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CO, HEHHEI D 7212, /BERNL E 47z CO, ZBREHCL I E 251~ 5 CCU Bl 3 i
OBLEPOLHHEENTND, B AF = Ok A M CCU HEIF DML EZ BEE L., CO, 2
I U 7AW IR & B K BVLER T2 Z L IC L 0 KR CoaMbAmE AR L, S5IT, [AFE
WCWRINR 2 B L CHERIFET S CCU a2 2R 5, TO TG E LT, CO, Wi
L7oWINRICE R Y 7 2 (KHCO,) KIgiRZ Ay, fillitle L=y, EirHle LTek%
FHWTZ KEAEBR 24T > 7=, KHCO, #2% 1.0 M, KHCO, :Fe:Ni=1:6:6 (F£/Ltb) DFA4TC 300°C, 2
IRFRT O MMENC L 0 | 32.7% DRI & 77.8% WK AR G DA, AR & WIR 4 %
FRHZATA D Z & 2B OMT Lic, — T, ST bW O AR LU COo, DF|HHE%E
100%IZ TE RN L B o7z, CO, I & DFLAE DERE A OE LR Y 7 a2 2EKD
HEMEHED, CCU 7t AL L COEBRMREMEZFMT 2 & & bic, BRENRBLIND LA
E7 0 ZAOEAPEIC OV THRET - R L T <,

Summary

In order to reduce CO, emissions, CCU technology, which converts separated and recovered CO, into fuels
and chemicals, is expected from an economic point of view. In this report, in order to establish energy-saving
and low-cost CCU technology, we propose a CCU process in which a CO,-rich chemical absorbent is directly
hydrothermally treated to simultaneously synthesize organic compounds such as formic acid and regenerate
and reuse the absorbent. Preliminary experiments of formic acid synthesis by hydrothermal treatment of
potassium hydrogen carbonate (KHCO,;) aqueous solution as a CO, source were carried out using Ni powder
as a catalyst and Fe powder as a reductant. After 2 hours heating at 300°C, the 1 M KHCO, aqueous solution
containing Ni and Fe at KHCO; :Fe:Ni=1:6:6 (molar ratio) gave a formic acid yield of 32.7% and an absorbent
regeneration rate of 77.8%, indicating that the formic acid synthesis and chemical absorbent regeneration can
be simultaneously achieved. However, it was also found that even under optimal conditions, the regeneration
rate of the absorbent and the utilization rate of CO, cannot reach 100%. We will proceed with the design of the
entire process, including the combination with CO, absorption and regeneration of the reductant, to evaluate its
feasibility as a CCU process, as well as examine and propose the advantages of the proposed process over other
CCU processes from an economic standpoint.
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1. FRE/REOME ST

1.1 A=K )B4 I LM DRE

HIERIEREA L OISR OBREEOFRE & 72> TV 5, EEHEMURIN D ORIE EF% 1.5°C R
TN 2 5 72 0121% 2050 4RI 1T R OIEEKD CO, JEHEAZ P ric LigithiEi b, T DiE
%) A O T T EMEERFRINATE (CCS) (FARAI K aHiME b Tnd, L, CCSH
i KEARIZEITT D 720I12iE, FE R L= A M &HE L2 50, 2, |
B L72 CO, OEEM, JAURE~OREL EEWEEE LR L2 T b2y, 22T, =
bR FEELFIH (CCU) 23EH SNTWD, TOHFT, CO, ZRFEEWE LT, BERLEY
B EAIMEEO @A LERHT 2 L0 —R U A 7L IR TS, s
ETIX 2019 6 AIZh—AR VA 7 Addim— M~y 7DRE Sz (2021 47 HSGED (10,
T—R U YA 7 IVEHRIC L D CO, Bk 0L & LTid, AT A, A% ) — VDY)
B, RV I—ARx— b, A A AHRAEFR, L7 0 0 BTX 22 EOfbabh, RlsEh
KOWRIARIREL, Z D> CO, R F 721331 A~ A KIRIRIREL, A & > DME 72 & O 3 A5k
BXO, a7 V=, R EOFMNET LT 5, F-, @i E LT, CO, /b
BN L ONCO, 7 U —KENFET HN TN D,

CO, 7> 5 DIREFCAL S ~D BT & U Cid, LR L, BRALSERTE, BVE2E
Fik, EPACFHTENRER SN TV D, WIS EHhR, ISHEEOm L, it oAt o
mbE, K A MEDFREE L TET o TWD, £z, HEH & 725 CO, Z7BERINIZ DUV T
L7 ADOKa A Mb, FTEZ VX —OFEARE & L TET b, KFIZOWTITLN 72
CO, 7V —/KENLEL SN TND,

1.2 CO, IbFWILE LA B HE-/KENIBIZ L 2 CO, Mo DEMMAER TOE ADIRE

REIN TV DA 72 CO, BT O TH, miREESRM T T CO, &KEZ&RICA & AL
TE T Ot S D /KBMLBRIZ L A A G R X, mfiliZe iz m3t L w97, £70, KERE
LCKEFHTDZENTEDLOKRENRETHY, R, a2 b, BLO, ZaMon
MHOALTHD EWFFSN TS, KEULEIZ X% CO, #EITi 2006 (2 Takahashi 512 &> T
&7z [2], NaHCO,; % CO, & LTHEM L, A7 v L ABDN » FEEE NIZ NaHCO, 7K
VAR LB T A D Fe ¥R, it Ni 3K 2 E A L, 300°C DG TA X 2 LT-, Wu b
[A£RIZ NaHCO, % CO, Ji & L., EILAIZ Fe, iz Ni ZfEH L TX@E AR LT [3]. E DIk,
TR &[] B9 5 72 O & 7o B0 A S 7= [4-10], & oAl & LC Fe LISMZ, Zn, Al, Mn
DAV F, it LT Ni DM Cu WS TR Y, ISIRE, ROGEH., REJR &
filte, SEILAIE O, KISENOFREEORENRESI N TWD, AL, CH,. FELIMNZ,
AB =N MEINTEY, EOFRESLRFER L L TIE NaHCO, 23MEH ST b,

—J. BEINTWD CO,EM7TatADH 6, KELEZFRAZFTETO T o' A 3T ALK
CO, ZHHFEME L LT D, DF V., BRI E 2 THBERIY S 7RI co, Nt n s
ZEMEHEE o TS, UL, CO, ZHEHN A5 0EE L7 CO, & L CTRIT 5 IZiT=x
NFX—LaX MREND, 22T, e LT, ABFRIEIZ XD CO, BRI &AL A DT,
—#i)72 CCU 7' A% K 1 1ZRT, ALFERIUEIZ X0 PET A0 6 CO, 20, CO, &2 WY
U 72 RIS IS PR AESE 1236 B AL, CO, & B LRI &2 AT 5 & & bic, MEDEV COo, 2353
HiD, ALFERIEETIXZ OWNIRZ AT DO R VF—HEDRKRE W ERREE 725 T
W5, SHIZEN S CO ITEBY A M ETHEESIL, ZITAYURAH ) — V72 EOHH
WINCZEH S DM, CO, Z4BERIN G 2 8FT & CO, 0D AW A T 294 FSEER TV 55
AlZiE, ZTOBOET FLF— TR MRNKEL RS, CCU & LTLEAEE DD AT AL
LTEZDLEBIE, AL D CO, BT 1t 2 LG HE T2 CO, B 7 1t 2N MSET
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HV. CO, ZWIN LT=RINGEAZZF D E BT o A4 2 Z EnTEE, —i%r72 CCU
Tt A THERWIGE DA, kO TRMNEIKETE, frET LY —, 3 X k& KIEICHIE
LN ERWE S Z ENARRIZR D EE 2D,

% ZC, ARHFGEIE CO, DIREERT VA U WIIEIZEB LT, AEFWRINE & LT K,CO, /KA %
HWI=56 0 CO, & DORISIFR (1-1) TR I, KHCO, DERT 5, — B2 b2 INGE T,
ZNEEIRISINE, HDWVIIRE L, CO, i S, MEOEV CO, 2[RI 25 & & BT
WEFETS (R (12), Z 2T, BR® NaHCO, % CO, Ji & L THW = /KEE B DRSS 4 s
F 2. AWFFETIL, CO, W% D KHCO, KIEHK % % D F F 250°CLL LD &R & T CREVLEE L |
WE % K,COs ICFFAET D & &b, AW EGRTHZ L 5ET5 (X (14), BESh
72 KCOy IO 7 e A2k b VEERFIH SN, X (122) & (1-3) ocE—BED7 7
A (K (14) ELTTHI LW DR, KRIFFEDORETH D,

FERET O AR AL ST D 0T,

O BEREET NVH D IKIEROKBILEZ L 56 (XlE. AX ) —, ARV E) OEK

@ KEMUERIZ X 2[RI T V1 U IR O F-A=

@ AR LI AL EMO SR L b S nT-&8 (Me,0,) DFFE
B T IVETVREERITATV, HEICEAS ST MLERD D,

OIZHDWTIEFTR L7z &30 AT & 523, CO, WIHROFIAAZ B E LIz b D TlE/e <,
CO, WIS FI FH & 2 W IR B D#aPH & B 2 5 CirbhvCnd, £, BERIT TR,
FOGIRE, BOSKER, SOSENOWRRTIEER Al « BooKlofEE s & L, Z<ORTFIZLDY
EROREE, ENKRELS BT D720, TNOLOREBELTETILERNH S, £z, @DK
BT COWIURFEIZ DWW TIIAFZERIN 72 < RIND B CTh D, BEEOAIE TIT AL EY
DOWEEZ EIF A Z EICERPENNTWAEN, BIEE L THAET H70I2E, A LTREZD
P TEAEBIEEWICIE T, RIBEA A & L TRTPIERE S S0 E R’ H D, 20X, A
BB ~DlsHR 2 e R b Lo, WK & L THEAE SN D -0 DS 2RI % BN
bbb, o, KT EANEEZRLX—, 22 NOBLRNBMO CO, fHE—E 7 v AT
RTENHERH D Z & 2R THERD D,

T T, CO, DAL & AKBVAFRI & 2 G B R D — 16T 02 ADRMENLOT= 12, CO, &
WU U 72 AL > B D FERA AR & IR AR IZ DWW T F2BRIC & 0 PlsBOREt 21T > 72D T,
W54 5,

CO, W : K,CO; + CO, + H,0 — 2KHCO, (1-1)
W A - 2KHCO, — K,CO; + CO, + H,0 (1-2)
HHERK © yCO, +yH,0 + xMe — yHCOOH + Me,0, (1-3)
#2%2 (1-2) Xy +(1-3) : 2yKHCO, +xMe — yK,CO; + yHCOOH + Me,O, (1-4)
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‘ K2CO; l

CO, WY R i P AL - 25 CH,,
C02 CH}OH

CO2J %

1 LZRIRE FALV=HEED CCU 7O+ X

¥ KCo; I ‘?'Me

CO, J % k HCOOH, Me,Oy

2 EFRIRZEAV-AHEDIRE CCU TOtR (Me: &)

2. CO, (L IRANEDKERILIE(Z & 5 FEREMES & VIRINRBEICEEY K5

2.1 EEBRAE

CO, i LT KHCO;, #EITAlE LT Fe, filfitl LCTNi 22, ZNENOHE L ZEEK 2
mL ZNEFE 6 mL O AT > L AR SEIZE A LTz, CO, TR M bFRIE IS ST g
HPHD 0.5 ~ 2.0 M IZZ L W70, mIcAl & i o &L KHCO,:FeNi=1:6:6 (E/Lth) ZfRHDOD
PALERT-, FGELZBLZERFENICHA L, 300°C T2 FrIRIG ST, U, RIS
HOXFE, REEA A BEREEA A OREZRD, FEOERBE OISR, TR, I
WROFAREFET L,

FRNCRITE RSN FBOREL S L1, BALT CO, RORFBEEDIRAF I L, F
7oy BOSEZEN LTZEIREEA A 133 (1-1) 120 » TREEA A B S, 22T, 2
DIJEMRTERITHEAT LI E . StttV BB O OIRBDIRIEA 4 & L TRFITHE
B, YO Co, & LTHBEND, I T, ZORSHEELT LI=EIE 2 WIREAR &
EFe L, WE SN REEA A RN SRR AR R DT,

ZIT. FMERDORIGERIZONTE XD, X 2-1) TRTEIIC, RGEEICRMI Lz
EIRFED U O MIMBIC L0 3R L, CO, Zhkitd 5, —J7, ®ILAITH D Fe ldKk &G L,
KFEEAKT D (KX (2-2), ERLT CO, EARFNAKFTHLEEL KIS L, K (2-3) 12X 0 X
WAERRT D, —J5, KEOEREEA AL DKEEEBRE L, WA A 2AERT 5 &0 9 R
HIREINTND [7],

2KHCO, — K,CO, + H,0 + CO, 2-1) 8 (1-1) F48)

3Fe +4H,0 — Fe,0, + 4H, (2-2)

CO, + H, — HCOOH (2-3)

HCO, +H,— HCOO +H,0 (2-4)
ERREREARIFEMIRENEE (UST) 3
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22 fBEREER

BRIFT2 BT OATV, BRI DHaHAER, TR, WK AEROYEEZ KD, K
3~S51TRLTm, PO T — \— | IEHEREE T,

X3 LV, KHCO, J2EEZ N E T DI 2o CHREASR X EH L, 1.5~20M T 100%IZ#E LT,
KHCO, I#EZEMIE 5 LA (2-1) OHMRKISIZE Y i Eivsd COo, DENBHERT 5, &Ikl
D) KHCO, Fe:Ni =1:6:6 (FE/VEL) IZHEWVEMNT 5 2 & CTREOERELEKRT 5, ElEh
LERIROENPHERT L Z L THEN EH L, BT 5 CO,. KEOENBHEKT D, ZhITkD,
X (23) OEMEES, LW EL< O Co, BNER SN, X Q1) OEMEESZEE X
bND, 612, K Q24) ORIGHIRESNLD Z EITL Y, B\EREA A OEELIRESIND,
INHOHMICLY | FENCH D EREEA A DEHLRN LR L2 &Z 2 bbb,

WIZ, KHCO, JE & FRRICROBGR A X 4 1277, K&V, KHCO, EE O EFIZ WD
WRY EAT2@mE/RD . 1.0M TIGE32.7% Th o7, JFEFCTH D KHCO, DENEE KT 572
OFMNE SR T H, MZ T, AR L7ZE I ITEKT S CO, EAKFOENHKTHZ & TH
JES BH U, WAICHEfET 5 CO, ERFOENH X, I 612 (2-3), 24) ORISHEES
HZET, FMBNENER L EZOND,

WIZ, KHCO; JEE & WU D FEROBEGRZR 5127, KLY, KHCO, A 0.5~ 1.0 M
WCBWTHARITES L, 1.0M THKE (78%) Y, 1.0 ~20M TIHMEF Lz, EFRT5
FHE LT, X 24) ORSITERR (23) ORISHIENZ & T, RO EREEA 4> DL
\ZKF LT CO, DIHENEL . K (2-1) ORISDNEITLIZEHER L=, —J7, HARMETT 5
X, LTFTOXLHICEZT-, KHCO, IBE% 1L.0M 28z S HIZmEEs &, BEBIIED
it OB HHIINT D = & & NED LR/ UKEOBEMENIE KT D 2 L1k -T2 (23) 1Tk,
X 24) ORUEMEESILD, Lo T.CO, DIHEIZIEAFEND HCO, OIEE D H < 720 X (2-1)
DRSNS 7 N L, REBA A OEND Z & THAERNMET Lz RSN S,
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X3 KHCO; =K &R RDERF B4 KHCO, RE & FEEIREDRR
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B 5 KHCO, RE &RINRBAEEDRER

23 RIEA DX LICEET HEE

HIET CIR T2 L 91T, SOtk OIRIEFEHI IRERA A > i Sz Z Enn, KEVLELZ K-
fﬁ(m)_r¢§mﬂ@ L. FEREBBHE N RS2 E PRS-, F2, AT A/
D HHRE RS K (2-1) 1Tk > TERENT CO, DL ITEMICIER L TWEH EEZ BD,
Z D RUZEI LT, Roman-Gonzalez &3 pH 7% 9 LA ECTHAUTAR L= CO, DIF & A ENEAAFIC
Wi 2 Ll L7 [11], KREBROKEOERTHpH N IRETH -T2 L, AR SN
72 CO, IXFARICIAfiE L T D EHERI S N D,

F 72, BT U 7= Bt O BRI Y 0 XRD #5 5: CTld Fe,0, BB S i, T LIS o ke
{EIRBEIND E— 13RS 7= 5o T, Lizddi-> T, X (2-2) 12”7 Fe DL HEST L
TWDZ EPFER STz, F2. Ni OFEITBR SN2 -7Z EnD, Ni 3l s LT
WTWD Z EAURIBEINT,

é ST, BUSHOBRREHZ S M Sz Z &6, X (23) 7213 24) ORULH

L,Tb\é ELfER SN, 22T, BHEOHE T Cu iDL A Iz >V T 2-4) OFER
%ﬂ%@%%é%ﬁmﬁt_é&ﬁ%éhfwéﬂ\M%ﬂ@%ﬁf%\ﬁ(yn®ﬁmﬂ@
ITLTCWDRIEEMED B 5,

F7-. Blay NOEBRICRDN, FUSHEDH AT LIz L 2 A, ED A X DERI R
ST, K (2-5) TN D DA K ARSIERZ RT3, Ni Ml O5E Tl A & VRO
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DEITT D EME SN TWD [11], K 2-5) X VEMRLIZTEN S A X U NERINT=0. H
DL, K (2-6) DX HIZCO, ZEIEKBIL L TAZX U BERR ST AREMEDR & 5,

3H, + HCOOH — 2H,0 + CH, (2-5)
4H,+ CO, — 2H,0 + CH, (2-6)

INFETRRTEZ@EY ., X Q1) OEKEEA A OSMROSITHE S eI T 5
EEZLND, £12. X (2-2) D Fell X DKDEITIG b AR ONIHEITT D Z & R
SINTEY, RFFETH T AGHTORER ENDAKBITHDAER L TNDZ ERMERINTZ, £
72 QD) ICEVAERLE CO, iE, D pH N 9 LU E L EN =0, IRT~DIRREL SV EE
oD, —FH, T TOFBERMKETH LA (2-3) BIO 24) OFRIGE, WL bk
FRIZEE MR LTo KBS LT DD, AKSDIKRFOIEIRED /NS Wb 23 b OXERAER S
NELS, BB THL EEZBND,

E7-. Wu b [3]11%. FEBEAKICEBITS CO, DFEEIZH SN L, RO KL ) R RaEfe 2 HEE
L7z, gk 2-2) 13X 2-7) & 28) #HbEIREKGTH D,

Fe + H,0 + CO, — FeCO; + H, (2-7)
3FeCO, + H,0 — Fe,0, + 3CO, + H, (2-8)

EFEORUTIR U= L 918, —JE FeCO, 2VERL L TH D Fe,0, WAERT D “EEPERS & 72> THY |
a»i&ﬂm%ﬁﬁbmf%%ié@éﬁm%%ﬁﬁé_kﬂﬁéntoit:t@ﬁé:&@
A LTSRS ITk o X o icEon s,

4CO, + 3Fe + 4H,0 (1) — 4HCOOH (1) + Fe;0, (2-9)

Wu 5 [3] 1% 300°C (281) 5 Z D#IERIS D > X L v —Z5(k A H=-80.45 kJ/mol LHEE L. FEEL
FIGTHDZ L ER LI,

—Ji. Zhong & [7] BIAEERIZ, I (24) DOEREEA AN DOXEEA A DAERKIZ DOV TRES
wEEEEL, X 22 £ Q4 ORIEEHE LR OBIEIG

4HCO, +3Fe — 4HCOO + 3Fe,0, (2-10)

IZOWT25°CIZBIT 5 A,G=-72.00k]/mol, A, H=-61.08kJ/mol TH2 EHFE L, b LV,
ZORISIFHASIETH Y . BROICETTHZ L 2R LT,

ZDOX DT, BEREA AU ERFBIRE L, Fe Al & UCTHEA LI KSIERESISTH D,
FEEN T Y ﬁﬁ#é X BN OSIREZ MR T2 Z E R FRETH D LIRSS,
ZhUT k0 ABFEWIEN S CO, & — B S B e kFE2FIHT 57 ek 2 L0 =L
X—HNCHRNC 2R D ATREMEN B B, 7272 L. AR LT- Fe,0, ZFHONETTHIE L CRIHT 57201
&R Fe lORILTHMERH Y | ZOWHETZANX—ERBATILERD D,

6 EIZRREEAR S EAREAE (UST)
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24 ExFIOBFA

AARIEDRET DRI DO 7 v A & 52t S 5 72 012id, AKBVE R CHW oAl 2 B4 L,
HAHT 2 MERD D, KEETULKEEZERT D~ THEDBEL S L2 Fe OfR{b % iET
THHEE LT, Jin HIXFAERRRANAS T~ ANL0AERME LT VY SZEBL, 7V
UL FeBLHDORIGNIED, Fe #1570 AZBELZ[12], 7 V&V I2LD Fe
DIBICA T =ALEZZ VY T axy NI TR S, CO, 7D DFIOAIEFE T4
U7 Fe0, 27 VY EDRIGIZE D, 100% HIRE SN TS [13], T OJ BT mF A OB
BTIEH 2 b00, EutAleE CURTITEARNZ2ERE E LT 2Zn 248E) ZMENICRHIH T
HELTWAD,

ZDOX I, L ENTE LA OFAEIZOW TR, ApX—b, ERFELO-DIZ, H4
FRETRLX—ZHA L7 0 22V 0ERH 5,

3. FEH

AREETIT, AR X =D A M2 CCU HMT O Z Big LT-fRERA DO 7 otk 2
ERELE, ZO7uav AT, RBTVHVRINEE AW Co, UL &, CO, 2RI L7
WL E O E B2 K BVILER 2 L G o, Xe7e EOFLAW & AR U, RIRFICWRINIR 2 F4 L
HRHAT D Z L2 REICT D, THAZRERE LT, CO, WL L7 IUE E L CEKEY Y
U LK A R, AR L EICAI L & B ITKRBVLEE L7 & 2 A, KHCO; #RFED 1.0 M,
KHCO,:Fe:Ni=1:6:6 (F£/Lt) OFF, FERUINERN 32.7%. FHAERN 778% L7320 | &b EW AR
DGO, L, A LTZERKRED Y U LAOETHRKRES Y 7 MIFAINT, EREA 4
VD EBEEXBRNERT DR OIFET D7D, REET V7 U WIE % 100%/GERFHT 5 2 &
IREETH L Z EBNHENE o7, Flo, BRIV U LOSHENGA LT CO, 2 TXMER
EOEIN IS H Z LIETET, —EH T AR CO, & LTHAMINAT-H, CO, DFIHHE
Z100%ICEESE L Z ENNETHHLZ E L LN E ST,

4, BRIMED-HDRE

L% OMBEL LTIE, 100%BIEAERFI TE 22 L2 ZE L, CO, WL & e bhE
“BRT a A ERBRET D, 10, R LERMOENL, B ENETAOFAEICONT bR
wT b, TOET, BATZRALX— CO, EHEDFMZITV, CCU 7t A& L THOHEBAEE
WEFHIT 5, SbIC, A7 oA TIHELHE LT Fe MyRZMEHA LZ2S, T XHKH, 28
THlE LTHWESA & D a2 MNEREITH, £7-. Fe # BT 2DV ICXEE L KFEEERT
%2 LA K A IMBE O BNk L, FRER B D S AIRR T R 20l CCU 't
ANTHT DA AT - RELT0L,

BE, REEREIEBOOFRREK " OF — X &2 0I0, BORIRICHITTE L DD ThH 5,

VIR, uBH, EH, B, @iE, CO, 05 DO XMIKEARRICIST D REET LA U WK O R EE DS L,
LR 52 MIEKZE RS (L), 2021.
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