IKELS 2D [2.25], L7223 -> T, fEdafb 72 LIC Si0) D IR
FEALDTDIIFEMA E LTI A D) @RBIDORRPEETH H, KFEIZE N
T, 7RV B WITHE T 5 OICHENH O . Tk &JE KRB O8N %48
ELTWD,

ZHELY T I v 7 EEET IR ERT L — N HE BT L — bk,
EEREEN, 2 L CHERETIED 4 SO ZEGFEPH O D [2.26,2.27], —#%
FIZ TV FIE TRV RO IEE N < | FRERICKEO T AR ET D5, K& 2RI,
PR AR, R —MIC LY, TREMFORIESNETH D [2.28], MHEIEIZITZ AL
HEHMOK[ILDOE EREIIIKTHIBERZFNLETHY BENEME TKRILOK
XENPNEWELEMEZAEET D ZENTERW [2.29], T 7 L— b FiEE, L
FUr—a N ES R A — T VR v — T — LA EEHATE 5 [2.30-
232, 2D HETIHE RV~ —T 4 —2%2®TIvroHT 2kt L58EN EAHAL
DA EDORMAN NG AT Y —IZRT, TOHIEITRE R LA G IR T
X, BEMRZHEAL CREMEAENIEL2REVOPOETAH D [2.12,2.32],

Reinhardtet /BRI ZFLE W T A B W@EOREIT OV THE L TV D [2.33], &
ULy (PU) 74— KICHTARAT Y —%EiR Ik, W TREICI Y EREE&
OBERE U7z, BERS S 2alBhiE, R EOSHENER S BE R L ALEHIE =
LTWs, ZEHERBLCEEMIC LD BRI ZEENMm ETELERELTVD,
LovL, FRAICIRE O @V Si0 ZHLE A 7 AZER L2981, 13 & A EHE S

LTV,
ﬂ&%fwi?‘/?’w— N FIEIC K D R E W IRE 2 FF o Si0, ZLE N T A BERE K
DIEFIZ DU Tl ZHEREEEROSHER L L TIXPURRC AN L., &t

At & L TIE mullite. 1£Evmis%ft1f’<mﬁu9: LCTIEREHA U UL (K,CO3) Z2FNZENA
Wz, BERE ST SiO, ZALE N T ADMEE EREZFEM L, RO R ETFHAE L
7=,
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2.2 EEITIE
2.2.1 JFBEHEY R K OV K

A FE TR WIZ3AHE 2 Table 2.1 1277, HBEWE & L TiE SiO, (SS-10, Tokuyama
corp., Japan), mullite (KM101, KCM corp., Japan), < L T K>COs (Special grade, KISHIDA
CHEMICAL co., Ltd., Japan)f¥3 K & fl\ 7=, K- REIX, B A EEE 1 M

(FE-SEM, JSM-6701F, JEOL Ltd., Japan) T4 L 7=, Figure2.1 (X, A/ U . T 30
min{EG L7Z2ZNZENDOHAED SEM A A — T ZRT b DO KE S (I 1 pm D SiO,,
~1.6 um @ mullite, %= L T~1 pum ® K,CO; T > 7=,

T VEE N 30 ppi DL ST A — T ¥ L PU AR > ¥ (MF-30, INOAC corp., Japan)
Ty 7L —hrELTHWE, BAlIE LTEAY =17 /La—/ (PVA, special
grade, Wako Pure Chemical corp., Japan) KKK % 7=,

Table 2.1 Reagents used in the experiment.

Reagent name Chemical formula Purity Manufacturer
(Slsl.“l:g) Si0; 99.95% Tokuyama
Mullite .

. 0,
(KM101) 3ALOs - 2810; 99.95% KCM
Potassium carbonate K2CO; 99.50% KISHIDA CHEMICAL
(Special grade)
Polyureth
© yur(elv];{l; ijonge C27H36N2010 - INOAC
Distilled water
(Catalog No. 047- H:0 - Wako Pure Chemical
16783)
2 o 50% o Pure Chemica
Polyvinyl alcohol CH,CH(OH 99.50%  Wako Pure Chemical

(Special grade)

Fig. 2.1 SEM microstructures of the starting materials: (a) SiO», (b) mullite, and (c¢) K2COs;

as-treated powder after agate mortar mixing for 30 min.
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2.22 810, X b v R R ONEALIRIER

SiO, & T 2 v 7% 0-30 wt% (b & 3 5)?D mullite & 0-5 wt% (¢ & 3 5)D K,COs &
WTERL L 72, 3B 1E mullite O FUEHLEC 2 M, KoCOs OB A P & L T bMcP
EAT D, R ST EOR O ML L & Table 2.2 127,

LA X Fig. 2.2 12777, Si02. mullite, & L T KoCOs 3 K% A / U FL#K T 50 min
BAE L, IRAMAE%Z 100 MPa T 5 min —#i)1J£ L. 200 MPa T 5 min 3 [ &K 0 E

(CIP) #1T-> T, # 2 mm JED 10 mme EMEEZER L7, MEAKRIIKKET T
10 °C/min, 1200°C F 721X 1400°C THek L 7=, ZHEH 7 ADERO=DIZ, 3g D
5wt% PVA KIEWK & 3 g @ SiOx My K & IR (AR-100, Thinky Corp., Japan) % H T
BAEL, SiO, A7V —283E L7, RAeEETIE, B (A#E: 400-2000 rpm,  H #5:
160-800 rpm) & fiiia (LA#4: 2200 rpm) % Z #LE 4L 60 sec, 10 sec I E L7=, 10x 10
x10mm @ PU AR V% Si0, AT U —IigIF#%, 77 AF v 7 TEHATEN %
M TWRAZ Y —ZFRELT, SIO,LAT7 U —Ta—7 4 7SN PURKRS V%
HILT 24 h B EE (Fig. 2.3 N® Si0; on PU), #lE L7-KBIAE KKEF T
10 °C/min, 400 °C, 6 h T/EBE L. £ D% 10 °C/min, 1200 °C THEK L 7= (Fig. 2.3 N
D Si02), fFH Tz Si0, ZALE N T AIXBEREIZ LD 8 x 8 x 8 mm (ZUUHE L 7=, Figure
23 AERAEOHNBA A — T H T,

Table 2.2 Experimental composition.

Compositions

No. Samples Si0; Mullite K.CO;s

(Wt%) (Wt%) (Wt%)
(1) OMOP 100 0 0
(2) OMI1P 99 0 1
3) SMI1P 94 5 1
(4) 10MOP 90 10 0
(5) 10MO0.5P 89.5 10 0.5
(6) 10MO0.6P 89.4 10 0.6
(7) 10M1P 89 10 1
(8) 10M1.5P 88.5 10 1.5
9) 10M5P 85 10 S
(10) 15SM1P 84 15 1
(11) 20M1P 79 20 1
(12) 30MIP 69 30 1
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(a) 1. Dry mixing

/2

—g—
2. Uniaxial pressing
| press

~.

\

+  powder
100 MPa, 5 min
—g—
3. Cold isostatic press
v press

===

200 MPa, 5 min

(b)
———

4. Sintering

N
=

b d

1200 °C or
1400°C, 1h
10 °C/min, Air

g
5. Sintered body
—

— aS10McP

1. Dry mixing

3 g, 50 min

I

2. Dip-coating
PU sponge

Si0,/PVAslurry

|

3. Removing of excess
slurry

400°C,6h
1200°C, 1 h
10 °C/min, Air

—
6. Sintered body

— aS10McP

Fig. 2.2 Schematic diagram of manufacturing procedures from SiO, having (a) a disk-type

(pellet), (b) a sponge-type (porous) structure to sample fabrication.

SiO, on PU

Sio,

Fig. 2.3 Photographs of the sponge-type (porous) samples.
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2.2.3 Bl ik
(1) X #EHT (XRD)

SHBEIZHM X BREIrERE (SmartLab SE : X&) 27 8 « Ju KFH 54
v —FEMXETE) FHWTHERHEOREZIT - 72, HIESM % Table 2.3 1T/~
4, RECHER LZEBERTT — % %> % — (ICDD) PDF » — K& 5% Table2.4 |Z

TNZEhRT,

Table 2.3 XRD measurement conditions.

Target Cu(Ka)
Tube voltage 40 kV
Tube current 50 mA
Filter Kp cut filter
Scan axis 26/6
Scan speed 10°/min
Sampling width 0.04°
Measurement range 10-80°

Sample holder

Aluminum holder

Table 2.4 PDF card number.

Name PDF card number
Mullite 66450
Cristobalite 9327
Tridymite 417476

(2) U— b~ b (Rietveld)

FEMEEIXY — F~UL b (Rietveld) 1T
DT EE., TR E, A EOFEERE (

FHR L7, U— b MRHTIZ LD | b
) 7o EOERPFTFLND, M

BrOBUE i+ LIS « SH0IC X B IED 7 SO B & | B LT BeBk -
BAMTES I LhE, WEHEORBLRH S LERORERICHR Th S,

(3) TAFAF R

THF AT AEEX v b (DensityKit: At A FT— - L ) 2 HWTH

XHEEOF R EIT o,

(4) BERBHBEERE M SE (FE-SEM)

N ER L E 7 BEMEE (JSM6701F: H ARE S48 JuN K2 i+
VAKX ETA) KO (JSM-IT800: H ARE RS AEEL - JuM KRB dr &
Z—FEEHIXFTA) &= HWTIT o 7o, BERS IR OB #% & O 23 HT1E ISM-6701F % T



17> 72, ISM-IT-800 % FH\» C= RV F — 3@ X #4561k (EDS) ATV, Wiim D%
MG CTREB L OZFOERTHOR S 2B LT,

(5) JE i 7R

JE i 98 EE 0 P E 1 X L BT RS % T BE B (AGS-X/10kN: RS 4k S sl - JU T2
REA) ZAOTIT o 7o, PIEEIFFEHI W E 2 N 2 3RS i EE L 72 FF O 2 ff 5 (W)
ZREIOWHFE (A) THLZZ Ik Tkdond, BEREEZERIT L0, I
FIREERER XA Y R v #—"T3.5%x55x65mm(ZYH L7z, EAEYS 1L X2
AbETCERMEZIE ST D 2D YIm ol f %2 400 & OB EEHK T 0.4 mm, 2000
FBOWEHKTOI mmAFEL 3 x5x6mmé L7z, 3x5x6mmDOREZEZZFNENS
OPTOMER L7, EMMEOFREIL, Eq. Q.H)ZF HWio [2.34],

F =

= 2.1)

ZZ T, FiZI MPa CTREOEMEEE, WITN CTREICMZON DK KFE, L
TAFmm> CTREOWEHETH D,
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2.3 FERKOELE
2.3.1 Si0, XL v k
(1) BERGIEEIZ X % Si0 XL v kD i
Si0, XL b bMcP @ KoCOs HRMNZEN % 1200 °C & 1400 °C THAEEIT - 7=, 2L
v F® XRD /3% — % Fig. 2.4 12”83, 1200 °C [ZBWTiX, OMOP i T/m —
(halo) =27 OABILE I, ZHIXRIIDP N & EfERLL T RN 2R
3%, Mullite IANE T U B (10MOP) Db b IT R EZ2 KT S 20 1o, BERS B Al
L LT 1 wt% KoCOs Z IR IN$ 5 & | cristobalite D B — 7 NEFR TX 7=, 5 wt% K,CO;
TIX tridymite D E— 27 H i &7z, —J7. 1400 °C TiE K,COs A L TV 72 nik
£FT cristobalite D E— 27 A XL KoCO; I LV . 0.5-1 wt% T cristobalite, 5
wt% T cristobalite % & ¢¢ tridymite @ X 9 {2 1200 °C & bz L THRESaFE o ZAbix 22
S 72, KeCOsIRMIT /b 53, 1400 °C I[2F1F 5 cristobalite & tridymite O B — 7 58
X 1200°C BT A =27 ME LV IEFICEIP o7z, TN DOFRERIL. KCOs RN
EEIEN VY I OFERIbERET S Z L ERIET S,

‘O: Mullite, [J: Cristobalite, {: Tridymite‘

@ , (b)

Oéj
Owogm% oBoo o

oAz o

R 10M1P
o

® . 0090 o

%Q.QQ o

10MO0.5P

MQ?L 290%9 0
10MOP

Intensity / a.u.
Intensity / a.u.

OMOP

1 20 30 40 50 60 70 80 10 20 30 40 50 60 70 80
20(CuKa) / degree 20(CuKa) / degree

Fig. 2.4 XRD patterns of the disk-type (pellet) samples sintered at (a) 1200 °C for 1 h, and
(b) 1400 °C for 1 h.
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FEREEIFY — bV R HEICKXVHE L (Fig. 2.5), Mullite 2 5% & A7 L,
10 wt%IZ3% & L 72, 1200 °C. 0-0.6 wt% K,CO3 T cristobalite 23R TE 2o 72720
FEME BIX 90 wt% CTd o 7=, cristobalite & tridymite DO FEfbALIZ £ 0 FESE O & A3
b U7, 10MIP & 10MSP O IEME &ITE N Z I 82.5 wt%, 56.5 wt% T d - 7=, 1400 °C
IZBW T, JEME EIL 0-1 wt% KoCOs TIEIFE 0 wt% THh D DIzxt L, 5 wt% K,COs
T37.5 wt% TH o7z, ZiLiL., 10MSP @ mullite D E— 7 58E N 0-1 wt% L ¥ H /&
WD T, IOMSP OH > 7PV TIIIERBEEDNRELLHEI LTI EEZ LN, O F
D . 10M5P 3T mullite % 10 wt%IEE THWZIEREEHELHE->TVWDH I & %
%‘%ﬂ‘é Figure 2.4 ()R L= & 912, 10M5P @ mullite @ ¥ — 7 JE X, 0-1 wt%
K2COs D E LD b/hE ooz,

*Exﬂ‘frfﬁ LT X AT REERWCTHIE L (Fig. 2.6), FHXFE XM 5 O E T
0.6 wt% K,CO3 & THIM L7223, 0.6 wt%Lh =TI Uiz, MxHEE OB IL, @
KoCOs ISNE T E A2 & cristobalite F 7213 tridymite (Z#5 fh{b 3 2 B O K FEZE b
kb0 THDH, Lo T, DED K,COs B Si0, DFBEICH R TH 5,

<100 —&—1200°C, 1h
$§- i —=—1400°C, 1h
» 80}

e

c l

Q

T 60

7]

g I

Q 40

5] I

=

2 20

g L

< Of

0 1 2 3 4 5
K,CO, contents (wt%)

Fig. 2.5 Amorphous contents of the sintered disk-type (pellet) samples as estimated by
Rietveld XRD analysis.
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Fig. 2.6 Relative density of the sintered disk-type (pellet) samples by Archimedes’ method.

Figure 2.7 137 O Wil &2 797, 1200 °C IZFB W Tk, OMOP X Si0, ® ERIR AL 128
BRI B2 S 7= 0% L, 10MOP % mullite K - 2% SiOx KL 1~ DRI A < 9 A L T
%, 10MO0.5P & 10MO.6P I SiO ki 72N A WITHEA L TV 5, KaCOs & 1 wt% &k 0 %<
W2 &, SIORTFRELA, RERFILVPBLEEINATWD, ZhiE, famfklic ks
BEOEICLD LD TH D, 1400 °C Tix, 1 ZIFETOREINERRPI T2 L EDH T
BOLTWONREBEAT D, FFlZ KoCO; D ENZ WA T 1200°C TOFRE & IE
WICHEE LTS,

39



(b) gt o & S ovosp

10M0.6P

3

Fig. 2.7 SEM images of the microstructure of fracture surfaces of the disk-type (pellet)
samples sintered at (a) 1200 °C for 1 h, (b) 1400 °C for 1 h.

(2) BERRFFRTIC X 5 Si0 XL v b D i

SiO2 < L > [ bMcP D BERLIRFRIIZ K 5 2% 1200 °CICHB W T 1 h & 3 h Till&E %
fTo7, L v h® XRD /3% — > % Fig.2.8 |[Z/x%, BEpkBFMICBIFR 72 <. OMOP i/
B Cld halo B— 27 @ A B2 S 31, 10MOP &k & 10MO0.5P 3k} Tl halo ¥— 2 & mullite
DOE—7 RS, 10M0.6P #EHZFH W T 1 h TiX mullite ® B — 27 O Ak &
N7=728, 3 h TiE mullite ® E'— 27 & cristobalite ® E'— 7 BNt & i=, ZHiL Si0,
MEWEERRROMICHEELIEbDEEX BN D, BERFERIZHND ST 10M1P
B TIX cristobalite @ B — 7 B H &AL, 10M5P 3k CTiX tridymite @ B — 7 & i i
ENf, ZHNEFIBRO LI ICKED K.COsIZLbbDEEZLND,
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Fig. 2.8 XRD patterns of the disk-type (pellet) samples sintered at (a) 1200 °C for 1 h, and

(b) 1200 °C for 3 h.

e E B % Fig2.9 (T, BEAGHRFFTICBILR 722 < 0-0.5 wt% KoCOs T cristobalite 27
MR TE Ao Toicd, HEMERIT 90 wt% TH 72, KEabLIZ £V IERE O &3
L7, 1200 °C, 3 h (28T 10M0.6P, 10MIP, % L T 10M5P Xkt JE S H 81X %
LE I 85.1 wt%, 76.2 wt%., € L T 56.5 wt% Td > 7=,

FE % B % Fig. 2.10 1279, FHREEIL 1h & 3h T b 0.6wt%K,COs £ T
BMU 72230 0.6 wt%Lh ETIZA L7z, A E oD 1305 W KoCOs W& T I A
BN 6 cristobalite £ 721 tridymite ([ZHE LT 2B OKREZELIZL DD TH 5,
LN - T, DED K,COs 28 SiOr OEELICHI R TH 5,

41



—8—1200°C, 1h

<100|
" —8—1200°C, 3h
» 80}
e
c l
2
= 60
7]
g I
Q 40
5] I
=
2 20
g A
< Of
[ | ) 1 s [ L | 1 1 i 1
0 1 2 3 4 5
K,CO, contents (wt%)

Fig. 2.9 Amorphous contents of the sintered disk-type (pellet) samples as estimated by
Rietveld XRD analysis.

110
I —@— 1200°C, 1h
__100} —— 1200°C, 3h
X I
2 90+
= [
c
S sof
Q |
Z
E 70
Q L
(14
60 -
50 | ) 1 s [ L | 1 1 i 1
0 1 2 3 4 5
K,CO, contents (wt%)

Fig. 2.10 Relative density of the sintered disk-type (pellet) samples by Archimedes’ method.

Figure 2.11 123K OB WA 2 779", 1200 °C,3 h 1238 T 0-0.5 wt% K,CO;3 Tl SiO;
BN EWVICHESG LTV D,KCOs & 0.6 wt% X D Z < IRINT 5 & Si0 ki 431 % .
RERTAIADBE SN TS, L, MBI X2 BREOLENIZEIDZ2bDTH D,
FFIZ KaCOs DENZ WA ITIE 1200°C, 1h TORRE L IEFICHEB L TWD,
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Fig. 2.11 SEM images of the microstructure of fracture surfaces of the disk-type (pellet)
samples sintered at (a) 1200 °C for 1 h, and (b) 1200 °C for 3 h.

Mullite D {F7E 1L, mullite O s EAH & FELE M % F> 10M0.6P kD SEM-EDX
AT CHERE L7 (Fig. 2.12), —BRMICRRZ NP2 L W T AMHOFBEMNINEST 5 7
O, EDX GAHTIC LY SiO~ F U » 7 RIZEH Fi 5D mullite & EFEICRET D 2 & IEA
#THD [235], L., Fx ORE T SiOfEfki AN S Al BN Sz, =
AU 1200 °C THEVLEE L 721% b mullite K. F 2T L TWH Z & &3, L2 - T,
mullite [£ SiO>~ MU v 7 205k & L THER T 5 Z L3 HifF s 5,

EFEO X ST K20 IR AR 12 & - TIRIR C Sio, O f fifb 2 R 25 [2.23],
AWFFE TIE . KaCOs DEE A KoO XV W23, KoCOs 1% K0 & [RARICHER T 5, KaCOs
Z 1 wt%lL FTOBERCTHRMT 5 L. fabE TR Sio 77 ARBKRZ FR T
LDIZHRKTH D,
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Fig. 2.12 Polished cross-sectional SEM image and EDS elemental mapping results for Si, Al,
and O of the 10MO0.6P disk-type (pellet) sample sintered at 1200 °C for 1 h.
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2.3.2 Si0, Z fLIK
(1) SiO2 Z LK D 14 RE T A

Figures 2.13 1% 1200 °C, 1 h Bk L 7= Z fLEREL O XRD X ¥ — > &R, ISR
i, Sio, /\m~®yf%ﬁ?§ém‘:o K>COs D RMIZFF &7, mullite iMFE S
mullite DE—27 N H I 7=, ZFHAERE T cristobalite ZFK T 5 121% 1.5 wt%
KoCOs MMLBETHDHDITHK L, XL vy ]\ﬁit*ﬁrf‘ IR EAEIZ 1 wt% KoCOs TH X+
TdH 5 (Fig. 2.4), HEMHMEREIT. KCO; BEEMT Do THA L. 10M1.5P T 3.1
wt% cristobalite % £f-> 86.9 wt% & 72 - 7= (Fig. 2.14),

1200 °C, 1 h BEAL L 72 KoCOsiRMMEZ H T 5L v b & ZALE BB O F8 kb 58 21k
%Z Fig. 215127, ZHEREIOBEE L 1 wt% K.COs IR TR KIZEIEE L 72 DI %f
L, XLy FRABIOBEEIL 0.6 wt% THRRICEIELZ, Ny MUk & ZFLVERE O
fEdut E BB O ZIT, ZHEREBORWERR KO/ E T IIMEMRE L TWRNEZAE
AEED Si0; & KoCOs Hi - & DM DO/ R MEFEIZ L > THRAET L ENTE D,

|O: Mullite, C: Cristobalite]

O
o

DDO@% o0 O Q

o o}
W 009 o o
10M1P

o o

%0 o,

Intensity / a.u.

10 20 30 40 50 60 70 &80
20(CuKa) / degree

Fig. 2.13 XRD patterns of the sponge-type (porous) samples sintered at 1200 °C for 1 h.
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Fig. 2.14 Amorphous contents of the disk-type (pellet) and sponge-type (porous) samples
sintered at 1200 °C for 1 h as estimated by Rietveld XRD-analysis.
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Fig. 2.15 Relative density of the disk-type (pellet) and sponge-type (porous) samples sintered
at 1200 °C for 1 h by Archimedes’ method.

SEM Z W T L ALERE O Wi 2 #8l22 L7z (Fig. 2.16), ZHLEREHIL v b
ARAEHZ LE R TRERE B A R M WE A 2 7R Lz, Z4UiE XRD 3 K OVH &5 BE o #% 1
E—E L7z, 10MIP CIIfE 2N Bl Sl loxt L, 10M1.5P TIEM X IZ %
SOKILNBE SN, ZHILSIO, DRERILICEDURBENOEELZ X LMD,
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Fig. 2.16 SEM images of the microstructure of fracture surfaces of the sponge-type (porous)

samples sintered at 1200 °C for 1 h.

(2) Mullite # M &I X % Si0, 25 FLIAK Er g

Figures 2.17 I%, mullite IR EIZ L 5 LA ERAE O XRD ¥ — % 7"F, OMIP T
IFIERE O A &, mullite Z8M L7 3T X TORE S mullite B — 27 23
H & du, BEpktt mullite FESANFEET 2 2 & 2R L7z, Mullite O ¥R & A3 80
HIZE-T, mullite DE— 7 WELEEMLZ, 1wt%KCO; ZIRMNL7=%E. Si0)
mE—Z 3R Sharolz, ZHICK Y BERMERCRHMME LN L 2R LTz,
OMIP (X 100 wt% FESE D& %A L. mullite MM+ 25 L IEME B IR LZ, 7Y
ORETIX, mullite I EZBRWCIHEREEEZH L7 (Fig. 2.18),

Mullite ¥WANEIZ L 5 2 LB B O F xHE E O 2 L% Fig. 2.19 (2773, OMOP %
33.5%DE T, 1 wt% KoCO; 23 & 415 OMIP (85.4%) X W MR B E MK > 7-, Zh
X KoCOs DI HRI B FE D) B8 % RT3 Z & 23450 - 72, Mullite D 72\ OMI1P 1,
mullite & & ¢ SMIP 3 XY 1OMIP K VAR EE N K o7, —F . ISMIP 25 1%
mullite WAMEBZHMT DI K > THMBEENBA T 2EmEZ2 R L, Zhhnb,
mullite @i 1E & 2% Si0, DBALICHEE KITT Z LR oo Tz,
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Fig. 2.17 XRD patterns of the sponge-type (porous) samples with different mullite content
sintered at 1200 °C for 1 h.
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Fig. 2.18 Amorphous contents of the sponge-type (porous) samples sintered at 1200 °C for 1
h as estimated by Rietveld XRD-analysis.
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Fig. 2.19 Relative density of the sponge-type (porous) samples with different mullite content
sintered at 1200 °C for 1 h by Archimedes’ method.

£k % 72 mullite IR E A2 FOLLERA B O Wm 2, SEM 2 HWTElg L7z (Fig.
2.20), 1 wt% K>COs IRANIE 10 wt% mullite ¥WA1E T SiO, DB ICH R TH - 72,
10 wt% % i 2 5 & O mullite I£, SiO kL FRICHEHETOZEREZ/ED H L=, Ziidm
B0 mullite NEEFREDO O DORL T EAEZET D L E2RT,

Fig. 2.20 SEM images of the microstructure of fracture surfaces of the sponge-type (porous)

samples with different mullite content sintered at 1200 °C for 1 h.
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(3) SiO2 % FLAK D M A1) R 1

ZALVEREBHNCK L CHEMMERE 21T > 72, T X TOREHNIMEMEMEZ2 R L 72,
K,COs TR IZ X A JEME 58 % Fig. 2.21 (2”7, OMOP £ FLE 3 BF o0 58 i 13 MR b T 55
<VHETDZENTERNhoTl, MIEEDM &I mullite & T K.COs i
KX VBREN M E L, WOl E CHE SN XL 912, mullite 1% SiO,~ F VU v 7 Z(Z
IS AL TEY, Er=273RICED Si0, OB EMEN M £ L7z [2.36].
1200 °C, 3 h 238\ T 1 wt% KoCO; TIHFRE M IEF IR 7o o 7223 2 4L Si0, D fE
mibIC LD HRBELORELEZ DN D,

Mullite FMBENREICH 2 D8 A L2 (Fig. 2.22), T X ToOREHT mullite
WINEICER R EEEMTH 72, 5-10 wt% D mullite FRANEF %b\*ﬁﬂ%&f@%
WELEREINE SN2, 10 wt%Z il 2 5 % & O mullite TIE— B2 EIEE S
7z (Figs.2.18-2.20 Z ), 1 wt% K,CO; & & A L 72 mullite 2372\ OM1P £ L niH‘Jr
AREDOMETMEIC LV EMRERHEDO O DR L L HEDZ LN TE oz, JE
i 581X mullite MBI X > THEM L7228, 10 wt% X D 2 < ORME T L TR
BEOFE X B & AR E DN EME R I REREEBE KT T Z LN oholz, 10 wt%
mullite RINE Si0 ZALE T 7 A DGR E M EICHHEMTH D, 10MIP £ FLERE D i
TR R IE 15.9 MPa (2B L 7=,

21 - —0O—1200°C, 1h
I —1—1200°C, 3h

©
o
=18+
15} %)
c
s |
s12F
[72]
ot
2 or
n L
N
o 6r $
o |
X P
8 | ?
o_ ? i 1 L | 1 1
0.0 0.5 1.0 1.5
K,CO, contents (wt%)

Fig. 2.21 Effect of K.COj3; contents on the compressive strength of the sponge-type (porous)

samples.
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Fig. 2.22 Effect of mullite contents on the compressive strength of the sponge-type (porous)
samples sintered at 1200 °C for 1 h.
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24 KEDFE O

ARETIH, 77— MEICED SIOZ BT 7 AEROERE B L, Si0;
ZAE N T AEERIT, BFEREBAI L LT KCOs 2 L, miEMisAl L LT mullite
AL TCHERT LI ENTE, @URED K,COs IFKIE THIKREZ AT 2 DIC
MR THY | ZORER, BEERT 7 AREED B S 1172, Mullite RN IR BERS 12
WEE RIZ S 2oz, Mullite & SiOx FLFUZ B & 5 2 L 1d. ZALIKRRE O JEHE
EZM ESELDICEHETH -7, BT 89 wt% SiO2. 10 wt% mullite, 1 wt%
K>CO; D#AEL T 1200 °C, 1 h Bépk L 72 Z FLIRBUEHE 90 wt% D IEME &, 96.1 %D FH %t
T 15.9 MPa O JEAE 58 E & FF o 7=,

F2ECTERINTZV Y DEZARORENT, KEWREELZFF> T R L
RTWVWeH, BESHOXFHKRE LTINS, £72, CO M LisSiOs, W& A
MEATA N ED XD RIREEMIZLDEEME~OIEHARZYHIND, 20 L)
BRAERICESONWT, FHIE, F4ETHIRHRERBLOERREN ~DISH B X OIEMNZ1T
Do

52



Vivar ~

B3 E
DF 7 LU 7 — b (LisSi0s) ER Si0r % FLIK
D B3 & CO, Fli e Hi i
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B3 ® UFUvLTY S —1I (LisSiOs) EH Si02 Z ALK DBHIE & CO, i 5 Fr itk
3.1 ¥S

ARKANFEETPOHEHINTWD @R FE (COy) EITEHRATD 20 %L 1|
FEIEHTOR 60 %THD, ARIFTHEENSEE T, AMWSLKAT AT ATl
MWW=, TOMAENEIML TWD [3.1], CO, IXHIERIEIEAL & K O EEE(b %
FHRTOEENRETATHVBUETATHD [3.2-3.4], TD=D, ARKIFEETIC
T 5 CO, BEHEDOHIENEEARFRBETH D [3.53.6], ZD X5 RMENZ TR
L70DREE LT, MEMEZHWTCHERIED COBREHEND D [3.7], BIfE,
R AYIZ COL BT D 72 > D CO, B « AT8 (CO; Capture and Storage, CCS) 2B 7 5%
& 7P E B3 T T b [3.8-3.10], CCS HiIF D 9 B (UL E X W% % VT CO,
PR 24T 5 FIEN O D, £, COITEA Rz LSE 212, MEMoEENHE
ThD [3.11],

ROERAORERE CERLAEFELE LT VEBETHYONLSG T I VU RBERTH
% MEA (mono-Ethanol amine), DEA (di-Ethanol amine), MDEA (methyl diethyla-
lanamine)72 E 2R H L 7ALF RN SN H D, Z O X 5 72U 5 T KA & ALE I
BRI, BENRBHHETHENE N EFAH D [3.12], LL., ZOEMITHET 2
PERAT AN @D COy HAZEEMET LI LNTERWVWED, WHIT AT AN
VETHDH, ZHICED, ZX VX —HEREML, £ O E a2 NPRMLEITA
Do FE o, WA DR ME D BRI B R O B O BEIC LY | BB R
X 2MERH D [3.13], LER > T IR CTHETEH2MEMOBRERLETH S,
IR EM & L CBib v U A (Ca0) &V F U LY rr— bk (LisSiOy) IZBT 2
e 1T 7= [3.14-3.16], CaO I E W\ CO i EERE & ME A W A FE &2 FF - TUy 5 23,
BRI 7R BERE RIS X DI WY A 7 v ZEMEO - D IRFH 2w A NN CTH D [3.17],
LisSiOs IXE WY F U AR FHE, SIETOENTLFHE X O ZEr, =L
TR 7ML R ME 2 5o [3.18,3.19], 2 D K 9 Ze ik & Ff D LisSiOq (Xl
CO M, COL RN, LiA A Ny TV —ORBE LR VX —ITRE 8%
BRI B IZ O W CHFZE S - [3.20-3.24], Z 10X Eq. 3.1 O X D iz kv
450-700 °C D il FE#iFH T 36.7 wt% CO, D PR fE C & VIR IRIY CO it RE A FF 2 [3.25],
LisSiOs O FAEIR L 750°C LA F T, CaO IZH_R T, HACHKE LT XL X —iH
BREL ., EREEEICEND [3.26,3.27],

Li4Si0O4 + CO2 (g) — Li2Si03 + Li2COs (3.1)

LisSiOs D REELIZH T2 HEER LT LMEN WL D0 dH D [3.28-3.36],
Venegas O 1% CO2 (x5 LisSiOs DIHEA N = AL T ODOREEREZRE LT,
— O BIEIEEHEIC LD NISHEER TH Y . — 2 B I IEHOE T X D R HoE B E K
Th D, FOSHEIL CO» 2 LisSiOs Kl TP EZRH I L, VFULAZTY F—
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k (Li2SiO3) & g Y F 7 A (LiCOs) KT 53 E Th 5, JLHOEE 1T LisSiO4 &
CO, MAIEIZERICTER S D & G 23 2 72 DI/ E RIS L 8T 5
ETHD [3.28] THICE Y ALFERIGIT L D LisSiOs D CO, HlitE i 2 HfiE+ 25 D
IS, ZHUE COTERRALET H2DICHFELETE D,

CO, D AT WiRY e & B L T, RIRHEM B L O BRI EM o H I Y
T I —FNnH D [3.37,3.38], WRIRHEM O kL. #;w:_éhé«mr“ﬂﬂ;ﬁ
IZ X > TIRIKTHEM O DENFEET DL VIHIRFELNH DL, ZO LI REHNE,
RS A 0 iR S U9, AR 2 Ze fiEE AR RE K OV AR AT RE 7 B R4 12 COL fiZEZ AW
% [3.37-3.39], BEEMEM OFICITMREREE ALV EERNS H, RN I
LisSiO4 fiEM DIE & A E I, %JEE SHELC Jiﬁi FCHWOERICES R H KOG
JENBETIZED ., i 725y TWHT 21208 L [3.40-3.42], £ 0=, EAHL
THW /vbﬁﬁ;ﬁamﬁﬁ%mz%f%é F 72, NV T FERE O R TR
'fi%‘:%ﬁftéﬁfﬁixﬁﬁﬁ“é_<‘:75>T“°a°éﬁ>\ CHITEAERRELR COy EMICKLELRE
FThHD [343] ORI BRALTBREROHMEM IV Yy MEREREE VR (N=
L) BLOZAERREIZDT TEZDZZERTELIN, T/ VABIRELAEREN
SEERB X OEIRIC LV HRTHY , IRWESRE T TE WY EREREZ FFD [3.44-
3491, DD HRILITE /) VAR OCZIEEROBMEM OB EALIZI TR T
% [3.46,3.47,3.50,3.51],

MR LB REM X CCS THWDT-DICEEXENBE L ZHED TE 7z [3.52-3.54], i
Ol il L mE LR ORGHEM ZH VD Z L1E, CCS Db 9 —HODORINFEIHT
&5 [3.55], COLIZHT DHEY A FOFMEITRDEERERTH L, £/o. MHED
e, RirORES, 24, T L CHRABMIMENLELZRET I EELRERTH
% [3.56,3.57], FFlc, RELHEREHBIILY ZL OHER, IV EVHEFEMICHE
Wd D [3.58], ZALEBHHE L CEALE XFHRICREEM L 7- LMSiOJﬁé%HKJ: % COs
DOREMMNBREOHRB LOMEZHE LERIZIZEAE R, LER- T, 2O
22Tl Si02 ZFLE BEAE IRIC RIEESG L 72 LisSiOs #iEA @ CO, FEEREIC >V T A
TOHLDITERND D,

7&%? I, ZALEME AR OMARZGE CO, MM AZREL X5 &%Mf:o
SiIO, ZHLE N 7 AXFFERITHE 2ETHMN LT 7 L — METHER L, §RIEIC
D Si0, ZALE T T ABERE IR DR M IZ LiaSiOs & A L 72, LisSiOs y?L{ZIKEiHJrO)tF%%I
& COflifEREA - L7, CO iR iFfE DM E E M A R | RKISITK T 2 L ILEHIE
DEBELZME LI,
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3.2 FEERITIE
3.2.1 JEBHEH R K O 36

A FE TR WIZ3AHK % Table 3.1 12”7, HBEWE & L TiE SiO, (SS-10, Tokuyama
corp., Japan)., mullite (KM101, KCM corp., Japan). K,CO; (Special grade, KISHIDA
CHEMICAL co., Ltd., Japan), <& L T Li»COs (Special grade, KISHIDA CHEMICAL co.,
Ltd., Japan)Fy R 2 M\ 7o, KL RRIE, AR M REEE BB (FE-SEM, JSM-
6701F, JEOL Ltd., Japan) TH#1%: L 7=, Figure 3.1 ¥ A / U .k T 30 min [, H#EL 7=
TEOHMED SEM A A — V&R T R OKEZ ST 1 um D Si0r,~1.6 um @ mullite,
~1 pm ® K,CO3, £ L T~2um ® Li,CO3; TH > 7=,

T VR E N 30 ppi DL ST A —F )L PU Z R > ¥ (MF-30, INOAC corp., Japan)
Ty L—hrELTHWE, H#AlE LTIEARY BE=17 /a2 —/L (PVA, special
grade, Wako Pure Chemical corp., Japan) KIFK % 7=,

Table 3.1 Reagents used in the experiment.

Reagent name Chemical formula Purity Manufacturer
(S‘S]_“fg) Si0; 99.95% Tokuyama
Mullite .

2 - 0
(KM101) 3Al:03 - 28102 99.95% KCM

Potassium carbonate K2CO:s 99.50% KISHIDA CHEMICAL

(Special grade)

Lithium carbonate .
: 273 . 0 - .

(Special erade) LiCO 99.00% KISHIDA CHEMICAL
Polyurethane sponge

: C27H36N20 - INOAC
(M:F—30) 270136IN2810

Distilled water

(Catalog No. 047- H.0 - Wako Pure Chemical
16783)
Polyvinyl alcohol .
"H:C n 20% )
[CH:CH(OH)] 99.50%  Wako Pure Chemical

(Special grade)
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Fig. 3.1 SEM microstructures of the starting materials: (a) SiO, (b) mullite, (¢c) K2COs3, and

(d) Li»,COs3; as-treated powder after agate mortar mixing for 30 min.
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3.2.2 Si0, Z LR E Y

AOBHESRLIZ B3 2 BERS XX Fig. 3.2 12777, 89 wt% SiO>, 10 wt% mullite, & L T 1
wt% KoCOs i @ SiO, 7 X v 7V ML ILE N 7 A LFHKRIER O =D DI B & L
THEM L7z, Si0,, mullite, £ L T K,COs ¥ KR%Z A/ 738k T 50 min IBRA L 7=,

MR D Si0, ZALE T 7 A XFHERIL, 5 2 BOSNHFED Si0, ZLE H 7 A FHE
TERLFIEICHE » TIERLE 7=, 3 g D 5 wt% PVA KA & 3 g D SiO, By K & IR Fli %

(AR-100, Thinky Corp., Japan) ZH W TIREA L., SiO, A7V —zHE L, HE LR
EM 11.5mm, 10.0mm O PU AR T % SiO, AT U =BTk, 77 AF v 7T
FEATIENZMAZTHEIAT Y —%RELE, SiO, ATV —Ca—7 47 iz
PU AR UV AESEIET24h il 37 (Fig. 3.3 W® SiO on PU), Hif# L 72K %
KAJE T T 10°C/min, 400°C,6h THREE L. & D% 10°C/min, 1200°C, 1 h THEK L
7z (Fig. 3.3 WD Si02), F o7z SiO ZALEH 7 AT HEAEIC LV BEAK 9.5 mm, &
S H) 8.0 mm IZULHE L 7=, Figure 3.3 12 fLIKFEL DA BLA A b—“/\‘%’fﬂ?ﬁ"o

3.2.3 LisSiO4 & R W Efifi L 72 Si0, Z ALK /EH

Li4Si04/Si02 & i STz SiO ZALE W 7 A D EIT LisSiOs ZFR T 5720
Li,COs % Li fit#3JH & L CH W7z, LiaCOs A7 U — % 5 wt% PVA /KKK % AT Si0;
AZ VU —ERUFETHE L, BAEMEKIZ6 gD 5 wt% PVA & 4 ¢ ® Li,COs 3K
ICRRE &z, SIOZHLE N 7 A% LiCOs AT Y —IZiRF7=t%, BT 24h S
7 (Fig.3.3 N ® Li,CO; on Si0,), Ll Lf:ﬁkﬁéﬁi%j(”f\)f—l:“@ 10 °C/min, 400 °C,
1h THEEEL., Z D% 10 °C/min, 800 °C, lh TEVLE L 7= (Fig. 3.3 W ® LisSi04/Si02) ,
Figure 3.3 IZZ LKA ONBLA A — T &7,

1. Dip-coating of SiO, 2. Removing of excess 3. Drying 4. Sintering
slurry

PU sponge

o

SiO,/PVA slurry 11128(;’?661hh
5. Dip-coating of Li,CO5 6. Removing of excess 7. Drying 8. Heat treatment

porous SiO, sintered body slurry

24 h

Li,CO4/PVA slurry plates

Fig. 3.2 Fabrication process of Li4sSiO4 sponge-type (porous) sorbent having a hierarchical

structure using PU sponge.
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PU SiO, on PU

Fig. 3.3 Photographs of the cylindrical sponge-type (porous) specimen.
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3.2.4 FHAM 1A

(1) X #MEHr (XRD)

XAREPTIEE 2 & L RRICAT o2 FEICHER L2 EHEERT7 — % & % —(1ICDD)
PDF 77— K& 5 % Table 3.2 I N E I RT,

Table 3.2 PDF card number.

Name PDF card number
Lithium silicate 25759
Lithium metasilicate 28192
Lithium carbonate 66941

2) V—F~L I (Rietveld)
FEEEEIXY — b~ b (Rietveld) ETRFE L=, FEMITE 2 T|ITR LT,

3) BRI EERE %S (FE-SEM)
RS E AR E PSS (JSM6701F: A AE FRER S8 - JuMl K g 4547
Yo —HEHMXATE) & W TRERR OGS S O o8 21T o T,

4) A7~ 757 40— (GC)

EMRERAT A7~ 757 (GC-2014: MRS EER) %\ CO, LR
BEEATO, RMERIBICE D ER LT, COIEA L T A (MIN-1: R thBEi) 12k
DAL ACEITD, AZLELTHIT LIz, HAZ B~ NI T TDRT A—4 KRB
%% Table 3.3 ICENTNRT,

Table 3.3 GC-2014 measurement conditions.

Measurement gas CO;
Carrier gas N2
Ge Carrier gas flow rate 20.0 mL/min
o Injector temperature 100 °C
conditions
Sunpak-A column temperature 75 °C
FID detector temperature 150 °C
MTN-1 methanizer temperature 450 °C
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3.2.5 Li4Si04 @ CO, i 4 K OVFF A 3 Bk

CO, fifEB LOFARBRITERFCMBAINTEBEERBAT VL AAF — LA
ot g (N£:10mm) TIiThoiviz, #iEMEOBME % Fig. 3.4 12777, LisSi04/Si0, &
Bta 27 VAR F =N, TRISEHFIZTE L CO i K O H AR 12 600 °C &
O 700 °C THIEAL 72, WREh A A SfFiX, R&JET T 100 £ 721% 200 mL/min @ 0-15
vol% CO»/ Ns balance 2% E S 317,

o GC

Fig. 3.4 Schematic diagram of the packed-bed system used for the CO; capture and

regeneration experiments.
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33 BRKOEBLE
3.3.1 Si0y Fifil ~ D LisSiO4 & fifi 5 1

LisSiOs ORERE X, KW IEHRE & BIR TR T 2 DO CHFICRETH D, 1T &
NEDTr —ATERNMERIN, BENKE 2BV [3.59,3.60], AHF3ETIX
LisSiOs & SiO, ZALE X FA L L TRImEM T2 Z LICEREZ G DY, CO fEHM
T DIE A 7RI R TEIENRE S EWRISERLETH 5, Si0,
ZAEXFHEOERE % LisSiOs IZEMiT 272012 2 2O FERRKAL NI, —DIF
SiOs X FFRIZ LisSiOs & = — 7 4 7§ 5 F1E D LiaSiOs0n Si0> T, b 9 —21E Li»CO;
& Si0, & F i TG &1 5 J7 1 D LisSi04/Si0, TH 5 (Fig. 3.5) , Li4Si04 I & ¥ Li2CO;5
A7 U =L, HFBERICPVA ZIRA L TR L7, LisSiOs ¥ KIX LiCOs & Si0, D [
MRIGIZ LV ER L7z [3.61], —2DOREOWTNIZEBNTSH 400 °C, 1 h f&REEL T
PVA % [RE L 721 . LisSi04/SiOr #EHT 800 °C, 1 h ZVALEL L 7=,

LisSiO4 23 SiO, REIZ T —T 4 V7 ENTWENEMERT H 701, #E o Wiz
SEM A A — U2 X W HEFR L7=, Figure 3.6 I%. (a) LisSiO4 on SiO, & (b) LisSi04/Si0, D
Wrik X > SEM A A — ¥ %7~ 7, LisSiO4 on SiOz ik TIX LisSiOs & SiO, @ 5t if 23 BA
MEAIZBLEE S AL72 28, LisSi04/Si0 3B O S 1Lk Toh - 7o, Z 4L1F Li,COs & Si0, 8
FEFICEILSKIELTHEWEEN 2RI E2REBT %, F£72. LisSiOson SiO; il E}
Tl LisSiOs & SiOr A HIZ B S 772, LiaCOs & Si0x O [ @ & W BUG PE IR IE C
BEfE S 4L72 Si0 W7 ADREHEN K EL | BOVWHIGHEDTZD TH DL EEZEZ N D,
LMo T, BERCERINTIEBEMREZRESV Y D ZHLEM NI, HEEMIC XD
BRI ARE O REICHRNTH B,

*Size: vertical, horizontal (10 X 10 mm)
Outside |  Side Outside |  Side
Before sintering Before sintering
(Li4SiO4 on SiO2) (Li2COs3 on SiO»)
After sintering After sintering
(Li4SiO4 on SiO2) (LisSiO4/SiO2)

Fig. 3.5 Photographs of two methods for modifying the surfaces of SiO, with LisSiOa.
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Fig. 3.6 SEM images of cross-section view of (a) Li4SiO4 on SiO, and (b) Li4Si04/SiOx.

Figure 3.7 (XU # ZfLEIK D LT Li,COs % 800 °C, 1 h ZALel L CHIE L 72
LisSi04/Si0; D F [ D XRD /3% — > & SEM A A — ¥ %/~ ,LisSi04 1L & D Li,Si0;
DOBEIZ EIZTER S 7=, Rietveld HiEZ2 W TEHE LM EME O &%, LisSiOs D
A 88 wt% (0.00063 mol), LizSiOs DA 12 wt% (0.00011 mol) TH - 7=, I 500 nm D
K173 LisSi04/Si0, F i THIZE S 4L, T 11T LisSiOs 23 LiaCOs & Si0, O [EFH S 12 &

DEMRINTEZ & ERT,

V: LiySiO; ©: Li,SiO;

Intensity / a.u.

10 20 30 40 50 60 70 80
206(CuKa) / degree

Fig. 3.7 (a) XRD pattern and (b) SEM image of Li4SiO4/SiO; sponge-type (porous) surface.
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3.3.2 Si0» Z ALK F [~ D LisSiO4 & L 723k D CO, i 4E K51
Li4Si04/Si0; Z FLE B D CO, £ HEIL 600 °C T 200 mL/min @ N, balance % £f-D
0.2-10 vol% COy H A Zffi i L THIE Z1T > 7=, Fig. 3.8(a)lXMFIC X D R bgat oo
COIREAbZRL, TR E BEWRT 5, HO CORE CIXWMRE C T
AL & 372, LisSi04/Si0; 2 FLE 3 EH X . LisSiO4 23 Li,CO3 1258 I K D £ T CO,
EHETHLENTE D, CO,MIMIRBED 5 vol%lh ETEWE CO, R EHIE
HIZIRZE LTz, 0.5 %LLFTIRHE A COz i B O BN 28 KF I K0 #iitEny 2~ b 2
FMERIZZEDY SFHMMEIZMR LI, FFIZ 02%E 0.3 % TIXRIEDOHH 5-10 min
T COMERICHEINTZ, ZD LD RFERIT. COy & LisSiOs 23 KUk ¥ B Tk
< B L, LisaSiOs FMHIZE K & 7= LinCOs 28 COz & LisSiOs D Sis & H ] v B fix #4
Beex CTHiET S Z L 289, COy i LixCO; JB & L8 S8, LisSiOs & it L THEHEL
R JEE Al R K RE ’7‘@5
CO, fH4E 1 fiE BT D-OICHRSEAr— & H W=, Fig. 3.8b)ICR L7z &
1EN %ﬂﬂ;ﬁéxﬁ%&%%%ﬁxﬁéﬁ OB ERDHY ZOoOREEBNFET D L AR
. In (C/Co)-time fH & THMA S V7o W EE EHAH X, Table 3.4 (2”3, WIHIE B EH
(kl) 1% 0.2-0.5 vol% CO, DKWV E 5 C/Co-time 77 7 T C/Co % 0-0.01 O #H &
. In (C/Co)-time 77 7 TEtHE L7z, Sl EER (k) 1% 0.2-10 vol% CO, D i i 7>
5 In (C/Co)-time 77 7 DY EH MM A CTHEUOME E 2 FFOREMME L LR L7,
ki Y ko 1X 240 0.0075 s 2 OV 0.0058 st TH Y . HIH COEEICREBARLSFEL
HThoTz, FIHEBRE T CO X LisSiOs EEHIZKIET D, LD > T, kX COsy &
LisSi04 DR O RS E Z BT 5, IGKHE 2R WIE E CO2 2 LixCOs JBITHE# T 5
DN TCTEEHITIE 272, LN 2T, hiZCO,DILHEEZ EWT 5,

= 04 | e : ® 10vol% (200ml/min) | £ s I ® 10vol% (200ml/min)
’ L) ® 5vol% (200ml/min) ® 5vol% (200ml/min)
s oo [ ® 0.5v0l% (200ml/min) ® 0.5v0l% (200ml/min)
02 L S ® 0.4vol% (200ml/min) 8 I ® 0.4vol% (200ml/min)
¥4 @ 0.3vol% (200ml/min) @ 0.3vol% (200ml/min)
M ® 0.2vol% (200ml/min) o 0. 2v0|% (200m|/m|n)
0 e -10

0 50 100 150 200 250 300 350 400 450 500 550 600
Time (min)

0 50 100 150 200 250 300 350 400 450 500 550 600
Time (min)

Fig. 3.8 CO, capture performance (C/Co-time (a) and In (C/Co)-time (b)) of the prepared
LisSi04/SiO2 sponge-type (porous) samples with different initial concentration of CO, at 200
mL/min at 600 °C.
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Table 3.4 Rate constant value calculated from the In (C/Co)-time slope.

Flow rate Concentration ky k,

(mL/min) (vol%) ) (s1)
0.2 0.0075 0.0058
0.3 0.0075 0.0057
200 0.4 0.0075 0.0058
0.5 0.0075 0.0058
- 0.0058
10 - 0.0058

CO, i K ' F A% . LisSi04/Si0, A Bt > XRD X% — % Fig. 3.9 2R 7T,
Li4Si04/Si0; it 72 & LisSiO4 & LizSiOs 23RS T & 72, LizSiOs (X Li2COs3 & SiO2 28 X
JET 5 & & SiO TR T Li,COs D @®EMP AV W7o, E/VHIT K o TAR S
BN D, CO K, LixSiOos X LinCO; DV — 7 O &% LisSi04/SiO, fitE
MCHERE L7z, ZAUIE LisSiO4 23 CO, E G L TA K IN DS D EFE X B LD, LisSiOs
DR SN2 ho7e72®, LisSiOs & CO, MERICKIG LD EEZEZ LN D, FE
#% . LisSi04/SiOy fHEM LT OIRREICIZIT BRI I, T LW S E N Bk S
NnWz L amRE L,

| V: Li,Si0; ©: Li,Si0; O: Li,CO,

Li,SiO,/SiO,

Intensity / a.u.

10 20 30 40 50 60 70 80
20(CuKa) / degree

Fig. 3.9 XRD patterns of Li4SiO4/SiO, sponge-type (porous) sample after CO, capture at
600 °C and regeneration at 700 °C.
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CO, FEE K VA% @ LiaSi04/Si0, ik Bt SEM A A — ¥ % Fig. 3.10 IZ~xF, CO,
MR OIS E R T LisSiO/SiO EM O REIZERH I, — OS2 ABR %5
i R, — . COHAEURITR R E LELT S ERBEsn-, 2h
THARRE CAUBEIZL VR FRRE LT D EEZE I BND,

LisSIO/Si0, ¥ & o CO, capture

R/ B 2%
s\ i En
3 ek ’ 5 . VS /
¢ L v p - »
\ < 3 R r
> 3 e % v
) 4

i‘»‘?"‘_‘r—,a
& :‘i?ﬂ

b’f"‘

2

Fig. 3.10 SEM images of surface of LisSiO4/SiO; sponge-type (porous) sample after CO»
capture at 600 °C and regeneration at 700 °C.

Table 3.5 I A Lk x RN OLHBONT-HEERMBZENLEZLDOTH D
[3.29-3.36], LOMFZE & T 2 & RFZET ki BB/hE WD, COz & LisSiO4 O
DIGCEEDE P -T2 Z L 2 E%RT 5, THITARZECHENKE <, BA CO, E
DIERNWZ EICERT LD EEZOLND, —FH T, kIiZIEIPOMHIE L HELTRE N, Z
AU CO2 23 LinSiOs & LixCOs D ICIEB N IEFICMENL L2 L E R LTS, K&
2k EICHTAEEIE - oNH D, DU LisSiOs & COr D KIGHENEWNZ & TH
D, b9 DB EMBEERN COIEHEMENLTHETHD, 2D L) RfERIC
Lo THE E T2 TO LisSiOs & CO i ICFIHATE R EE 2 BN D,

Table 3.5 Kinetic constants compared to literatures.

Temperature Flow rate Composition
Sample °O) (mL/min) (vol%) k k> Ref.
feature CO, CO, CO, CO, CO, CO, (shH  (shH
sorption desorption sorption desorption Sorption desorption
Li,Si0s3,
LizNaSiO4, 575 > 650 - - CO2: 100 N>: 100 0.0050 0.0002 [3.29]
powder
Li,Si0s3,
L14Si104, 650 750 50 50 CO2: 100 N2: 100 0.0420 0.0010 [3.30]
powder
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Li14S10y4,

550 550 50 50 CO2: 100 N,: 100 0.0088 0.0002 [3.31]
powder
Li4SiO4, COzZ 15
550 650 60 60 N2: 100 0.0650 0.0061 [3.32]
powder N: 85
LiOH,
LiSi0s, CO;: 60
700 725 100 100 N2: 100 0.0220 0.0004 [3.33]
Li4SiO4, Nzi 40
powder
Li»SiOs,
CO;: 30
Li4Si04, 610 700 50 50 Ar: 100 0.0230 0.0011 [3.34]
Ar: 70
powder
Li>Si0s,
o CO,: 50
Li4SiOq, 590 700 60 60 N2: 100 0.0140 0.0006 [3.35]
Ar: 50
powder
Li>COs,
LixSiOs, CO;: 60
o 650 > 700 - - N2: 100 0.0654 0.0016 [3.36]
L14SIO4, Na2: 40
powder
Li4Si04/ COay:
Si0a, 0.2-0.5 This
600 700 200 200 N2: 100 0.0075 0.0058
porous No: work
body balance
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3.3.3 A 7 MERERER

RiE 72 LisSiOW/SiO flifEM @ CO HifERBR A V-1 7 VWE LT, A4 7 ¥ e
EROREMR L Fig. 3.11 IZ- 7T, K&JE T THR&EIL 100 mL/min, F5PAKIE 15 vol%
CO IZEXE L, CO i BRIT 600 °C TITo 7, BAERBITIFREK % 100 vol% Ny 12
BE L7 RABIZ 700 °C TYT o 72, LisSiO4/Si0, D 1 g M7=V OffifEREIL 42.2 mg T,
COy g ABHIK T D@ CO R EBHOY A 7 ViZhbic o TLE LT CO, itk

BREZFG, BREROLZR LITEKARE LTS ZM R L, UL, COffEREITY A
IV EWETHAD L, 20 BEOH A 7 L TIE409mg (ICEIFE LT, 2D X9 7% CO,
FEROBD I, BIRTOBEHOY A 7 VERBRICKTH2BLIC LD EEZ BN
Zals

(42
o

-9
o
T

(2]
o
T

20 | " now

ST

0

CO, capture capacity (mg CO,/ g sample)

0 100 200 300 400 500 15001600 17001800 1900 2000
Time (min)
Fig. 3.11 CO; capture cycle performance of the LisSiO4/SiO; sponge-type (porous) sample at
100 mL/min of flow rate. The test conditons were set with 15 vol% CO; at 600 °C for CO;

capture and with N2 gas at 700 °C for regeneration.

LisSi04/Si0y & ELD 20 M H DY A 7 /LD CO, FHE K NFHAE% D XRD /4 — 2 %
Fig. 3.12 12" T, 1HIBEOY A 7 VDL ICEEOV A 7V UBELEML TS Z &
BHER L, Ik BEOF A 7 A DO, CO,iERE oW BRI H A% O gl
AR TR, ZETAMNEHOEMKICLE b EEZLND,
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V: LiySiO, @: Li,SiO; O: Li,CO,

Li,Si0,/SiO,

NS S ST WY

Intensity / a.u.

CO, capture of 20 times

10 20 30 40 50 60 70 80
20(CuKa) / degree

Fig. 3.12 XRD patterns of LisSiO4/SiO; sponge-type (porous) sample after CO, capture at
600 °C and regeneration at 700 °C.

Li4Si04/Si0, B D 20 MIEH DY A 7 LD CO, HEK RHEH D SEM A A —J %
Fig. 3.13 1277, 1EEOY A 7 VDRI IZHE O A 7 VUBFELELEL TWD Z &

iR LTz,
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LisSiO4/SiO, ¥, CO, capture of 1 time &

e A o %Q; =

Fig. 3.13 SEM images of the microstructure of LisSiO4/SiO, sponge-type (porous) sample
after CO; capture at 600 °C and regeneration at 700 °C.
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3 KEODE O

ARETIE, BEMHERIZEY Si0, 7 ABEFEERO R % LisSiO4 ITEM L, &R T
CO, HHEM L L THETELIZARELIERL -, FR L7 LiuSiOl/SiO: & 1T
600°C T20 %A Z7 /LD, 1g%7=0 42.2-409mg DIHEFRE T, #EEOHV A 7 vicb
o TRHRELE CO, iEREZRDL, WEOE LR LI E LT S /R L7,
LisSi04 X COy & i L, DY A 7 VRBROM . BIFEY O 7 LIZ 700 °C 22 H
TD LisSiOq FICIFIE B RBICHAESNTE, ZOX I RERICE-THESNZZILYE
LisSiO4/SiO, i M 1L E IR CO B ICH DT CRWEBTE 2o TWnWb, ZD Xk H7k
FERICESHN T H 4 ZECERMKNNT LY PKSA ZHLE H T A KRR O F H % LisSiOs
B ~DIGHZ1T 5,
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Vivar ~

o4 =
IN— ALY UikIK (PKSA) ZJREE L7z 2L~
D LisSiO4Efifi & CO, i 8 K5k
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o4 W X— LAY kK (PKSA) & FUEHE U722 ALIK~D LisSiOs & ffi & CO, i 5
P
4.1 =

BB BREE O I L0 RAFICHEHE S 2 bR FE (CO) D EITH % fel)
TW5 [4.1-43], ZDOEIICKATICWE-T2 CO T THIRHEREA AL L CTHIER
BB KR OZFDMOEROMEIMAEFRSEIER TH LD, TNEMHRIRT L2012
Z< OMENED LN TWVWD [44-47], b FERLINTND CO i EATIX, £/
X ) —=LT I (MEA) DX 527 IV ZHEMELTHWS, L, —&HIZ
AW ns7 I U RBEMIX, BEAEPBREBREIZOMEOBILINCT L, BER
L VERME LY, REBYROFRNE D [4.8], TR L, BEIREHEM O
M, SV COMERAENERINLIGE ., REBEMIZHE I TRERZ R LY —%
30 %L BT A TE D [4.9], REM A EIRABEMEM & LT, by
7 A (CaO) £V F L) r—1b (LisSiOs) WdH D, CaO lTEE TR
LM, EWHER NF, T L TEWHERRICE D | BLEMNRICHITKE 2 H
FEam Lz, LovL, A 7 o thn, MERENRWICHL T R EHK
(BN B D [4.10], LisSiOs 1T, m\V CO, iR, IRWHARE, T L TERE
BIOWRLEMEICED b HFOSWHEM Th 5 [4.11], LisSiOs 133K M A 2K
CBELLT WD, HFORIRFEITSH 2, CaO IR TENZLZEMEL LK
WHAREZRORFNH D5 [4.12,4.13],

BEREDOBIIFEEBMLTEY 1ZEAEOBREREIEN IO T L OB
BRI N TERY, Hax RREMBELZSI SR LTS [4.14-4.18], 2D X5 2RE%E
BT 5720, (bABEBORDVICREREMEAAA T ZABEE LTHNTND
[4.19-4.22], LU, BEELTHWDONTZBEEDITREZORIED & L CEREREE
W DIK B AERR S LD [4.23-4.25]. > U H (Si0y) & CaO WEFR/N— AL —F v =
VT v a (PKSA) 1, WIFXRA 77— x L F—JHE L THWDL DTy
CVOFEDOWNIAE THDHN—L B — %) )b (PKS) 2T & 2R ET D EIE
WM<TH D [4.26,4.27],

B2 72 SCHER TR, BEREEDOIKDPMYBEOIERE Si0, #E A TND Z LRI
INTWVD, ZHIZDONTEL OLHERIT, FRx RBEEREVMOIKD HIEAE Sio: &
T 27200 E2#ED TS [4.28-4.32], Bl 2 X, KON DIRKEDL DK, b
TravOEOK, T LTPKSDKEZHANTENZEN 99.37 %M T 90.8 %, 60.2 %,
Z LT 56.7%DIHEEE Si0, it L7z [4.33-4.36], TDOH CTE7=H1L PKS DK TH
% PKSA #FIH L T PKSA YU EH L CTWDHIEMRHE Si0, & kg Y F 7 A (Li,CO;)
DA AT & o T LisSiOq ARk & #1455 L 7=,

W 72 PKSA 155 - DICIE@EIBEMR N L ETH D28, Si0, & CaO I &R TR
IZHE ea b L. ffi BL1Z Wollastonite (CaSiO;) & pseudowollastonite (Ca3Siz00)IZ i din b = 41
% [4.37]o FFIT. CasSi30o 1T L9 < | B AY T8 B MM < | BB A R M 23 D 5
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72, faf A I A B IC I LT W ARy [4.38], fliRAT O —>TH D mullite 1XLEE
BRERIGCH S CEELRZMTHY | MFFRRFEICEZVET I vy 7 MEO LB L O
RALIC TS5 [4.39], BT 7 X~ PR (SPS) (T HERS Bl 0 — > THI B i 73 1
<L B3 v 70 KIEBENICEL TWDHDR, 22 MRS SANND [4.40,4.41],
L7228 o THEAE IR 2 T 2 72 D AR @l AU RN A 2 FA S 2 900 B85 1 O B bk 1
Ex2Fot I I v 7 2B ombMRNTLMRTIED—D2TH D [4.42,4.43], Li»COs
FBEREIRE 2 T, B EEZER LY M ERIE L TE T I v 7 OBUEAL % Hil 1
T OB RS IRNAI L L TR AmBNTWD [4.44,4.45],

ZIEYT I v 7IEEICERGE, BT 7L — NEIE, BRI TIE, £ LT
PRI HiER Sl X 0 ER S S GEMIZE 2 oK 55 H) [46-49], 2 E TF
YT — M HEERWEBEL SN PKSA Z2AE T I v 7 2ER L ZFEITIE
EhEmE SR TV 2N,

AL TITREREDIRO BLEMEICK T HMFRKE L O &2I5H L7 PKSA
ZHET T AWEORIULHIZL D CO, M 2FRL L5 LA A7, 5 2 ETH
L7z Si0 LB H 7 AXZFHEICR - T, L0 ZfinFEME L TERT 2201
PKSA Z LB W 7 AKX FFERZER LTz, & 3 TR LI ZILE SCRHE O K & [
FOSIZ X0 LisSiOq \ITIERi§ 2 HikZ A L CEIR T CO i AT RE A i 4B 4 2 BH % L
Too WBLORME L COEERRZ R L. CO LD FFMEZFRA L 72,
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4.2 EBRFIE
4.2.1 JFUBFR R B OVER 3

AW THWIZRAIE %L Table 4.1 1277, BEREEY TH D PKSITRELE L THEM
T 579, 750°C,3h, £ L T950°C,2h OF&MTHREM S/-, PKSIZ¥EIE LTH
WHNTth, BEREEYOIK THD PKSA L LTEDLIZLIChD, HEDELE L T
PKSA. SiO; (SS-10, Tokuyama corp., Japan), mullite (KM101, KCM corp., Japan), < L
T Li»CO; (Special grade, KISHIDA CHEMICAL co., Ltd., Japan)¥y K & i\ 7=, ki 1T
RElX. BRI B E - BH%EE (FE-SEM, JSM-6701F, JEOL Ltd., Japan) TH&IZ L
7., Figure 4.1 1%, A/ UL T30 miniBELEEETNZENDOHMED SEM A A —T %
RY, KD RE ZFK~2um @ PKSA, 1 um @ SiO,s, ~1.6 um @ mullite, & L T~2
um @ Li,CO; T » 7=,

TV 30 ppi DL A —F &L PU A K > ¥ (MF-30, INOAC corp., Japan)
o7 b —hELTHWE, o#AlIE LT, AU E=/LT/La—/ (PVA, special
grade, Wako Pure Chemical corp., Japan) KK % 7=,

Table 4.1 Reagents used in the experiment.

Reagent name Chemical formula Purity Manufacturer
Palm kernel shell ash
(Ashes of agricultural ALO; - Si0; - etc. - -
waste)
(Sg_“fg) Si0; 99.95% Tokuyama
Mullite .
. 50 !
(KM101) 3ALO; - 2810 99.95% KCM
L‘(téll‘)‘;g;a‘;a;’;za;e LizCO; 99.00% KISHIDA CHEMICAL
Polyureth
© yurgv[;l_l; Osponge C27H36N2010 - INOAC
Distilled water
(Catalog No. 047- 3510 - Wako Pure Chemical
16783)
Polyvinyl alcohol :
[CH2CH(OH)a 99.50%  Wako Pure Chemical

(Special grade)
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Fig. 4.1 SEM microstructures of the starting materials: (a) PKSA, (b) SiO», (¢) mullite, and

(d) Li,COs;; as-treated powder after agate mortar mixing for 30 min.
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4.2.2 PKSA <L v kRO fLIA1ERL

PKSA &7 I v 7 X 10 wt%® mullite & 1-15 wt% (¢ & T 5)D Li,COs & A\ TEH
L7z, B4 1% PKSA OB Z A, mullite DFREHEL 2 M. Li2CO; @ 5B K
Z L & LT aAlOMcL & 4P 5, I S 72 alBt DALt & Table 4.2 12777,

HEWS 11X Fig. 4.2 12779, PKSA, mullite, & L T Li,COs 3K % £ / 7 F.#k T 50 min
BAE L, IRAMA%Z 100 MPa T 5 min —#li)1J£ L. 200 MPa T 5 min [ & K 0 JE

(CIP) Z47-> T, 9 2 mm ED 10 mme EMEEZER L, KEEKRIZIKKETT
10 °C/min, 900-1150°C, lh Bifk L7z, Z4LEH 7 A DOER D 72012, 3 g D 5wt%PVA
KW & 2 g ® PKSA ¥y K % IR (AR-100, Thinky Corp., Japan) % W TIEA L.
PKSA A7V —Z283E Lo, BAEEETIE, B (AHL: 400-2000 rpm, H#5: 160-800
rpm) & Biya (A#R: 2200 rpm) 1EZ ALZF 4 60 sec, 10 sec (ZFXE L 72, 10.0 mm x 11.5
mme O PU AR T% PKSA A7V —ZigiF7zth, "7 AF v 7R CTHATIEN %
Mz TEFAZ Y —%RELZ, PKSA ATZ7 U —Ta—7 47 &/ PURKRY
R T 24 h M S8/~ (Fig. 4.3 WO PKSAon PU), Fol L7k %E K&JETF T
10 °C/min, 400 °C, 6 h THrHEL . £ D% 10 °C/min, 900 °C, 1 h ThERL L 7= (Fig. 4.3
N PKSA), &5 47- PKSA ZALE A 7 AT BEREIC LD 8.0 mm x 9.5 mme (ZULHE L
72, Figure 43 \ZZ KRB DOANBA A —T 2T,

Table 4.2 Experimental composition.

Compositions

No. Samples PKSA Mullite Li2CO;

(Wt%) (Wt%) (Wt%)
(1) 100A0MOL 100 0 0
(2) 90A10MOL 90 10 0
(3) 89A10M1L 89 10 1
(4) 87A10M3L 87 10 3
()] 85A10M5SL 85 10 5
(6) 80A10M10L 80 10 10
(7) 75A10M15L 75 10 15
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Silica Mullite Lithium carbonate
(SiO,) | |(3AI,05-2Si0,) (Li,COs4)
| 1 |

39, 50 min
1 1
[ Uniaxial pressing ] [ Dip-coating ]
100 MPa, 5 min PU sponge
PKSA/PVA slurry
- —_—
[ Cold isostatic press ] [ Removing of excess slurry J
200 MPa, 5 min and Drying
24 h
- —_—
[ Sintering ] [ Sintering ]
900~1150°C, 1 h 400 °C, 6 hand 900°C, 1 h
10 °C/min, Air 10 °C/min, Air
—_— ——
[ Sintered compact ] [ Sintered porous body ]
— aA10McL — aA10McL

Fig. 4.2 Experimental setup for SiO, having a disk-type (pellet), a sponge-type (porous)

structure to sample fabrication.

PU PKSA on PU PKSA

Fig. 4.3 Photographs of the sponge-type (porous) samples.
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4.2.3 LisSi0s & F Hi{EAfi L 72 PKSA % LK /EH

LisSiO4 £ HE fifi FH & PSKA X FFIADHLAL & . 75 wt% PKSA. 10 wt% mullite, % L
T 15 wt% LixCOs & L7z, A/ UHL$k% H T, PKSA, mullite, & L T Li,CO; ¥k
Z50min BB L7, ZILENT 7 ADERDOTZHIT, 3g D 5wt% PVA KIEKE 2g D
PKSA ¥y K& iR CIRA L., PKSARXRZ7 U —%2HE LT,

PU AR T HMHWT PKSA ZALEN T AEER L, (ERESNTEZHLEN T R
Li;:COs T 4 —7 a—7 4 7 %4T> T LisSiOs TEEEA L7 ZLEMEM 2 FER L
Too THICTBIT 28X I Fig. 4.4 127”9, LisSiO4/PKSA & 4 S 4172 PKSA Z fLH
H 7 A D I LisSiOs Z/ERI4 2 72912 Li,CO; & Li Hi#AJHE & L CTHWA=, 2 mol
LiCO; : 1 mol SiO2 A7 U —1% 5 wt% PVA /KIFIE ZH W T PKSA A7 U — L[ L HE
THRIE L, IRAMAKIZ 62D 5wt%PVA & 4g @ 2 mol Li,COs : 1 mol SiO, ¥y KT 5%
ESNT=, PKSA ZHEH T X% Li,COs 2T U —IZi@ =%, | T24 hilfg ¢
7= (Fig. 4.5 WD (Li,CO;s + Si02) on PKSA), Hil L 72 iR %2 K5JE T T 10 °C/min,
400 °C, 1 h THREEL. £D% 10 °C/min, 800 °C, 1h TEVLEE L 7= (Fig. 4.5 N
Li4Si04/PKSA), Figure 4.5 (2L fLIKFKEL DB A X — P &R T,

Silica Mullite Lithium carbonate
(SiO,) | |(3AI,05-2Si0,) (Li,CO34)
| | |

39,50 min
I

[ Dip-coating of PKSA ] [ Dip-coating of Li,CO4 ]

PU sponge Porous PKSA sintered body
PKSA/PVA slurry (Li,CO; + SiO,)/PVA slurry
—g— —g—
[ Removing of excess slurry ] [ Removing of excess slurry ]
and Drying and Drying
24 h 24 h
g —gg—

[ Sintering ] [ Heat treatment ]
400 °C, 6 hand 900°C, 1 h 400°C, 1hand 800°C, 1h
10 °C/min, Air 10 °C/min, Air
—g— —g—

[ Sintered body ] [ Sintered body ]

— aA10McL — Li,SiO/PKSA

Fig. 4.4 Experimental setup for Li4SiO4 sponge-type (porous) sorbent having a hierarchical

structure using PU sponge.
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PU PKSA on PU

(Li,CO, + SiO,) on PKSA

Fig. 4.5 Photographs of the cylindrical sponge-type (porous) specimen.
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4.2.4 FHA 7 IE

(1) EE»BREOE X a8 (WDX)

W Ay Rt X R4 AT (WDX, ZSX Primus: #RR &4 U 4 7 8l « JuM K2 4y
Mo —HsEMXATA) 2 MV T PKSA FEZMR L TV DRI ERSIT S
720 TS 1 Table 4.3 12”7,

Table 4.3 WDX measurement conditions.

Target Rh
Tube voltage 50 kV
Tube current 50 mA
Detector SC, PC
Measurement range 5-148°
Film Prolene

(2) X #EHr (XRD)
XMEPIIE 2 E L FERICITo 2 REIHEH L ZEER YT — % & % —(ICDD)
PDF 71— N&FE 5 % Table 4.4 ICF NN TRT,

Table 4.4 PDF card number.

Name PDF card number
Wollastonite 23567
Pseudowollastonite 87694
Mullite 66450
Lithium silicate 25759
Lithium metasilicate 28192
L.ithium carbonate 66941

(3) TIAFAF R
TvF AT AL 2 B LEFEMRICAT o7,

(4) BRI AEERE 7 HKSE (FE-SEM)
O R A AR - B SR LR IE TR 3 L RIARICAT o T2,

5) FAZma~ 777 40— (GC)
HAr7wva~< 777 4—135H3ELRRICITo T,
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4.2.5 LisSiO4 @ CO, i 4E & OV A i B
LisSiOs D CO i M OFARBRILE 3 = & FEICIT- 7=,
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4.3 FERKONEBLR
4.3.1 PKSA XL v b

PKSA FUEF 2 MK L T 2 #L & O 100AOMOL % % #1241 900-1150 °C, 1 h BEpk L
7oL v h® XRD /3% — /X Fig. 4.6 IZ7”" 7, PKSA IL Si02 & CaO BWE L EH I
TWAHZEEERTDHIENTE, FRIZ Si0 BE VWO T, KIFRICIEHTE S &
FZx bz, 100A0MOL (X 900 °C Tiidafbt 3. PKSA ik XRD &' — 7 &[] LY
S — RN &7z, 1000 °C T wollastonite 28K H & 4u. 1100 °C THb da b 28 &
U, 1150 °C TIlE wollastonite & pseudowollastonite 23 H S 4172, Z I XLV, PKSA
131000 °C LA E DR FE T PKSAJRELORERL AL 57 DF T b £ < TV 5 Si0, & Ca0
DRI IZ £ . wollastonite A SNz EE2 b5, £, L0 EIETIE
pseudowollastonite 23 E ik S LD Z & 2343 H> o 72, Wollastonite D AR IZ &L 0 Si0, 23 {H
BENDHT-0, FEgL L7232V 900 °C, 1 h O BERL S Z e LT,

*PKSA:750°C 3h+950°C2h

|D: wollastonite {: pseudowollastonite

PKSA powder Compositions Mass (%)
ltem SiO2 44.000
CaO 35.300 1150°C, 1h
K20 5.390
S0Os 4.000
Fe203 3.190
Al2Os3 3.110
MgO 1.590 S
P20s 1550 &
Cl 0.957 ‘E
Na:20 0.402 c
Others TiO2 0239 £
MnQO 0.169
CuO 0.055
Rb20 0.045
Sro 0.042 PKSA powder
Br 0.026
ZnO 0.018
Zr0z 0.006

10 20 30 40 50 60 70 80
20(CuKa) / degree

Fig. 4.6 PKSA powder compositions and XRD patterns of the PKSA powder and disk-type

(pellet) samples sintered at 900-1150 °C for 1 h.

PKSA ~ L v I aAbMcL @ Li>COs iiRM&N % 900 °C & 1000 °C THEZ1T > 7=,
~N Ly h® XRD /N¥ — % Fig. 4.7 12777, 900 °C 2BV TIX, 100A0MOL R E} T
PKSA JikEt® XRD B — 27 LR U/ — 2 BREE S L=, Mullite #11E. PKSA

(90A10MOL) D fEFLICHEE RIE S o T-, WEINTZED OFT X TOMBED
BT, 100A0MOL 3B X 912 PKSA JREID XRD B — 2 &R U/ F — o 3L 52
Shi-, —J. 1000 °C Tix 100A0OMOL 7 £} T wollastonite @ ' — 7 B3 H S duiz,
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RESNTZHRY OFT X TOMEOFETIE,. 100A0MOL # kD X 9 12 wollastonite ®
V=B ahis, 2o ORENSIEEIZEMEZ < 900 °C, 1000 °C W il b
Li,CO; TR INT 51T L XRD NZ — U DOELIT K& < o<, fE b et s n
RN EN o T, THTEEMABAITH D LiCOs DIRMEIIEKTF LR VWD TH
HEBABND, H 2 ETIE SiO IR FERE O 72D OBERTIIAI & L T KoCOs & T2
DIZx L, AFETIL PKSA KIBEERE O 7= OBEREBIAI L LT LiCOs Z AW, Zh
1% KoCO3 12T LibCOs & L W IRIR COREREB AR E L TR L7272 Th 5,

[©: Mullite, [: wollastonite|

(a)
75A10M15L

W 20090 o

80A10M10L

W KRRt

85A10M5L

e sse

89A10M1L

W.QQQO Q

90A10MOL

M

100A0MOL

Nt L

10 20 30 40 50 60 70 80 10 20 30 40 50 60 70 80
26(CuKa) / degree 20(CuKa) / degree
Fig. 4.7 XRD patterns of the disk-type (pellet) samples sintered at (a) 900 °C for 1 h, (b)

1000 °C for 1 h.

Intensity / a.u.
Intensity / a.u.

BREIXT VX AT AEZ AW THIE L7z (Table 4.5), 100A0MOL (X 900-1150 °C, 1
h BERR L7-BRICIRENE < AR B IE CBENEM L7, 1200 °C, 1 h ik L 72 B ic sk e
DT T2, 2L Y PKSA I 1200°C UL EORETHEMT D EBmnol-, £
7o, BEIX LLCOsOENH A DT EHML, 900°C, 1h B LN 1000°C, 1 h TENE
AL T4A10M16L & 79A1OMIIL (X T 72, & b @ W& E 2 RO BHE 900 °C, 1 h T
75A10MI5L Th o 72, ZOFRERN S Li,COs O UWMITBER K O s b iz 2h Rz EH
LCBY IMENEZ2IEEEENEML —EL B2 LR ERETL LD LEE
bbb,
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Table 4.5 Density of the sintered disk-type (pellet) samples by Archimedes’ method.

Compositions

Temperature Density

No.  Samples  prSA  Mulite  LixCOs 0 (g/em®)
(wt%) (wt%) (wt%o)

(€)) 100A0MOL 100 0 0 900 1.54
2) 100A0MOL 100 0 0 1000 1.67
(6)) 100A0MOL 100 0 0 1100 1.76
“) 100A0MOL 100 0 0 1150 1.94
5) 90A10MOL 90 10 0 900 1.58
©6) 89A10M1L 89 10 1 900 1.72
@) 85A10MS5L 85 10 5 900 1.86
(8) 80A10MI10L 80 10 10 900 2.03
®  75A10M1SL 75 10 15 900 2.73
(10) 90A10MOL 90 10 0 1000 1.71
(11)  89A10M1L 89 10 1 1000 1.83
(12) 87A10M3L 87 10 3 1000 1.96
(13) 85A10MSL 85 10 5 1000 2.18
(14) 80A10MI10L 80 10 10 1000 2.83

Figure 4.8 & 4.9 [Z#EL OB Wi i 2 773, 100A0MOL [Z 900-1150 °C (238 T, BEk
BENESRDIFE PKSA i FAMELIEZ L Z2/MAE L7z, 900 °C (2B W\ TIE,
100AOMOL (X PKSA JF Bt DR 23 F D F FBE I ZERMN L < /778 L 72, 90A10MOL
I% PKSA JFEORL D7 5 mullite KL 7 Z HERT 2 ONEHE L x> 72, 89AI0MIL 1%
BERICHLFDNRRE L, £ 0 RE K203 ER I, 85A10MSL (% PKSA K723 AU
IZHREA LTV D, LiCOs & 10 wt%bh EIRINT % & PKSA K123 A WISHE A L CTRERE
L7z, 1000 °C {ZHB W TiX, 100AOMOL & 90A1OMOL [T &AMICR 23 kE L T\ 5
T EMMHER I L, 89A10MIL, 87A10M3L, 85A10MSL (% PKSA KL+ N A WIZHES L T
W%, LixCOs & 10 wt% IR 3 % & PKSA KL -2 E W IZHES L CHERS L=, 1000°C T
900 °C LV D7V E®D LiCOs & T, MW F O, ek OHERE#ERT D
ZENTET,

Li,O HRINIFIRFERIC & » TR T Sio, ofE b 2 et L, #Eibzm L+ 2
[4.50], ARMWFIETIL. Li,CO; DFERAN Li,O £V & W2y, LiaCOs iE Li,O & [RIEEIZEH
T2,
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PKSA powder Wi .. ol 2 1000 °C, 1 h

i
'T“ - 3 - .
’ .v ) 4

Fig. 4.8 SEM images of the microstructure of fracture surfaces of the disk-type (pellet)
samples sintered at 900-1150 °C for 1 h.

o
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87TA10M3L ¢y SRV g msL PSR UEE S soa10M10L
W& Y bR\

Fig. 4.9 SEM images of the microstructure of fracture surfaces of the disk-type (pellet)
samples sintered at (a) 900 °C for 1 h, (b) 1000 °C for 1 h.
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4.3.2 PKSA Z LIk

Figures 4.10 (% 900 °C, 1 h BEk L 7= Z fLEE O XRD /N ¥ — > %278 F, LiCOs i
Iz F 63, mullite IWIMAE2DS mullite D —27 23 Shi-, ZAERE T
100AOMOL % PKSA JiEtd XRD B — 27 LR U8 — U N E S, 90A10MOL 1%
PKSA JFEtD XRD B — 7 L [ U X & — o L 2 mullite R S -, HIE I N7
DDOFTXTOMBEOFETIL, PKSA JZEID XRD B— 27 LRI U/ NZ — U BKRE L
THlgEsnE, 20X efEREvy PRAELEEBIL T 5 (Fig. 4.7),

W

80A10M10L

IR T

85A10M5L

W,QQQ.Q o

89A10M1L
W.- 2.090.0 o
N

100A0MOL

1 ' 1 s 1 s 1 i 1 s 1

10 20 30 40 50 60 70 80
20(CuKa) / degree

Intensity / a.u.

Fig. 4.10 XRD patterns of the sponge-type (porous) samples sintered at 900 °C for 1 h.

900 °C, 1 h BEAL L 7= Li»CO; WXL v b & ZALIRGUR O % FE 21k 13 Fig. 4.11 (2R
TNy MEZAERBOEEIZ. W 15wt% LiCOs IR TR RIZEIZE L -,
W CBERRIEE CHRIC X D Z AL ERE OB E T XL v FRE OB E & F% O %2 R
L7z,
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—@—disk-type
—A— sponge-type

Density (g/cm®)
N (2]

-
T

0‘3‘6|9|12|15
Li,CO, contents (wt%)

Fig. 4.11 Density of the disk-type (pellet) and sponge-type (porous) samples sintered at
900 °C for 1 h by Archimedes’ method.

SEM % H\W\ T LB R O ik b im 2 8122 L7= (Fig. 4.12), ZALERENZ., +C
DAL BT LinCOs DIRMEN RN~ Ly ekt L FHLL L7z, 2T XRD B L O
FEORERE—H L7z, PKSA OXKIRE T ORI IT Li,0-Ca0-Si0, D KR BE A% A3 7T HE 72
BHIZE O ERETLHZENH D [4.51]

Fig. 4.12 SEM images of the microstructure of fracture surfaces of the sponge-type (porous)

samples sintered at 900 °C for 1 h.
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4.3.3 PKSA ZZ [l ~® LisSiO4 & fifii 5 1

AMFFETIX LiaSiOs & PKSA ZALE LFR L L CREEMT 52 LICEREZE DY
7oo COLfHEMICHEH T HITIT, N7 FFEICH R TEREBNLRKE < @mORISHED
VETHDH, PKSA ZLE iﬁﬁm%ﬁ% LisSiOq (ZERiT 57201 2 DD HFIENR
BT, —2IE PKSA XFHRIZ LisSiOs & = — 7 ¢ 73 5 J51E D LiaSiOs on PKSA
T. b9 =20 Li2COs; & PKSA % K il TG S ¥ % J71E D LisSiO4/PKSA TH 5, %
72, Li2CO3 & PKSA R D IED> 5 D LisgSiOs D EZ IR T 720, FEdE SiOr By KR
B2l CxDEEZHL L CHh7E (Fig. 4.13), LisSiOs. LinCOs;, % L T(Li2CO; +
SiO)) A 7 U —, LisSiOs My RIZH 3 It - T, ALz, 3 2OREFTRTT
400 °C, 1 h /B8 L T PVA ZBr%E L7-% . LisSiO4/PKSA 1 (PKSA ZiLE KD LI
Li,CO3)ak £t 2 O Li4Si04/PKSA 2 (PKSA Z fLE K D 112 (Li,COs + Si0y)) ik BHZ 800 °C,
1 h B L7z,

LisSiOs 7% PKSA KWIZT—T 4 V7 N TWD N EMHRT 572012, RAEOWim
Z SEM A A — 2 X Y #ER L7, Figure 4.14 % . (a) LisSiOs on PKSA. (b)
LisSiO4/PKSA 1. % L T(c) LisSiO4/PKSA 2 OWrHEIX D SEM A A — % k¢, LisSiOs
on PKSA TIl& LisSiO4 & PKSA O S 28 A 28I S L7228 . LisSiO4/PKSA 5Kl D S
HHTBEBR CTH o 72, 21T LiaCOs & SiO BIEFIC LK KIGE L THE WG BN 2 S iz
T ERBET D, FFIZ, LisSiOs/PKSA 2 TIEISIZ & D ARk & 17z LisSiOs D & X
NZENZ L HMR L, ZHXEMNES NI EMLE SiO, 23 PKSA BEfiiko £ & i
MEER L, LbCOs £ LV EZL0EPKIG LD EEZEZ BN D, F72, LisSiOs on
PKSA 0B} TliX LisSiOs & SiO2 2 HIZ /3 S 7z, LiaCOs & PKSA D @ & W\ B
PEITARIR THERS S 72 PKSA BERE RO REEN K EL  BWKIEHED 2D TH D &5
ZHND, LIeino T, Befh CIER I IFEEF 2 K> PKSA ZLEMEHT., £if
B X 2 BB O RS I RN TH D,

*Size: vertical, horizontal (10 X 10 mm)

Outside |  Side Outside |  Side Outside |  Side
Before sintering Before sintering Before sintering
(LisSiOs0n PKSA) (Li2COs on PKSA) ((Li2COs + SiO2) on PKSA)
After sintering After sintering » After sintering
(LisSiO4 on PKSA) (LisSiO4/PKSA_1) (LisSiO4/PKSA_2)

Fig. 4.13 Photographs of two methods for modifying the surfaces of PKSA with Li4SiOy,.
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Fig. 4.14 SEM images of cross-section view of (a) LisSiOs on PKSA, (b) LisSiO4/PKSA_1
and (c) LisSiO4/PKSA_2.

Figure 4.15 |Z PKSA ZfLE KD F 12 Li,CO;5 & (Li2CO; + Si02) & T ZE 4 800 °C, 1 h
B L CHLiE U7z LisSiO4/PKSA_1 & LisSiO4/PKSA 2 D FK i D XRD /3% — %R
", LisSiO4/PKSA 1 TiX—H# PKSA @ E— 7 & LisSiOs K& O LirSi0; D ¥ — 7 23
SN 72, LisSiO«/PKSA_2 TIiX LisSiOs KT LizSiOs D B — 27 O AR S iz,
LisSiO4/PKSA 2 (% LisSiO4/PKSA 1 (Tt T LisSiOs 35 £ O LizSi0s D ¥ — 7 F L 73 15
Mo Tod, T D LisSiO4/PKSA 2 73 LisSiO4/PKSA 1 12T X DY %< D LisSiOs
DENERINTZZ ENRHRTE -,

| 7: Li,Si0, ©: Li,SiOs |

Li,SiO,/PKSA 2

Intensity / a.u.

10 20 30 40 50 60 70 80
26(CuKa) / degree
Fig. 4.15 XRD patterns of LisSiO4s/PKSA_1 and LisSiO4/PKSA_2 sponge-type (porous)

surface.

Figure 4.16 1% PKSA Z fLE KD |12 (Li,CO3+Si02)% 800 °C, 1 h ZALEE L CTHlME L
72 Li4SiO4/PKSA 2 ®FH O XRD /X — 2 L SEM A A — T % /RkT, LisSiO4 XV BED
Li;SiO; O BIC FICHR SN2, # 1 pm ORI+ 73 LisSiO/PKSA 2 F i THIE S,
T A% LisSiO4 28 LioCOs & PKSA OEFASISIC IV Gl SN2 L aRT, FI3IEL
g U7elkg, B L7 LisSiOs DB — 7 BRI K VIR | FLFIX LV 2513 ERE
KTl Z L MR LT, ARSI LisSiOs O ¥ — 7 FE MK WEH X, PKSA &£
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B 2Y Si02 R SIS RTRIGOREN Ve nWi=wiZtEx b5, KR K
X OVHEHIE. BIN L7 IESE SiO K & LbCOsHmRDKIEN LV S EATLET-HT
tEzZzbND,

| V: Li,SiO, ©: Li,SiO;]

Intensity / a.u.

10 20 30 40 50 60 70 80
26(CuKa) / degree

Fig. 4.16 (a) XRD pattern and (b) SEM image of Li4SiO4s/PKSA_2 sponge-type (porous)

surface.
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4.3.4 PKSA Z fLIKRFE 1 ~ D LisSiO4 & Afi L 723k CO, i 4 Fr ik
Li4SiO4/PKSA 2 ZfLE R E D CO, i HEIX 600 °C T 200 mL/min @ N, balance %
FF2 0.2-10 vol% COx W A& L CTHIE 21T > 72, Fig. 4.17(a)lTRFHIC X 2 Ks 4%
HMEO COREZEIARL, ZHITEEREZERT 2, HH COEE CIIHHIE
FE Co THIMAL S 7=, LisSiO4/PKSA 2 Z LB EHE . LisSiO4 23 LirnCO5 ([Z5ERIT A
POHETCO ZHETDHILENTES, CO, WHIEEDN 5 vol%ll ETEWE COy 2
ARBEBEHCE BIZRE Lz, 0.3 %L FTIEH O CO, i FE D HEM 2N RERE 12 L 0 i )
DHRAMIZ, EEWEENICEDY SFHHBE AR L, FFI2 0.2 %L 0.3 % TIEKIG
DI 5-10 min T CO BERICHE I N GEMILE 3 =D 3.3.2 M),
coziﬁ%ﬁﬁ?%%“#ék IC B R A — L& iz, Fig. 4.17(b)ICR LT- &
. WIEERE & KB BEIC oD HE R DY, OO MEERNGFET H I L ER
ﬂ“o In (C/Co)-time fH = THEHA S AU 70 L & HAH 1L, Table 4.6 (27”3, #JHIE B E %K
(k1) BROEEHEETEE (k) XZ1E1 0.0075 s X0 0.0058 s' TH Y, ¥ CO,
REICEABRRSFACE T o7 GEMIZFE I ED 33223H0), ZOFEBRBRICET S
WAL 38D 3.3.2 (Fig. 3.8) E UL TWAH Z L 2B LTz,

1T
e
. (a)
0.8
o .
d .
[ ®
0.6 L) ° =
S o g
= [ ]
°cor . =
04 r g = /
L4 [
e e ® 10vol% (200ml/min) & ® 10vol% (200ml/min)
0.2 | : by ® 5vo0l% (200ml/min) -8 |e ® 5vol% (200ml/min)
. @ 0.3vol% (200ml/min) ® 0.3vol% (200ml/min)
@ 0.2vol% (200ml/min) 0 0. 2vo|% (200m|/m|n)
0 I I I N n n n 1 1 10
0 50 100 150 200 250 300 350 400 450 500 550 600 0 50 100 150 200 250 300 350 400 450 500 550 600
Time (min) Time (min)

Fig. 4.17 CO; capture performance (C/Co-time (a) and In (C/Co)-time (b)) of the prepared
LisSi04/PKSA_2 sponge-type (porous) samples with different initial concentration of CO at

200 mL/min at 600 °C.
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Table 4.6 Rate constant value calculated from the In (C/Co)-time slope.

Flow rate Concentration ky k,
(mL/min) (vol%) (s (s)
0.2 0.0075 0.0058
0.3 0.0075 0.0058
200 5 - 0.0058
10 - 0.0058

CO, e L OVFF A% . LisSiO4/PKSA 2 kD XRD /X% — > % Fig. 4.18 |27,
LisSi04/PKSA 2 7 k2> 5 LisSiOs & LinSiO; W HERR T 72 (REMILEE 3 B 3.3.2 &
M), COr#fitE# . LiSiOs KU LiaCOs D ¥ — 27 D Fx % LisSiO4/PKSA 2 $HE+ THER
L7c (GEMIIZEE 3 B 3.3.2 2 /M), HA%. LisSiO«/PKSA 2 M It D IREEIZIE
FERICEBR I, FTLWEEEENER IR W E 2R LI, 2 OFERMERIC
BT 2NAIEH 3 ED 332 ((Fig.3.9)EHELTWDZ L a2mR L,

| V: Li,Si0, ©: Li,Si0; O: Li,CO, |

Li,SiO,-PKSA 2

Intensity / a.u.

10 20 30 40 50 60 70 80
20(CuKa) / degree

Fig. 4.18 XRD patterns of Li4sSiO4/PKSA_2 sponge-type (porous) sample after CO; capture
at 600 °C and regeneration at 700 °C.
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CO> 46 & OVFFZE 1% @D LisSiO4/PKSA 2 i ¥ SEM A A — U % Fig. 4.19 IR, =
DEBRERICETA2NRITZE 3FTD 3.3.2 (Fig. 3.10)0 L HB L TWDH Z L 2R LT,

Fig. 4.19 SEM images of surface of LisSiO4s/PKSA_2 sponge-type (porous) sample after CO;

capture at 600 °C and regeneration at 700 °C.
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43.5 VA 7 PERERER

B S 172 LisSiO4/PKSA 2 fitE# O CO ftERBR AV A 7 VHIE LT, ¥4 7 v
B ERORERE Fig. 4.20 12777, KRXET TH &I 100 mL/min, FFHKIT 15
vol% COy IZFRE L. CO R BR T 600 °C TI1T - 7=, HARBRIIFEMHA Z 100 vol%
N IZF%E L 72 R BEIT 700 °C TAT o 72, LisSiO4/PKSA 2 1 g M7=V OffifEREIX 31.5
mg T, COy g REHIKT D mEmV CO IR L EEDOI A 7 VIThleo THELE
COMEREZRHDL, WEOER LITKAR L LTI ZHMEFFLZ, Lol CO i
BRIZT A7V EICE TRV L, 200 BOY A 7 4T 301mg iZBELE, 20X
272 COr RO L, BIRTOBEEOY A 7 VRABRICKT 2L ICL DD
EEZEZOND, B 3 EELMBLER, NIV LnZ LR L, 2
SiOy W7 AL AL D FEITERI L TV 5 LisSiOs DEICEH T, PKSA ZILIEDFK
IZEAi L TV D LisSiOy ODEN IV Db lEeExonb, 20X iR
XRD TOfER L —F L7= (Fig. 4.16(a)2 ),

B
o

w
o
T

N
o
T

-
o

RERRNERER

0 90 180 270 360 450 13501440 153016201710 1800
Time (min)

CO, capture capacity (mg CO,/ g sample)

o

Fig. 4.20 CO; capture cycle performance of the Li4sSiO4/PKSA_2 sponge-type (porous)
sample at 100 mL/min of flow rate. The test conditons were set with 15 vol% CO; at 600 °C

for CO; capture and with N2 gas at 700 °C for regeneration.

96



LisSi04/PKSA 2 #ELD 20 B H DY 1 7 LD CO, i M VA% D XRD /S —
% Fig. 421 1Z7R79, ZOEBRBRICETH2NEITE 3 D 3.3.3 (Fig. 3.12) L Ll L
TWD Z a2 LT,

‘ v: L|4S|O4 @: L|QS|O3 O: L|2CO3

Li,SiO,/PKSA_2

Intensity / a.u.

10 20 30 40 50 60 70 80
20(CuKa) / degree

Fig. 4.21 XRD patterns of LisSiO4/PKSA_2 sponge-type (porous) sample after CO, capture
at 600 °C and regeneration at 700 °C.

LisSiO4/PKSA 2 &KL 20 [HIH DY o 7 LD CO, FiEE M NF A% D SEM A A —
% Fig. 4.22 1277, ZOERBRICETL2NEILE 3 FD 3.3.3 (Fig. 3.13) L HEE L
TWL Z & o L,
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Regeneration of 20 times |
o R o

Fig. 4.22 SEM images of the microstructure of Li,SiO4/PKSA_2 sponge-type (porous) sample
after CO; capture at 600 °C and regeneration at 700 °C.
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4.4 KEOFE L O

ARFETIE, REFEFTYIKOFLUBBEBEIZ T 5 MRK E LT PKSA ZFEEHZ AW
7o ARSI £ W PKSA BEfE R D F i & LisSiOs ITIEA L, M T CO M & L
THRETE 5L AEAFER L7, PKSA ZALEMEERIL, BER Al & LT Li,COs & fi
ML, SEAMAEA & LT mullite Zf ] LT 75 wt% PKSA. 10 wt% mullite. 15 wt%
Li;CO3 DAL T 900°C, 1h BERL L CTIERF 5 Z L N T& 72 FH® L 72 LisSiO4/PKSA_2
ML 600 °C T20 04 7 VORI, 1 g7V 31.5-30.1 mg DR T, EKoV
AT N> THEL CO, iERELFL, BEOL{LAR LITIKARLE LTI %
MEFF L 72, LisSiOs X COx ERUS L. HEOY A 7 VB OM . BIFEEW DL LI
700 °C TIE D LisSiOq HICIFIE 2 ICHE SN, ZO LI RFERICL > THESH
72 % FLE Li4SiO4/PKSA 2 M X IR CO M EICH DB TEWEBE 1 Z2F-> T\ 5,
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%5 fiim

A7 CO HIP D 7212 CCS BNiEH SN TW 5D, CCS Hifrd—>Th % PB4
FERFEIICIT, M EREEZHNT CO AT 5 HENRH Y | IFMhEm Eozd
ICITHEMOBRENEETH DH, HEROWEIZEWNW T, KIBRTIEEALFA DL DA
AW e, B TIE U F U AR EORE W (FIRFAER) REMICX
D COMEEINTND,

IR TO CO BN TN F 7 A OH T LisSiOs 1 LR ICEI 72 COL Hil
ERE, PO OB ZEE, ROFEFIEEREEEZ RS, 2O FARE X
750 °C L F CEOMOEIRHEM TH D CaO [T TELS ., FAICKLE R X LX
—HEME, —H T IEEALED COMEMITHMAMERLEHRABTHY | 2
K2 COERVREDOTZ D OBERABE N L EN TV D, RBF5ETIL. HFAEFH
AREZR COEM DI DT ) DL LEMERZRAET L2 L TH D,

AR TlE, BEEROBEHMF, REEMHOZDORISEZ WIFF L TXRO X 5 IZH
DA, 7o 7L — FTIEICX Y, A WREZ R T 5 AL EREMEAZERL
7eo SiO2 7 ABERE IR £ 7213 PKSA Bk 1A D i 12 LisSiOs 2 E A L T CO, i £ Fr ik
A LTz, REMIC CO, L L EEIEAS T OMAICR T 2 8REEM & LT
DS LGRS R EH 2 RET AL 2HEME LT,

FHI1IETIE, KEOFRB LI OHNZE T,

B2 mCIE, BERSBIAIE LT K.COs A L. ®iRMMA & L T mullite Z#fEH L
TR CRE S b 38U e s 2 FF D SiO, ZILE N 7 AR K ZER L=, SiOy 1X
e AR W EE O 1200 °C TRERE L. #idafb 2 #0H] L 72, Mullite (X SiO2 K 5T 47 HE
En, Br=v 7 Bick 0 ZHARREOEMGRE LR LI D0ICHEET S, #Y)
72 B D KCOz TR ZERR L THERSIC 5 L, s MK < T Si0, O BE#E IR E % 1K <
T %, 2RI 89 wt% Si0,. 10 wt% mullite, 1 wt% KoCO5 D % fLIK BE#E 3BT 90 wt%
DIEME R, 96.1 %DM HEE, Z LT 15.9MPa DEMREZF 72, Z DK 5724k
FAIZEY | R TITIEVIRE TSI IN2WEBEDO Sio, ZAE T 7 AEE K
EIERIS D Z LN TE T,

B3ETIX, F2ECTERLE SO ZILEY T AR EZ R AL LTRIA L,
[ AR B 12 K0 Si02 ZFLE A T A BERE K O £ M % LiaSiO4 ([ZEff L T, Hii T CO, fli
EMELTHRET L2 ENTELZAEERERI L, B3 S iz LisSiOl/Sio: il 5
% 600 °C T20 %A 7 VO, 1 g %4720 42.2-40.9 mg ODHERE THEI O 1 7 L
IZhTeo TRE LT COEREZAT S, 600 °C THEHL, LisSiOs & COILTERIT
B U7z, LisSiOq 1% COsx E i L, B O A 7 VB OB, BIEY O LI
700 °C 7> 5t D LisSiOs FICIZIE B RICHE SN, ZO X ) fERICED, RET
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TR EAR B M < mHE TR MR N S & CTRERSMEN FEH ITIRWE T 2 5o LisSi0y % 4iff
52 L 72 LisSi04/SiOy NIV 7 TERED Z FLE BEfE K 2 BT 5 Z L B T& 72,

B4 TIE, BERBAIE LT LLCOs ZfEH L, miRMiRAT & LT mullite ZfEH L
TIRIR CHBUE S A FF D PKSA ZLE® 7 I v 7 BEfS R A ER L 72, 55 2 E TR
L7 SiO, ZHE N 7 AXFFRICRb o T, LV ZMARFEMELTHERTLIEDIC
PKSA ZLEH 7 A X FRRZAER L7z, 5 3 TR L7 2 LE X FHER O i % [E F6
FOSIZ X0 LisSiOq \ITHERi§ 2 HiEZ#H L CHEIR T CO ML FTRE /e i 454 2 B3 L
72, BH%E & 72 LisSiO4/PKSA fiEM 1L 600 °C T 20 %A 7 LD, 1 g %¥7=v 31.5-
30.1 mg DIERE THEE DI A 7 VIThl> TLE L COEREZHFT SH, 600 °C
THiI®E% . LisSiOs & COx X5 RIS L7z, LisSiOs X CO, & i L, BE DY A1 7
N BROM . BIFEYM DO LI 700 °C 725 2D LisSiOs FHICIZIE B EICHE SN
oo ZOXIRFERICEY, KETIIPKSA ZZAEXHARLE LTEMRAT LN T
T, BREREMKOFLIIC L > TREWES L O CO, flifk FTEE 72 LisSiO4/PKSA
NI RO LB R EREER T 52 LN TE T,

CO, DI L EXICHTHOMEA I T 2REEHIM & L To Si0, £ FLEBER K
HEHESE L L T SiOy H T ABERE IR £ 72 13 PKSA BERE AT IC LisSi0, 2 HHEF L7244
MOERZIRET 5, Si0, 7 ABERER £ 7213 PKSA BERS AR 2 i 12 HFF & 7172 LisSiO,
X, mIETEW CO, HiEREZ R L, NV BREOMEM & L CHA R THRM A
CO,DRENARETH 5,
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