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Abstract

The large amount of sulfur dioxide emission is one of the main reasons for the
formation of acid rain and acid mist, which poses a huge threat to the social
environment and human health. The emission of sulfur dioxide mainly comes from the
burning of coal fossil fuels. How to deal with the sulfur dioxide emission after
combustion in a green and efficient way has become a research hotspot in the field of
energy and environment. As a typical representative of green solvents, ionic liquids and
deep eutectic solvents have the advantages of low volatility, high thermal stability, and
structural designability, which provide a direction for the development of sulfur dioxide
capture technologies. However, the exhaust gas from combustion contains both carbon
dioxide and sulfur dioxide. It is difficult for the existing ionic liquids and deep eutectic
solvents to capture and separate sulfur dioxide and carbon dioxide with high selectivity.
Based on this, two types of sulfur-containing ionic liquid adsorbents were synthesized
and used for the selective capture and separation of sulfur dioxide and carbon dioxide.
The adsorption capacity, separation selectivity and cycle performance of sulfur dioxide
at different temperatures and partial pressures were systematically investigated. At the
same time, combined with nuclear magnetic resonance and infrared spectroscopy and
other characterization methods, the mechanism of sulfur dioxide capture by ionic
liquids and ionic materials was further studied. The main contents include:

(1) Using a simple acid-base neutralization reaction, three bisulfate ionic liquids
[N2222][HSO4], [Naaas][HSO4], and[Ngees][HSO4] were prepared and used to capature
and separate sulfur dioxide carbon dioxide. The results show that at a temperature of
293K and a pressure of 1.0 bar, the equilibrium capacity of [N444][HSO4] and [Neess]
[HSO,] for sulfur dioxide is 2.4 mol * mol™ (7.1 mmol g'l) and 2.6 mol * mol™ (5.1
mmol « g!), the ideal separation selectivity between sulfur dioxide and carbon dioxide
is as high as 887, and the “solid-liquid” phase transition phenomenon of this type of
ionic liquid adsorbed sulfur dioxide is observed. Nuclear magnetic resonance, infrared
spectroscopy characterization and quantitative calculation results show that the
intermolecular hydrogen bond formed by the anion bisulfate and sulfur dioxide reduces
the melting point of the bisulfate ionic liquid, making the solid phase gradually liquefy
into liquid phase, and finally achieve high selectivity and high capacity adsorption of
sulfur dioxide.

(2) Using a simple impregnation method to adjust the loading of diethyl sulfate
ionic liquid ([TMEDA][DES]), a composite adsorbent of hexagonal boron nitride



(h-BN) supported diethyl sulfate ionic liquid was prepared X[ TMEDA] [DES] @BN (x
is the mass ratio of [TMEDA] [DES] to BN, x = 0.5, 1.0, 1.5, 2.0), and was used to
capture and separate sulfur dioxide and carbon dioxide. The results show that at a
temperature of 293 K and a pressure of 1.0 bar, the adsorption capacity of the composite
absorbent 1.5[TMEDA][DES]@BN for sulfur dioxide reaches 7.6 mmol * g, and the
adsorption capacity of SO, at a low pressure of 0.1 bar is also as high as 3.0 mmol * g™,
Further, FT-IR, XRD, TG, SEM, TEM and other characterization results prove that the
two-dimensional boron nitride nanosheets disperse the diethyl sulfate ionic liquid well,
making the composite absorbent with a very low specific surface area. The capacity of
adsorbing sulfur dioxide effectively inhibits the adsorption of carbon dioxide. The ideal
separation selectivity of SO, and CO, at different partial pressures is as high as S(1/1) =
109 and S(0.1/1) = 431. Penetration experiment and circulation tests results show that
the composite adsorbent also has excellent adsorption performance for 2000 ppm SO,
in simulated flue gas, and there is no significant decrease in adsorption performance for
5 cycles.

In summary, this article successfully prepared two types of sulfide ion-containing
material adsorbents to achieve high selective capture of sulfur dioxide from carbon
dioxide, and has a good application prospect.

Keywords: ionic liquid; boron nitride; sulfur dioxide; adsorption separation; high
selectivity
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BT R SO S K T DK B i A R R i i i B TH AR B [EMIMIC,
[EMIM]Br RI[EMIM]I 5 SO, 45 & 4> 51 4-11.1 k] mol™, -10.7 kJ mol™* fi1-11.1
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izt NS 4% T CEIERR ALY (ACC) RIS (K Im, 1, 2, 4-=M Tri)jE
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PR, BAh, EER T, TRFATAME, el Pk DES ANF
(1) Claus T 244U ) SO, SEA ¥ AL . Bk, H:T-RKMER) DES A&k
FURTRFLE ) SO, MR MSURN A% Ak LA V8 1E 1 RN B

VI bt N PVRE F — P S TR R R & B T TR A 2 B0 e A A
e E A DES(S5 M Bl 1-9 From) LA &1 SO, MR ISR M fe . 25 53R
W, Pl 2% DES HA R 1) SO, ke /1. £ 29315 K, £ 1 PMRAETF
F10.02 MRAET ZIENR(EV) 1-T FE-3-H FEBKIE R (BmimCI)(1: 2)43 71 7T Lk
$]1.18 g SO,/ g DES #10.25 g SO,/ g DES. 1.4, DESs Wi mT LALE 5 A1 441
MR EA, IF ARSI AE I E RS B LR FEAE . A0S
LGV L= R e - A By T e 11 2 ST B U5 B P e S i T S N R
[FIE FARIE T SO, MR, JF H. DES 5 SO, 2 1] ¥ Hi fur 4% 7 N & B AH B AF FH T
DL I T ZH 2R S W] LA R i Y DES, M {3 DES EA H o il 14 B .

o
Iy oo ¥ o PS HC N -omg
HN~ "NH _
HN~ 'NH v 7 \ \—/ a
-/
EU suC DMU EmimCl
H;C H;3C_ | -
N f-Callo N -CiHy CH /N+\ cl- CH //Pi cl
_ _ 49 419 C,H
\—/ a \—/ Br CHy CH, cH,
BmimCl BmimBr N4444Cl P4444Cl

1-9 Z LAY DES
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1.3.5 ZFLEEM R E I

2 SUPPRLZ T B AR B B ) AL Bidss A1 ) £ LR P AR 1 ) B A DR 45 R PR 2
BEtERRITS T ZA AR B BRI LR TR FLARI DL R LA . %
BN, 2RI L AL R (LR /N T 2 nm) A SLARL(AL
& 2-50 nm)A RS RHELIR KT 50 nm). & WK 2 S RH RS ER . B o)
FIi(ZIF). B APAERLEY(MOF). NG HLEZMENCOF). 2R E
YI(POP)Z% . LINAFAEMEVE 2 /Nr T AT ARE A AL, HHUR S 2 SLARHE S
ST AN 7)o N Y Al NI M TS 7 AL NI 7 7 a2 s
HEZHINH .

1.3.6 SFLEIEMRIRM — SHFHER

FR AR O T = AT (NaY, NaX, CaA) A T Bl i) SO,
CO, 1 NOy. SE2E6 45 B L1 NaY, NaX, CaA 7£ 40 kPa , 50T FXF SO, MR
BN 15, 2.7, 1.6 mmol/g. s atigh 73 W b1 i S ik A sh /7 2 Ko 2 W ik
Koy TR SO, AR KR 550 77, HA 5m AR P R 11 (1) A AR 1) 5 S W Bt
i, I H AT R 2 ALY BaE ] @il 2 H o iE SR L LT R e R T
A0 T B T R AR IR AR BT RAFAE , R W A4 T 5 SO, 2 A R4 T4k
SRR, [RIAERS A NSURIF ST 7 13X AT BA 33X A 47 6 M S 4140 ) SO,
NO, CO, [\ M. £ 40kPa , 50T | 13X, 5A XF SO, [N 75 843 5 N
2.7 mmol/g A1 1.6 mmol/g. “F |5 5 BOM e #80% LA R 5 A1 B B 1 g B S8
IR R B S AN AR SO,> CO> NO> N, NI« 3 BT 2 414>
W BT AEL, R B 5A B 13X A0 B AT AT SO,, NO 1 CO, T BE

Chabal 25 NP T FifirE L4 B 5% Ni(bde)(ted)os A1 Zn(bdc)(ted)os 7
298 K, 1.13 bar [J)% /7 FAEWL 73 Wt 9.97 mol kg™ A1 4.41 mol kg™ (1) SO,. i
LLAMERE A DFT 15015 3 5 s WIS RE 77 32 B FAESL e 4 7450 5
SO, 7 FHZ EM B . X L/E HI SRR IR 115 VB R B T 1 4 S ¥ e
LAz SO, AR T 5 HUERIEN) CH, CH, A EAEA . IR HUELIEH T SO,
(¥ 55 — P A 7 5 HLE B 45 & TE7E [, 7T LALE 150C FRR 21 AR 2 i 42
M. XL RN T R M i T HESE DL U SE SO2 ZOCE . Martin
Schréider 25 N\ 5 fry88 % [E MOF #48H[MFM-300(In)]7E 298 K 1 1 bar Fx}
SO, Wt = 8.28 mmol g1, HA KR K SO/CO, HIIEFE: . FH HARIAT LLZEK
b JE 5 Sy A, T A2 5] AT AR B 2 1 i 2R P A

] st N ISV S - 5 5 14 K (SAC) R H: 3 14 5% (CAC) XS 1 SO,, NO

9
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I CO, IR B R o 8 I B AS IR M SE B0 A5 B 7E 323 K, 0.5 bar %4~ SAC
CAC X} SO, R &3 51l fy 3.286 Al 1.666 mmol/g. HR¥E BET )R 45 453
T SAC BEAHE SR MARMGFLAR, Kt &5 T CAC. @il Virial 15
R HAH R REERE, £ SAC LWL SEA 714K A SO> CO> NO> N,,
7E CAC - SO,> NO> COp> Npo I Hidid ¥ & (1) Toth BT T A [F] M < 4H 7
() 5a G PR B, 7531 T 78 22 2050 W Bt o SAC LA EE CAC B U7 (W B RE R 4518

TRt I A Ol AR T B ML B TR &R - A HLE R R A 2 1L
PRI — S AR ) S RO B o S5 £ 1K) SIFSIX-1-Cu 7 298 K, 1.0 bar HI% A
THETSI Y 11.0 mmol/g SO, - H.7E 0.01 bar thAEiA % 3.4 mmol/g SO, I =Wk
P&, T SOL/CO, e EMEWIA R T 70.7, SLIGHE H i AW i B Ak B PR IR T TEHL
BH B8 7 05 e B R ) 2 AN 45 B AU T 5 SO, AN IR 7 (1 32 A AH A F 1M
L F T X SO, B R IR, 1T SO, 73 ¥ 2 I8 B A 5 A4 AH B A A AR i W B AR
W T B SO, 7% o SLES IR H T HH I FLAR XS T4 SO, M BUH HER SR (L 2 % (1) 34
5 2 A EAE P B G H B, i o A SR A B E SO, R EEBARIIE L T,
R I TE S ERAR S R 8 E B SO, XTI TAE W A T HAW SR T2 1%
FURPRHI B RS & o A, R ER T Gemini IL B ARG R A 6% T
BB 30— FE S BRI C AL B B8 AR (PIL) 15/ P(D[VIMC6]Br)
T ans Sl 2 — S IR — PR R 7 — P s BOR SR 2 A0 B 1) B 73
B PIL TORERR, 1B B /N B BLAR TS A 43 22 250 pm. SERR 4 R I TE
298 K, 1.0 bar #2514 T % Z S AER RIS R A 498mglg, SOL/CO, i ik
BT 614, o AT RN 22 R I PG I R B0 45 SR AR I I Ao B 1 350 AL
BT BRI I 58 AR 1 R SR (CO,,  CHY S5) BMR B, Ti7ae ik 1k F b
AL DRI AR = 1) SO MR FHAE J. SEE B2, X AL B -
WRCATE BA A 57t P S P T e o R B A SR 1 SRR SE T IX 2K PIL TR TE SO2
FAETT I AMERE . XD TARER I, 55 5L 7+ B R e Vi AR AR Y
T BEAT DL SEI R e ide £ A 2R

1.3.7 MBEBARHEE _FUREER DR

Eitr LT, BT BOR EEAEE A DES. 2L RS I 7RI A
FARE, X EEH A ) 5 ARG HE A% 48 TP SR B PRV 77 0 [ AR R LA 2 (RT3
B LA R e R AR RS R B, EIRAPRI IR — LR, B T
RAFAECE AN, Hla T R B, I HLAE Rl — A BRI R A7 AR
RECHATCGE R ) 1)@,  DES AR 1A ) s il R i 2 (HE X — S 5 —
AT R PR 7y B RCRAR T B 1R, 22 LA 22 — S At R PR P 7 B i e

10



T S TR IR 75 ) i) 26 B ek A R — AL TR T

(HHFILRAALE, (130 A ATUR SRR L A TR e 2 o, AT 2 B8 2K
Rz, MM RHER SRR e R, S BA K, Tt R ] JH At 3 o
H.

14 FRXHHAEBERN. EXMEERR

AR R — B ol BRSO PR A B ) L T SRR PR T
TEAER, IRMTRIEAFAEA AR5 0 P DAL B 538 i — IR TS 4435 Rl . H
HI B 7M. DES LA IR Z LA R S AT T —E bl br, S
TR TH 2 PR 77 B 22 SR A7 47 S T R A7 ARG S 1 M W Ao
MR 6 SRR — SR ARA 73 180 T 2 558 Ir Ao DAL AR R M AT R o
JEE 338 5 M AT ) LA B B vy AR A R B 20 3 M R A 1) R LA R

AR 3L S i e ] P PR TR A S5 A B A R R AR o 1 R T AR
SO, ULIRE T ERAEMM A SO I FEH Y “ [l AR " AARASH LR FRAIR 1 & 1 Eh 0
FEEEMIM R 1 SO, XHfitE=R, A2 7 —MEEfiitEE. MEE T X CO,
MR R B 2R T A B T R R, @it A MBS v 5, iR
T IESRE T Sl AR AR AL, A S da 45 R R MR & 1 AR R e TE R
0. ¥3E, KR RRBHEM IR = R & AR 2 H HI 28 B A
I, 4320 7 — 250 (1 52 MR B 730 P - bR ey 3 — S A BR AR B e o ISR SR 5 R
FUEAR T o AR A ARG AR B B8R, o 2% P RA 25 R R WY 1 B8 7 WA iR
N AHASIR BRI AR G FLAA AL, AT X SRR A R R, 43 028
W B 71076 5 AR AF Y SOL/CO/Np A o 3t I 1 22 N 25 375 S 56 565 IE 1P SR PR 771
B AR AONLEE,  BEAh, IR T IX IR B ARG SE 1k

11
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£ 25 MBRESMRETREHTHEZSHHRMAR

2.1 Bl

][]

PRI IR O™ B AEE 7ARMY Tol PL R NI H RT3, XA AR
R = A B KB« BRI IR R = 2R R 5 KA SO, S & MR o<, PRIk )k
/X SO, HIHETBUR A 24 HIT A A5 A R ) 1) AL

BRI IS 3 7 R B A L e A B 2 T, b in B 72897 Rk A
GikR ERERE M AR TS TR RSERE AL )TN HT O E Y BRI
AP AR BT SRR 2y T2 48 981000 S A sk, BT A AR S e v )
FEARAE SO, J7 T C4BUS TR KK st . L7 2004 4F, BHA7 MR ZH 1M Yo )
HITMG][L]W 4 SO,, HIW I EFIE T 1.7 mol mol™ IL. BEJ5, BTk shaE
T SO, FIHfEERIRIEW M EHF, EHAT . A2 NFE 5 & R rIFH
B SEREIE. BB T VML X e B AT, SRBITIR LLA R
W e 2 WS £ o B B8 TR DOV a1 i A 104108, Al R 4 5 1
F A By 9 5 7 CROT RN T 1 XL i 8 13 A OB 2090 2 T L o SO A RO AL
MAESR, A R AT AR S v ) R I AR I AR, Hh A R
EmimCI-AAQ2: 1)%F SO, IIVEIAS] T 1.39 g o™ 18 Bk i it .

DA SCHR TR E 10 B+ 2R VAR A1 DES KH - #A7AE— s, BRI
B TR A A o, I B AN DES B 1B s 147
TEAE1S SO, Al CO, e MEr BAR 22, DRI & BAT — 5 IR 1k 1Y) B8 Y A A s A
fit i SO, Al CO, HEFEME 43 B In] LA A 1 B LI EE 55 7 1l AR A It 187 B 1 &
BTV T =R R R B IR SR & 2, HAE R IRE R T oA Ak,
T H A PR R AR R R R T -V AHAR I G, (A5 3 A e ]
1T EhREIEXT SO AT A Wi, FF BAT TG RELF . BEAh, X —=FhE vk
X AR R E ARG, BRI, X = RhE A4 SO, A1 CO, MHH A&
PRF A

2.2 KK ERSY

2.2.1 SRR S 1]

12
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FERA Y 23k A A A ([N2222] [OH] ) (40% 7K 5 ¥80) A1 DY T ik S SR A
([naaaa] [OH]) (25% 7K ¥ ¥ ) T 3K B 22 i 35 A % Bilg oy A w), DY O B IR Ak %
([Nesss] [Br])F1BH &5 T- 22 ekt flis Amberliter 717 W9SE [ bR 4 T 370 B4 2 7
(Aladdin Chemical Reagent Co. Ltd). fiF&FITE/K £ BEW T R IEAE R A 22 1R i
A RA T . 4%y 99.999%(1) SO, Fl CO, S AR TV 44 LR S 4464
BRAE . HARAEFHMARF, &R HTal, HEA TR F. AP rEE K
1R S = o

SIS A RE-B2AA et 25 A (Fi SR A F]), K% DFZ-6020 F.75 T )&
i, DF-101S fi /14 #E2%, TX2202L ML T RF(5E), AR E .

I A AR ILIR IS4 (Bruker DPX 400MHz), L DMSO A7, TMS
NNFR, (B2 AMERES (NEXUSS70). 15 SAX (SGWX-4B). HvE -2 0 HT X
(PerkinElmer TGA4000) .

222 MERSMETENGFSRIE

B R SR B8 1 3R 1 & BT V2 0 DY o e S AR A R B I A 55 BE R B A 2%
TR A R . b DY O S A B [Nissee] [OH) 7K V8K 75 2 1 DY O R A
([Neses][BrI) /KB I B B 1A e Mg il 45 . BAAERIEGNTS . B 3-4g DU AR
1 5% ([Nssee] [BII) AL /K, — XM BIZAG B B 1 A8 et i 4 v, WO R B -
AL 56 B 15 2 [Neses] [OHIKIE R, A BB A 0.1 mol/L HI<h A — A
PO [Nesee] [OHT K VR HIMK BEBEAT R 7€ » T 7€ HH VR [Nesss] [OH] Y 5 5
PA[Naaaa] [HSO4)HI & BB, BUE & 1 E R0 I [Naass] [OHII KGR, 141845
FERECMABRER, =i FHiH: 6 /N JS7E 70°C Jieit 28 KA TR ERERIK. #
RN ILs R/~ BN 80°C HIH T4 24h i — PR ZIRERK. H{IEHMA
44 ILs I Rl BRI RSO E ,  FiE e PRI SE iR Y 100-900°C, T i %2
7910°C/min, N2 fE AR S B RIS R E IR 2-1:

ﬂ_\j,?r .
\/\/\/%/\/\/\ a0

OH
L\_\> + Resin — ym @

13
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( 7 HSO, ))_\_\ L\_L

[N,,,,I[HSO ] N,,,J[HSO,] [N J[HSO,]

K 2-2 TIRA & T Ei

NesssHSOs:  'H NMR (400 MHz, DMSO-dg) & 3.18 (t, 8H), 1.57 (m, 8H),
1.29 (m, 24H), 0.88(t, 12) *C NMR (100 MHz, DMSO-ds) 5 58.2, 31.0, 25.9,
22.3, 21.5, 12.2. Melting point: 202-203.

NasHSOs:  'H NMR (400 MHz, DMSO-dg) & 3.18 (t, 8H), 1.57 (m, 8H),
1.32 (m, 8H), 0.94 (t, 12)*C NMR (100 MHz, DMSO-ds) 5 58.0, 23.6, 19.7,
14.0. Melting point: 171-172.

Npo2oHSOs:  *H NMR (400 MHz, DMSO-dg) & 3.21 (t, 12H), 157 (g, 8H,
J=14.5Hz), “*CNMR (100 MHz, DMSO-dg) 51.9, 7.6. Melting point: 63-64.

AR AR A B 7 S5 A an ] 2-2 Ffrass, o B (9 8 1 s e AT A%
PEEIE BRI . 2040, MR NE-RE DT HIERAL . K 2-1 A Figure 1 &R 1
XEEE T AN . B 2-3 BIRNE-IRZE A ATR, IX = FE T ER A R
SETEARRGS, e AT 2 iR B AR 4 200C LA E.

*® 2-1 TRIRE R & T SR A HE

lonic Liquid Mw(g/mol) Td () Melting point ()
[N2222][HSO4] 227.3 300 202-203
[N, J[HSO,] 338.5 275 170-171
[N6666][HSO4] 451.8 202 63-64

MR R AT DUAS AN, X = 1 2 A0 S R SRR R I B — B0,
FUR 9 [N2222][HSO4] > [Naaas][HSOs] > [Nesss][HSO4] o X 42 R 24 FHES T
T JoE FE B BB, A TR) PR A FE ek, AT 545 BH B 5 - 25 A IR R R [, T DA

14
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s s R AL P A Al v

100 200 300 400 500 600 700 800

Temperature(°C)

K 2-3 BilR AR B T BRI A - 1

2.2.3 BFEhi#EE SO, BYFFsFalsn

AU OB T SO, 4R 1% B R AT 7 ik MO, e AN 42 B i
PR FUA—FE 1) 3161 ANFEWEE T, HARFRBOR R =0, AR
(B AR . i S BE AN SR B T RN, A SRR A B P 1 SR
JIHE A% AR (B 5 WIDEPLUS-8)lI € , 12 A% BEas I 3K T~ HaAR M _E T kG B A A%
HRAR, HEFE-100-500 KPa , FiE +0.1% . F@ETEECRE S
WP-D821-200-1212-N-2P 3H: K 2.7~ M SEI s e ) 1224k, FFdid Bl & i 4
0 SR A i 125 391 v 4 B 58 T Al O R B S A

TR R R . HEHERPRE —E R E m R 3 (—A&FREL 0.2000
g-0.3000 g) & T Ui AEHE T, FERT AR BT S 0.1 KPa /ifa, fREFEA
ANEF, FERERREAAL, 10 TR R RER R T Po , A IEE A BN FE
— € B AR A I AN N B i e, A A I IR T R
FEEA/NN L E, RS IR BIEAR RIS, LRI E I P #
TORAT I ERAG EAN AR RE R BT I, RN — 8 B0 R B S0, IRl
AR TE ) — SR BRRT B8 SR B A S e A o WSO R R D AN NS N AR
/T 0.1 KPa , EPERHEH SO, WIEIAR| [ P17, LLhT, WRUSCHER /AR 6 i =

J15393) Pay P7e BRIE, HHAEHERT SOz 5 11 4Psg, =Pa-Po. B4 SO, KK E

15
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A B, = [, (P TV = p, (P TWVa = p,(Poo,» T)(WV = V)| /w35

U B mee, AE T E0 ZE AR R, A28 mmollg 5 Py, PRI Py, 7E
HE. RERIOAAR, A em®, BATIARI A bR . B Ry i e
HH SR AR B A B AN X8 B2 9 +0.3% .

2.3 IWHRSITL

2.3.1 MERSMETFEIFE SO, R Rhzk

T SN[ 45 M BB R SR 28 T 2R 06 SO, HUFHAE I SRIG BT TR 7T, K 2-4
JER T X = FRBR E M B T 3 7E 293K, 1.0 bar XF SO, fRAmAEBE I A (284 . A
Bl a] DU H X = 2 RSO 2R AR bR, R ARLE 20 min gk BRI B i K H
K. I HIX=ME T 2 [N22][HSO4]: [Nasas][HSOs] A1 [Neess][HSO4] XF SO,
[ 2079 0.7(3.0), 2.4(7.1), 2.6(5.1) mol/mol(#& 5 B (K48 J91E mmol g%).
SR B EEAE TR ERRK, S1Hx SO, MfEEM K. MHT
[Naaaa] [HSO4] F1 53 5 /N T [Nesss] [HSO4], 75 EE /RIS AN ZEAKKIGHL T, 193]
F 5 B P UAC B A 52 7T [N aaaa] [HSO4] 5 K — 25,

7 4
4 e ¢ °® o o o o ¢
~ 6+ Py o
E_'n [ ] A A A A A A A
= ° L A A
g 3+ $ 4 %
g 0,4
~ A
244 o
é | & E ®E =m §
- PR E
8 - } .I.. . -
ol ) a n
.9 2 4 A . Naa')HSO
= iy 2222 4
Sl o N4444HSO4
m -
:é d a N6666H804
04 &
1 P e e, SENS P, YT, TR S, F— |
0 10 20 30 40 50 60 70

Time/min

2-4 TRIREME T2 5% SO, 7F 293.15 K, 1.0 bar T [ s 2 i 2&

16
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2.3.2 MEGSIRE TFEhiEE SO, HE T

N T ERICE RN B X X = R R R SR B 7 36 SO, fiiAE R 1R, oAl oy
HIE T IX =BT ERAEANFRREE . ANFEE TR SO ffifE& . W 2-5 i,
& & T E, ik ERRE e T E, MK 0.1 bar EFHE] 1.0 bar B,
[Naaas] [HSOL] % SO, HifEEREM 0.3 mmol gt ET+F] 7.1 mmol gt. B4k, 4k
JEM 29315 K 7H# 313.15 K fiifEE M 7.1 mmol g* R 4% 3.6 mmol g™
b, R 706886 R FE 1Y B A R SO, i

8

—8—50, 293K li'qu_i_d d

—.—802 303K
—A— S0, 313K

—v— C02 293K
solid-liquid

= N N ~
| B | Jo g iy

Absorption capacity (mmol/g)

0 ' 20 ' 40 ' 60 ‘ 80 ' 160
Pressure (kPa)
2-5 [N4aaa] [HSOLJFEA [RIGFE A F1%F SO, 4 £ Hh 28

FEXS [Naaag) [HSOS) I E I AR FE T X SO, MR, HATHE Z
[Naaa] [HSOLZE 0 U 2-5 B R 1)« [ AH-[E YRR & AH-T0 7 MR R, s 4
EHEMAANRELHI TRK. HE 25 TERH, £FEEERET,
[Naaaa][HSO4I N a siFzs B € fEl 44, 7E SO,k /1M a (0 bar) EF+E]b £ (0.5
bar)id #EH, [Naaaa][HSO4] HFREF A G E AR IAHZS, S SO, MR
WA 0.7 mmol g, 4 SO, & JM b £ (0.5 bar) EFFF] ¢ & (0.6 bar) i, thit
[Naasa [HSOLFFLGZHT “Rft”, AR T “[EAH-AH” FRGAH, SO, Mt =
M 0.7 mmol gt REEF| 4.2 mmol g™.24 SO, [E /1M ¢ #5(0.6 bar) EFH# d £5(1.0
bar )i, [Naaaa][HSOL]HH “REAH-AR” MR AL “BiL”, HELR d &
BN VSR, ERXAN TR EB A ERIKZ, RN TR 4.2
mmol g* E7+#] 7.1 mmol gt AEEAS “ [EAH-[E WOR A -0 7 FAR S RE AT,
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b4 SO HIMIIAIE J7 38 K, [Naaaa[HSO4I X SO fifi 4 B i1y R AL 55 1
[Naaaa] [HSO] B BH &5 BI/E F 773G B 1 851 2R 4% s 000 B AT R AR AHAR, AHAR
(1) A2 XRB A B T SR PORG FE R AR, AT SLREINIE 557 2h%) SO, e, XA ILR
IR E T E PRI 7ok, EREZERT S, SO, M HEER “ KRR
Jr 5 221 SO 1 . 77 iz i v o B AT LIS 2, 243 B2 M 293 K 731 313
K B, “Z88K 24” 0.5bar A\ ETH31 0.9 bar, X B I % [Naaaa] [HSO4] HIAHAE £ 1R
KITEZE .

Kl 2-6. B 2-7 4353l 7R T [Na222] [HSO4] A1 [Neess] [HS O] 7 AN Rl EE AN /7 R
SO, WiflitEfE. MK 2-6 TLLMELR], 7E8EA SO, MR, SO, Bl &
FIM 0 bar EFFE] 1.0 bar X} [Nappo][HSO4] HIAHZSAE H B, BT
H AR ORARE 1 B AR IR A, SO, AR B HILUT [Nagag][HSO,] HHIL “ FEER
mOIS, MAEbE SO, W E ) A BN F R B, KRR N
[N2222] [HSOA] B8 1 Eh (1) 9T BH & - [ B E FH 0K K, 46 SO, Ja R REf A 551 [A]
IR 77, WA 38 B3RS 1 3 IR s B S PRI DRI T A R AE B R AR S A8, —
AR B AR AR X D

w
1

—&— 50, 293K
—e— 50, 303K
—A— S0, 313K
—¥—C0, 293K

3%}
|

Absorption capacity (mmol/g)

T
Pressure (kPa)
%] 2-6 [No22o] [HSOIEAN R S AN [ 7746 SO Yl F ik < Hh £
M 2-7 AT LRI, [Nesss] [HSOAI7E a s Fit Ay A [ 4, 24 SO [ /1M a A%

18
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3] b £i(0.1 bar)if, [Neses][HSO4] BT &IEHT “RifL” B 17 AH, X5HT
THIHE B I [N2222][HSO4] F1[Ngaaa][HSO)A A o 3X A FH T [Nepss] [HSO4] 1 BH &5 11
AR R, /D& SO, W RE A B8 1-VE F HE T oS 1 I FH & - 18] B VR F & s 1
R R PR R AR . B R B T AR RIAFLE, EIREEL, [Neess][HSO4]

[N

Xt SO, Ff B B 08 5 T [Nooo2] [HSO4] A [Naaaa] [HSO4]%F SO, L& S

| —=—s0,293K
s] —®—s0,30K
—=—30, 313K
44 —=—(C0,293K

Absorption capacity (mmol/g)

0 I 20 : 40 I 60 I 80 : 100
Pressure (kPa)
2-7 [Neges] [HSOLJTEA [RIGEE A F1%) SO, 4 £ Hh 28

CEAIX =R B AR ZR T A, SO WS EIEA 5 SO, BIINRIE 17k
MR FR (A [N2222] [HSO4] FM[Naaaa][HSOLITI &5 FIKEIE TSI 3 P EL), 7T LAE
SRR BRI, E S FRATTHE DN 2 SO, 55 [HSOL] 1] i) S B A AT AF3X = Fl & -2
X} SO, M £E

2.3.3 BFEMAEHMRIXT SO, HiBEREM SO,/CO, MikFM

x 2-2 B T ATAET R =MIRREMR B T35 SO, Ml AE L SO,
Il CO, HIEREME . WRABIEIETT AT, [Naaas][HSOL] ) SO, % & i T R34
G TR R, JEHAE 1.0 bar N SO, Al CO, % 3 ) ELA 5 i 1Y)
fHo XRHTARTAESBNRKRENE 7 HREEREMESE SO, fl CO, AR
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s, Bt BRI 7 EhRE IR M SO M1 CO, HY 7 B 1 RE -

R 2-2 =M ETIBIHABR RN SO, I AR A T LL & SO,/CO, k1

absorbent T(K) SO;;a:IZIty selectivity® ref
[N444][HSO4] 293 7.1 887 this work
[N2222][HSO4] 293 3.0 750 this work
[Neses][HSO4] 293 5.7 518 this work
[TMG][L] 313 8.3 212 [40]
[Pessr4][Tetz] 293 6.7 47 [45]
LA-CC 293 8.7 155 [71]
LA-TBAC 293 8.4 141 [71]
[ELNEMIm][TEN] 293 6.1 40 [102]
[hmim][2-NO,-Ben] 298 3.8 227 [116]
PPZBr+Gly 293 5.4 9.5 [117]

@ A RAEAENRE . 1.0 bar T X SO, 1 CO, flifE R E M LU

2.3.4 Hi&E SO, D%t

N T FIX =R - Rl 4R SO, A T2, FRATTIE Y [Neess] [HSO41E it
FEXT G o BT FRATT B 248 5138 [Neses ] [HSO4] X SO, W4 Ja T A K HE i 45 . =
) 5 1 P SR S AR 1 70 A A B R SR A

Hn(T, P) = limmsoz_m( 19 ) ~ L (1)

Mso, Mso,

Hot, Hy(T, P) FoRsREH, BO0N kPakgmo™, my, Fox SO,
FH VA AR O BE R IR B, BLAA mol kg™, FONSARIRIE REL, P Ol SO SRS T
R bk =7 ) 5RO R B R SR I R MR R 1 B AR B, 3R 2-3
F1 Bl T 293 K-313 K [Negss] [HSO4] I SO 9 i 1 = 1| 22 $ 0 T SAE AL A5 12
H 2 P B T, AR R S G (E NS W A AR G, R B T R T R AE R IR
[Neees] [HSO4]XF SO, HITH 44T A& T HEH .
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R 2-3[N__J[HSO ] 11 SO, AR FI R ECT FAE AL S

66

H,,/ kPa kg mol™

Method

293 K 303 K 313K
Calculation 16.440.7 20.0H5 33.8x.3
Fit 16.940.2 20.64.4 32.14.1

TS AH g P LLIE— 25 [ B SO, £ [Nsss] [HS O] KT I, o 38 40 5 InH,,
A UT, AHgo rTLGEETTREG)R 2], &K 2-8 Pron. BANEE TR ()
JIRE (4) 13205 H HBE(AG o) MBI (ASso1) -

dInH,, _  AHg

8T  RT? &)
RTIn(H,, (T, P)
AGyo = % 3)
AH g1 —AGs,
AS sol — + (4)

Horb PO JgbRUEE Sy, B679 100 kPa.

3.6

344

3.2+

T
=

3.0 [ ]

2.8 o

0.0I032 ' 040633 I 0.0|034
1/T
K 2-8 InH,, f1 UT HI%RE
% 2-4[N__[HSO Jlifk SO, i1 5 H LA
Sample AHg,,;/kJ mol™ AGg/kI mol™  AS,;/Jd mol™ K*
[N, /[HSO,] -26.240.2 -8.040.1 -62.242.2

AH, FIAS o BUEAE 293 K FiH 543 E
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RN, [Neoss][HSOLJH 2 SO, HIKE A AHo -26.2 kI mol™ i K S i 1)
FEABE(-10 31-20 kI mol™), 1 BH I ARt FE T REIRAEAE JLA R EE & IR
HATHTE A 293 K iHELZE B N-8.0 ki mol™, 1B [Nesss] [HSO4] i 5 SO2 &
AR

2.35 MEGSIRE TFEhiEE SO, B R

FEHT IR B IRATHEM 2K B T 46 5 SO, M4 75 R T 5[HSOL KR T
SR N T DU SRR B T R AR SO, MIMLIE, FATIE T KT [Naaas] [HSO4]
e SO, FIEHIRE ST 7 FTIR A1 'H NMR St R4E. & 2-9 frow,
[Nsaas][HSO4) 5 SO, &5 )G, HurFHE & IMRIEN-0O-H MR IIE 3414
em™ WIS TS R T o TR LT ARG B b B = ASE R B R s, 45 1320
cm™, 1050 cm™ #1835 cm™. H:rr 1320 cm™ IHJE T S=0 A K FRAZEIR S,
1050 cm™ JHJE T S=0 Rt B 4idRzh, 835 cm™ IHJE T S-O 4 AR 514
[MSL5] - phoh, & 2-10 1% 'H NMR S EBETTLLE 1, 24[Naaas] [HSO,]H 2 SO,
J&, [HSO4 H#-O-H £ 9.58 ppm AR A0 #2iH %, W SO, 5-OH K4
THEH, RAETERES ALK, FEEHE)S 1[N [HSOL] H L5 A 2]
[HSO.] HHIEREARISF

[N,,,,J[HSO 1+S0,

4444] [

3414

U T Ll T U T L T 8 T U T
4000 3500 3000 2500 2000 1500 1000
Wavenumber(cm')
K] 2-9  [Naas][HSO4] FHi%E SO, Hi G IR i &
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K 2-10 [Naaaa][HSO.] #i%E SO, Bi/E M *H NMR (2Rl bW =)

NT P IAE AT SE W, BATERIT DFT Higih&. Wi 2-11 fr

7Ry [HSO4 M SO, Mg &7 N NEHEIER, BT — S, Heiaaenh

Hzmommmlﬁ%&ML S A R R RS AR iR BT . R, gk
HB TRl SO, ME M2 B [HS0,] 5 SO, SAdes: & T S 2 .

J 1.979

“ 2446

Kl 2-11 B 75 SO, di ey A K& e S
(At FET wmth: WET At JET)

2.3.6 BTFRAEESEHNR

TR ORER SR &5 1 ER O P50 e A s 1, AT B e L LIt 5+
1) [Naaaa][HSO4] 34T 1R K B RIS TEJG 1) [Naaas] [HSO4)FE 333K E S
PIREE N IREF 2 h (§145 SO, e &M IR, IRJEXENT 5EEEM [Naass][HSO,] H
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BT SO, HHli%E, BT 10 M A HHEAE. W&l 2-12(a) & 2-12(b) s
(G E s P LR il S T ANAR AT J5 0 A i I mT 0, 7EEFR 10 K5 Il 45 &
BA R R T AR ORFEANEE, BB [Naaasl[HSO4] EAREFHITEIAEREA
FaE 4514 o

(a)

o -

fresh

(¥} (%}

reused

Absorption capacity(mmol/g)

T T T T T T
3500 3000 2500 2000 1500 1000
Wavenumber(cm™)

B 2-12 (@) [N4aaa] [HSOLFH 4 SO, FIAE I B (b) i BT 11T J5 £ 4P X} L

24. KEIG

gx R, @k AR L PR B SR B AR R A R R R B
K T BE % B B AR S B FR SR B 35 SO, WIAHEAE T o 1 RSEBL T BiIREAMR =
FEh - AN E R SO, SR, R EILE T 7.1 mmol g il
LA ERE . RS DL DFT AR 7L 7 SR B 7 Eh %) SO, [ 4 ML
#. JFH 1.0 bar T, X AN A AR A IR G 1) 2 B R, HEUE IS
B 7 887, A TAEX R A = A& SO, BB T #h A B AR HEAEH o
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£ 35 [TMEDA][DES]@BN B &MSEFFEM R SO,
w5

3.1 8l

][]

R E CRAREFRERMEY e BRERYX . RS E X EPAT — X
bR, SO, H Pk FEMEASEL 0.056 Z 70/ 25K, AT —CRFEN EH AT
it 0.15 Zra/ S r oK RRIX S UK S X AT ZebrifE, SO, H PRk E
AT 0.15 Z 50/ 27K, AR —UCRAENEE AT 0.50 Z 5/ 3L 77 K;
Tk X S X PAT = ZihnifE, SO, H PR EE AT 0.25 = /57K, 1T
Al — RN EEAAFEEIT 0.70 =50/ 27K KAH SO, FERIET Tk RS HE
TR, PRI T AU B — AR SN iR TR KSR SO, & B R, BT TR 4R
A BEEDR A IR R R, OCACRRSE L A, (R AR IR T A LU AL 3
il f 8 BRI, TR ACHT ARG O TR R 5 Tk R b i B LR A oK

= ANTAENH T IR IR AN S 1 2 AR AR, KR T
W I R TP AR AR I R RS (R T — EAR AR, A & AR, sk
PEME, TEARROE TR R S50 A, (HAERE T AR 4R = A R, Rtk
R ET B REAR 20 e T % S A Tt 110 v o 43 1 4 4 R ol ok T ) 850 11 9%
B,

HHl, ZFMEHE SRR B N A AEE T2 . Flin, Martin Schroder 45
8L 3 ) NOTT-300 7£ 273 K, 1.0 bar F SO, " fif &4 8.1 mmollg , TfifE 0.1
bar £ A C &R F] 7Pl . HETE 273 K, 1.0 bar 544 F X CO, R Fff &
WIAE] 7 7.0mmol/g, EITIZM RS IX AR TSR 2 S EREA T BEJE, %
I B E ) MFM-300(In) 7655 — SPGB T e M AR (RS 0 1 6 C O, (e
F53 B M %L . Chabal 25 A\ P3HR 36 i 3 F 8 B4 8 42 Ni(bdc)(ted)os 7 298 K,
1.13 bar (51 FREWILFT 9.97 mol kg™t ] SO,, 7£ 0.1bar /245 tLAEWL 2.5
mol kg™, FBAE R R4 PR T SIFSIX-1-Cu 7 298 K, 1.0 bar 192k F Befis
Wt 11.0 mmol/g SO, F H.7E 0.01 bar tHEEIAF] 3.4 mmol/g SO, A = it &,
SO,/CO, MMt BiA 70.7. %R BAHL  AA s B T3 B — 2K SR
LR EFHARPIL) T#EKR P(DIVIMCe]Br)sf — S i 1 — 8 A ik E A 18 1= (1) ik
P
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BT, AR CARIE I fa] B AR BUT 20K — AR IR — L8 B TR A EALH
I AR AR R AR B — AR A [ R SRR T o AT AT A T [
P FE A5 2 A R R TR o SRR — MR AR, 1 b 3 A
PRI A 15 52 45 W3 B 770 A8 R TS A LA R T X — S8 AL TR 0 R B B A AT, PRI 2R A
U B 71055 SO, A1 CO, 73 BRI R

3.2 SELuiRsy

3.2.1 SEEHAFRI SN EE

#* 2.1 S EORATG

R A R ali f HEFETR
JRE AR. 2 ik
iy AR. I 245 £ 4]
VUL 2, i 99.0% 2% Lk
Tl — 2.l 99.0% BN
To/K AR. I 244 (4]
v Gl AR. [ 244 (4]
LR T AR. I 25 £ 4]
SO, 99.999% YL VG 48 LR A S A
CO; 99.999% YL VG 48 LR A S A
N, 99.999% NIRRT SRR

R 2-2 LA 5B

E A& E N 5 AR
AL DF-101S N YT
R DFZ-6020 AN A 2
(ERERY A DF-101S e
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PE IS ey AR
Jigl 7 R AX RE-52AA iR
HpR P BB A KQ2200DB FE LT B P A A A PR 4
L7 i R TX2202L H A
& BTF-1200C IR
ILRESEARAX AVAVCE 400 2 [H A &
{8 BLIH-2T A i A NEXUS 870 Thermo Fisher Scientific
AR X SFEATHMX RINT-2200 Rigaku
Y-8 ERE AT G SU8020 EENERA
e W35 O P S A B G2-F20 Tecnai
TR AN HTAN Netzsch STA 449C H 4k T
bl 2% T X TriStar 11 3020 & & Micromeritics A ]

3.2.2 EAWMTIHHIESESRIE

(1) h-BN BI& =R

FREX 14.44 g CO(NH2), #1 0.62 g HsBO3 i\ 100 mL BEbF e, AR IR A1 Beds A
BN 50 mL JG/K HEEAT 50 mL Z& 4R /K48 HIE g . SRR berh %42 21 50T 11E
TR B B IR, HRBUA TS AT I a5 R B T RO
KaHER 28 Lpibe. RN, BL 5Tmin FEEMN 50T EFAF|
900C, JFLRKF 120 min, HARAEZ = E ISR A A=) h-BN,

(2) BTtk [TMEDA][DES] Hi#i&

FREL 1.0 mmol #ifE — ZEeT 50 mL [BEJRFIEF, MM F A 20 mL ¥
LR T FE 2], SR 5 ¥4 B B 7 2= UK /K Hh FE AR FEERE - B 1.1 mmol Y
R ANy 7o R V= R %) R ol I D W =)o e [ e R 2 L=y VAU ~ S
i, BEANRMNFFE 12 he NGRS ZIE, K EEERE G, FTF
AR 1R Bk 3 . ARG #6FE 28 25 T840 80T T 12 h. T8
B A E R N[TMEDA][DES]

(3) [TMEDA][DES]@BN %%

I 1.0gh-BN F 50 mL fkesfd, i 20 mL ok Z B Ho 8, A5

10 min , IS SEL. WA B EER RN 1.5 g [TMEDA][DES]
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TEZR THHE 12 he R NS5 0 e BB A R B B e i 28 RACK oK U ERR 25,
RIGHEBEATHM 80T T8 12 h. FIEMEIM A @B AN K4 N
1.5[TMEDA][DES]@BN.

LA LEAG (%) 526 WRBR 7] R ) £ AN IR AR BRISABL, K2 ¥ [TMEDA][DES] 4371l
24 0.59 ,1.09 ,2.0g. K15 21 &AW 715 0%~ A 0.5[TMEDA][DES]@BN,
1.0 [TMEDA][DES]@BN, 2.0[TMEDA][DES]@BN.

(4) BRI B RAE

Wb A AR R i AVAVCE 400 1531, FT-IR #2276 NEXUS 870 4T
AMU_EBEAT . TGA /& Netzsch STA 449C AU EAX E#EITHI. XRD PR ZE7E
RINT-2200 %Y X-5f AT EEAT I, R Cu-KodE ST, F##H#E2 39 min, 4
FEE R 0-90° SEM MR Z7E SUB020 YA 37 Ak i 413t v T s kAT 1K .
TEM /2 75 JEM-2100 2437 K 4 32 5 7 A b AT o LU SR TR AE TriStar
113020 ZRMR P _E IR o

3.3 EWHERSIHIL

3.3.1 BF A [TMEDA][DES|MZHSEFBRIE T4

AR R [TMEDA][DES] 45 38 i AZ BE S IR AT RAE, #3340
3-1 Bfr, B 3-1(a)8 *H NMR i, 3-1(b)*C NMR #EE]. Higfr & & I
G R
[TMEDA][DES]: 'H NMR (400 MHz, DMSO-dg) & 1.27 (t, 6H), 2.28 (t, 6H),
2.75 (m, 2H), 3.25 (s, 6H), 3.55(q, 2H), 3.62(t, 2H), 4.02(q, 3H) *C NMR (100
MHz, DMSO-dg) 5 63.0, 60.2, 59.8, 53.6, 50.3, 49.6, 45.2, 152, 8.3.

a O i 5 b

o k_iﬁ__ ||1 H _ } 1

K] 3-1 [TMEDA][DES] #Z iR EE () FikiEEl (b)
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3.3.2 B AWRMIFIRIE

h-BN )32 5 B8 AN 413 s 452 1K) 1.5[ TMEDA][DES]@BN [ 413 e I fn 1
3-2 fiizn. h-BN K Tem E(A, B)A Sem E(C)E il /) h-BN B A K F
ARG 4h, 1.5[TMEDA][DES]@BN K334 & (D)5 h-BN 5 #2500, Hi W12
UG h-BN 2546 I RPN, T AR E5 44 B 2/ T h-BN 3B B TR iR
AAE1F h-BN JZ[AIER B/, AT I R G5 44 Bl

& 3-2 h-BN ) TEM (A, B), h-BN ¥ SEM [E(C)# 1.5[TMEDA][DES]@BN [] SEM (D)

N T WEF h-BN Al [TMEDA][DES]@BN ()45#y, KA X S AT45HX (XRD)
AT TR . B 3-3 4 h-BN AR B AR BT E R E GBI XRD E.
M h-BN FIHT 8 BT LAE £ 25.89F1 42.6 9B HAMERIEIE, 451 & F-(002) F1(100)
ST, 3% 5 BN 75 /745 89(JCPDS Card No. 34-0421) & — 3 Mo, ghoh, B
T IARRIZ BTG IN,  (002) d T [0 55 JE B a5 5e 4k, e AN
HIL T B FUARAT S G, BRSBTS &2, BN 1455 (K.
UbAh, FRATESS &AW AT 7 R ERIER, B 3-4 S BN FUAS A & A0 5
MHAER. NERTLLES], BERBERRN, FERHRIizigm, a9
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f IR BEFRAE 200C Zir, UL HH R R A IR M R AR E 1 R 4T

002
(902) (100)
, :
: . 2.0[TMEDA][DES]@BN
: o WAt e ROt
— I
::‘3 1
= ' 1.5[TMEDA][DES]@BN
7] ] | B o i
o= . ]
2 i 1.0[TMEDA][DES]@BN
£ ; oAt
:
1 I
| |
| |
! . BN
I T b, ot ot ok
' T ! T T T T T T T ! T T
10 20 30 40 50 60 70 80
20(°)
3-3 h-BN FI[TMEDA][DES]@BN f{] XRD
1.0 -
BN
0.8 ——— 0.5[TMEDA][DES]@BN
—— 1.0[TMEDA][DES]@BN
=
i
?\( 0.6 -
-
—c o —t
=
§ 0.4 —
1.5{TMEDA][DES]@BN
2.0[TMEDA][DES|@BN
024 [TMEDA][DES]
0.0 T ! T ! T ! T
200 400 600 800
T/(°C)

| 3-4 h-BN fl TMEDA][DES]@BN f#4 & &

& 3-5 4 h-BN, [TMEDA][DES] , [TMEDA][DES]@BN HIZLAM it K . M
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B R LB h-BN (45 E B TR N B HE I Bk . 2L 1380 em™ &b 5
W U T BN HR A B-N A T P9 AR SRR 3K, 800 em™ BT it W AT e U -1 g
T B-N-B #9455, Tide 3400 cm™ F1 1600 cm™ (W ficiée M & T BN %k
B ) N-H [fRzhE> 210, 1L 1.5[TMEDA][DES] @BN S &R A6, =
5 BN H B b A B B (M AT 2980 cm™, 1240 em™, 1020 cm™, 920 cm™.
Herbr 2980 omt BT R S DU U1 T [TMEDA][DES] ) FF T IE FR 32 14 4ef 4
PREhIE, 1240 cm™ LWL Y 9 J& T [TMEDA][DES] # C-N %2 1 W e, 11 1020
cm™ A1 920 cm™ BT AW A 43 i B T [TMEDA][DES] ) S=0 A1 S-O W firig,
VB T B AR IR NS T BN Hh. 1 BE B TIRAR RS 3 KRR D, 4y
UF U (10 5 55 B 2 I e o ik 59

[TMEDA][DES]

o N\

1.5 TMEDA][DES]@BN

0.5[TMEDA][DES|@BN

1.0[TMEDA][DES]@BN

\/J 2.0[TMEDA][DES]@BN

T : T Y T J T : T : T
3500 3000 2500 2000 1500 1000

Wavenumber(cm'l)

3-5 4 h-BN, [TMEDA][DES] , [TMEDA][DES]@BN 4T 4h i &

AL, FATEMA T h-BN LA LA R 15t 5 () 55 6 W Bt 77 1 B SR TR AR 5T 3%
BT A R B R B b R AR DA K FLAR AL 2 . 3R 3-2, 3-5(a)F 3-5(b) 43 i
FIH T h-BN FI[TMEDA][DES]@BN F tb 3 A 1) BA K FLAR 3 AR AH 515 S - 7T BA
B, BEE BRI BT E R, B A WP E SR T AR R IRE A, FLA
KRN, XU FRAAIR A S BN 2/ )Z S 7 BN 7L, 5260
BEFRLF A T AL BRES, XN E SRR o B AR TR AL 1 AT RE
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7 3-2 BN, [TMEDA][DES]@BN [fJLL £ A . FLAEFRES

Absorbents Seer(m?g)  Vi(cm®lg) State
BN 264 0.62 Dry powder
0.5[TMEDA][DES]@BN 44 0.27 Dry powder
1.0[TMEDA][DES]@BN 32 0.17 Dry powder
1.5[TMEDA][DES]@BN 18 0.09 Dry powder
2. 0[TMEDA][DES]@BN 10 0.03 Dry powder
400 06 —®— BN
1 - —e— 1.5[TMEDA][DES]@BN
o =~ e 05[TMEA][DES]@BN (a) . 05 (b)
£ 300+ 1.0 TMEA][DES]@BN
a0 1 v 1.5[TMEA][DES]@BN LI
"‘g #971  & 20[TMEA][DES]@BN . m‘E‘
% ZOGj -.l . \é-/ 03
:3: 15(:- . ot 2 %‘3 -
Cgr 50 " mun=t aoa"; 0.1
o] “waaesesassﬂaw _ ,
00 02 04 06 08 10 o 2 i 6 5 1

; ; Pore size (nm)
Relative Pressure (P/P)

& 3-5(a) h-BN FI[TMEDA][DES]@BN ) N W Ff} &l
(b) h-BN £1 1.5[TMEDA][DES]@BN [#)FL4545 &

3.3.3 EA WM SO, HRER ST

Kl 3-6 293 K ,1.0 bar A & W7 el 2 26 &, BRI LB H,
R EEWFINT SO, AL 1 min WEUES] T T4, IF HEESE & Ik
R, EAWMFIXT SO, BN M A R WRIE, HenliA2] 7.8 mmol/g. 45
FHARRIR BB T BN B 15 f5)5, SO, HIWR B 728 8 AN BE & TR HIR 1
BN, ZVAR T B FRAAE BN AR BRE CLR R T iRORE,
b B TR BRI, BN SNSRI & ARG SO, #E N E] BN H#E5
BTG, DRI BN ANRTH IS A BCAR I A R R SRR STk
PR E/NT BN 1) 1.5 50, BFRARIEAR S8 BN g fLE SR, i
SO, AT LLHEAZ] BN AR5 BN AEBIVES AR5 R AR, BEBT IR PR R
P BN P A1 1T B85 Y00 PR A [ R B AL
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ve 4 ¢ v

(2]
1

I
|

>
|

B BN
® (.5[TMEDA][DES]@BN w 1.5[TMEDA]DES]@BN
1.O[TMEDA][DES|@BN 4 2.0[TMEDA]DES]@BN

olligge® 4o
geo 4
L]
[
]

]
G

Adsorption capacity(mmol/g)

T T T ! T T T T T T
0 2 4 6 8 10

Time/(min)
/¥ 3-6 BN, [TMEDA][DES]@BN 7F 293 K , 1.0 bar g = h £& ]

T R FUIRE AN s 73508 5 G WP AR B SO RS2 M), FRATT 328 B BE 45 4 1)
1.5[TMEDA][DES]@BN fE A Fi 4, Wl 7 HAE 293 K, 303 K, 313 K A
Ak 71 R SO, MW &, Wil 3-7 fivn. BEEIRENF &, &R SO,
(RIS P 2 S BRAR, TIBESE SO, B /IR R, B EWF X SO, M b & th il 2 1
K, TERIIRES 53 526 W B 7] B W BHAR 0 — A o b Ak, MNP aT DL i 2 A Bt
FXS CO2 Y JUF-Te L, PR T 122 525 MR B 7110 33 P Ak AR 1) 20 B 1 e B A

8

—=— 293K SO,
—e— 303K SO,
—&—313K SO,
—v— 293K CO,

@ ~
1 | L

[4;]
1

Adsorption capacity(mmol/g)

0 S VY VYV VYV VYV VYV VYV VYV VYV VY VY VvV VvV VVY

I ' I . I T I T I ! I
0 20 40 60 80 100
Pressure(kPa)

] 3-7 L5[TMEDA][DESI@BN 7E /A~ [FJ35. 18 Fil I 7 T X 9 SO, Wi b 25 2 P
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3.3.4 EA WM SO, KN IETAZR

N TR FE ARSI SO, BI/EFNLEE, AT 1.5[TMEDA][DES]@BN.
W B SO, J5 1) 1.5[TMEDA][DES]@BN VL A it bff 5 1) 1.5[TMEDA][DES]@BN 1)
ZLAMEEEAT TR, ] 3-8 Fn . MBI LR H, EAWRE I SO, J& H
LT =SB EREWE 1240, 984, 765 cm™, 23 IIHJE T S=O 4 AT B 4 1R
Zh S=0 BN FRARAERSD, UL S-O # g iRzshigt? 12, Jf H #F 3400 cm™
11600 em™ 4b ity B8 LR AE U T 25 , 1T A 52 AW B 7 R BN SR A7 4 N-H AT SO,
MR TIER . B, ASLEH&NE S8 WS SO, MfERZ BN FIZA
(1) B VAR B [ FH o MO BF i 40 526 W B 91 PR 2 411l ] 5 AR A P 1) 526 R 7] )
LAME AR, U E A RIS E YR L, AR T RS

fresh

765

recycle

T T T T T ) T Y T y
3500 3000 2500 2000 1500 1000

Wavenumber(cm™)
3-8 1.5[TMEDA][DES]@BN W Bt 11 f5 LA i i /5 A2 40k el %) B ]
3.3.5 [TMEDA][DES]iRim &t — & (L ik IR i #2 i
N T IRICE IR TR B A R R B CO, s, FRATTINE 1 £ 293
K, 1.0 25 T AFEE TR RIR B 0 2SRRI CO, R P&, fnkl 3-9
Fis. MWEIRTLLE Y, BEE B FRARRBTR N, 2 EWFHFIXT COp MK F
RO . MBI E B 0 HINE| 0.33 B, CO, HIWLFHE M 1.09
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mmol/g S~ %3] 0.09 mmol/g. 4 & TR IR ETE 4k 38 s, CO, [N F
BITIRSIE I, BRI BT E 7 80 0.33 9N 0.67 I, CO, 1R B &M
0.09 mmol/g Z&1% ~B& %] 0.06 mmol/g. kb, FATE FHI& G5 T 2 AWkt
T B CO, BRI P &«
Mo, = Mywy, + Mpywpy

Ho M, BT ARR CO IR, HAA mmolly, w8 & TR R i &
573, Mgy N BN ] CO, W FH &, FAI28 mmollg, wey A BN [)Ji &7 44

FH AT DAA, 3R {E 5 SEPRIINAE AR Z2 1R K, X2 ROA 24 & U 112 53
A0 B, FALHR R K HL R AR A AL LA BR AL I 2 B A s CO, IR BT 2
Bt 7 ArRE b B T ARIR N B BRI, ST bR i AR R AL SRR D
WG, 32 EER I N B IR A B AT R ALz 0t CO, BRI . B S & il A
PR N EE— 0, AW LL R AR LA RS PRS00 & A7
ETBACHR IR AR 10T, WIS 32 BRI A 52 S WP 70 A0 B B - CO, 1R
W, MAMEBES TN CO, BRI EIA BIVAN S, CO, 43 F ik NG W B 711 A 51
T s RAE S 7, B2 B AR B CO, b & R i —
W RRAR . DRI SEESE ez /N T B T SRR .

1.2 .

1.1+ —&— Actual absorption
1.04 —o— Theoretical absorption

o
o o
[

0.7 1

absorption capacity (mmol/g)

Sl
W B WL oo
[ T T

o 0.2+

C

——a— 3

S

O =
1

~

N

T
0.00 0.3 0.4 0.5 0.6 0.7
Mass fraction of [TMEDA][DES]

K 3-9 1.5[TMEDA][DES)iZ 5t & X} CO, W it & 52 m

3.3.6 EAWMITIMNEFZEMZS R

RN T IRE SR FIXT SO/CO/N, 4 B PERE, FRATAE 303 K , 1.0 bar 4%
7R AN R & AR EL ) ) 2 A W R FREA T T E IR . B 3-10(@) AR THI R A
W R AR g 2k, A SO, COy A N, IS =438 0.2%. 15%F11 84.8%,

35



Bl SR S

A AAPRIE N 23.5 mL mint. WEIRTLAE 1, Bl 2 AW 5 I [TMEDA][DES]
EEI A 0.5 BEINE] 2.0 B, SO, HIZER [E] M 180 min/g #4n%] 390 min/g. 4
[TMEDA][DES]#LLBIM 1.5 3] 2.0 i, SO, 2 iFE I (R A AR, X 5a7id
BT A Al 2 K AF B 1) SO, (W B A B 2 ARV & . Bl 3-10(b) A
1.5[TMEDA][DES]@BN [ ¥R 28 1% f 2R ], FLIAR S5 A5 i I 27 3% il 2% 38
A — B AT AN, X SR FIZETE IR DY X G SO, I 2 2 I [ A ORFF AR

{ 2000 ppm SO, 84.8% N, 15% CO, Flow: 23.5 mL min’'
1.0 -SRI RO R

2000 ppmS0, 84.8% N, 15% CO, Flow: 23.5 mL min”

0.8

0.8 (b)
0.6
s _ 0.6
< S,
U 04 —h— (.5 TMEDA][DES]@BN (f 04 Cycling tests
—4— 1.0[TMEDA][DES]@BN ; —h— |
o] —@— | 5[TMEDA][DES|@BN —2
’ ' —8—2.0[TMEDA]|[DES|@BN 0.2 —a—3
——14
0.0 0.0
T T T T
g - S o0 g0 (I] I 1 (l)O I 260 i S(I}(J : 4(I)0 I S(I)O : 600
Time (min/g)
Time/(min/g)

3-10 (a) AN[EE AW FIH ZE B4 (b) 1.5[TMEDA][DES]@BN % % & i 25 1]

N T 3k IR 52 R B R R B IR e, FRATTHE SO2 BUGR T 1EAT W B
BRI TR B 25 F N 293.0 K, 1.0 bar, BiFH41FA 0.2 kPa, 70T %14 FIR¥F
1h. K 3-11 &4 1.5[TMEDA][DES]@BN MG . MERTLAEH, B
F IR O0, AERET ORI 9 IRTEFA ) SO, W B AR AR, PRI,
I 2R 52 5 W PR 7] RO A S8R R A o T 28— I B i K B 5 1 T BRI SO,
55 8 AR B R AT mUHE DA 25 38 B

8

7

- w »
1 1 1

Adsorption capacity(mmol/g)
w
1

Times

& 3-11 1.5[TMEDA][DES]@BN FrI & FAm Fi i 1% ]
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3.3.7 ANEIRHFRIN SO, Bt B R ik iF M XTLE

R 3-2 /N[ B 7R R PR B R e A 5 SCRRMELAS XS B

SO, uptake Selectivity for
Materials T(T) [mmol g] SO,/CO; Ref
O.l1bar 1.0bar S(1/1) S(10/90)%

This

1.5[TEMA][DES]J@BN 20 3.0 7.6 109 431
work
This

2.0[TEMA]IDES]@BN 20 3.1 7.8 129 513
work
SIFSIX-1-Cu 25 8.7 11.0 2.4 70 [96]
SIFSIX-2-Cu-i 25 6.0 6.9 1.4 87 [96]
ELM-12 25 1.9 2.7 - 30 [124]
MFM-300(In) 25 7.1 8.3 2.1 50 [94]
MFM-601 25 - 12.3 32 - [125]
NOTT-300 0 7.8 8.1 1.2 24 [118]
P(D[VIMCg]Br) 25 - 7.8 614 - [97]

2S(10/90) FAEFEMERZARYE IAST BRI H 1Y

FATAT AR 2-4 F B, A SIEBe ] 26 (10 2 45 IR N SR AE 6 TR T RO R B K
A BIAORVE 2, AEAR IR PR B, X E U KER 7 U RERAE K LR T
ANFLEGH, A3 RIEAEARE T SO, MR Z R BIFLEAF T SRR AEAERT . T
NS ) 25 1O 2 AW N TC AL R 5 SO, BN I 32 B T U B A 1 A P 4T
W FRAAIEREVER], FEAR 0 5T SO, 5 Z se AR FALHR A1 ER i & 1A% T FEL 7T
HURE T I AR T 2 ALARL . MR R, B SO, A /7 e 7 Ak ALl
R HA) 18 YRR 1A A% 5 BEL 7 30 N 2 A B P9 78 5 P T ) 8 B4 R AR AR T S Rt
RIUNAEH LB 5 5N 5 2 AUPPRHR N AR 2 o 12 ARSI A RN 2 A
B 7RI TE AL s AL IR B HLEE, RS IR B FRIxE COp HOMB BT AR A, AR I
LRI SO F1 CO, Hy 3 i FEME . MR A m al A, HASF 7 s Ak FEPE AR
TREBIT I Z SLAT R
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3.4 REIG

AR TAR I8 3 1 B RS 5 1N T VRARIR T AE AL b, e s ) v
e, BRI TATHEARMALN LB FTRANRKARELN
1.5[TEMA][DES]@BN. il — R FRAMET B S PR IR 57E BN L,
I H BN BISE M ARBEIR . AEIR I BRI SEIR R, SO, [ B 25 Bl 25 11K
PRI B G AN T =, FF AR B AR I Sk 1A B i KA S SO, R Pl 75
BWIAR A . EAREIL P SEI0d, ASTIG G R 5 A W B 7 B R R4, I
HAEXS SO, Fll COp 1L #E I (AN 1] 43 e T IRE 73 7 129 #1513, BRIkt R E &)
Bt FRILE 7 BS SO, Al CO, B BA R KR H AT 5. it 21 40l 13 B 55 4 W B 77
W B SO, A& BTN 5 B T A B R FH ) 45 3L« % 33 S AR AN A S B0 IE B T 288
AW IR R MR REAR R, 3 — 2D Ui T R SR FRIAE TR S
H IR SO, BA 1 7 1 B FH i 5%
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HR5RE

N ?Ei‘e

SO HI Mt B & Tl R AL BR R B R e @, FFRARECA . SRt n] RS2 Ak
T AR I 5 B LA AR K B P 1T 5% o AR SCMABR R B8 -3 AR AL SO, Jim bl i 1
KELS SO, F1 COp b FEME ST B [ 1) R, R B BRI TR0, IR T ALEE.

B 56, A TTAR I fa B R R AT & T iR A& T =R P T AR
MR EAMR B T 2E [Na222l[HSO4], [Nasas][HSOs], Neses][HSO4], X =Fh e 1~ EhAEH
I T A B AR 177 A [Naaaa] [HSOs]FH [Nesss] [HSO4] B 1 ERAE M IR SO, it
FEFFHIL 7“7 ARG, (151X 2 Phai s i) & 7 2R X SO, AT H 2L
. WL AN REEEE DL DFT BEAUTHEER T 1 2R B 7 £ 5% SO, 1Y
ML, I HAFHIEA RS, . A, X =M 7 o0 — S Al W i &
&, Hb, X=FE 175705 SO, Fl CO, B H HH A & R I

SRJE, A TAE @ fa] B IR BT VR S IR IR B BAGH b, i s ey
TR, 53] 7 — R EE SR x[TEMDA][DES]@BN. #5iH,
A TAEA BB BB AR 1) R 1 3 & 209 1.5[TEMDA][DES]@BN. 8
i — RANFAE T BOlE W] & PR iR E BN |, I H BN 5 R AR
TEMR P — S A BRI SR Be SO, (W B 75 5 Bl o Y 4 A9 Yot = A 18 I o 4 v
It HAE B AR 1 R B ik B i KB JG SO, I B 25 B 1A 21 e E o 7AW B
SEgR R, ARSLES G RN A R R B RO R, IF HAEXS SO, Ml CO, 1 FEME
IANTE 73 T BB 730l 9 129, 513, PRI G W 7745 43 B8 SO, Fil CO2 1Y
HA R R A 5% o I8 21 403k B 22 W 5 S IR IR B SO 22 FAL N5 B 11K
PR [FIAE FH R 25 5 o 5733 SO0 AN A SEEIE B T b2 55 A W Bt 55 A A e PR AT B4
PEREDL R, 3 — Ui ] 1 SR B S IR FRIE Tl RSP B B SO, FLAT VB AE N
FH I

—. RE

£ AR 0 B B (0 Uk BB PR AR AR — 2 DTk, (HA2 S5 & H AT A IR
UL R AR AE AT FU R TR B R, AN S8 VR 2 1) = ZR A IE - AF
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HEEAFELLUT LA A

(1) SEEZE R L WI[Naaas [HSO4], Neses] [HSOLIX P Ff 1 1~ ERAEAH 4R — S biid
FEFR [ -0 A AR ML e A5 38 B Je ik B R AT I DAL, AT AT A
FAE S8R BR R 48 7 77 FH T JH A SRS I — AL B Fk

(2) SKELE R L WI[Naaas [HSO4], Nesee] [HSOL]IX W A 1 1 ERAEAR I T % — %
BRI AR AN S, BE A A SL G 1 & B RIS & A AL 1) & 7 S ok 3 I
P N = R A R R SS

(3) B ARATL M| 2% 1Y [] A 52 65 MR BAF 79 FEAEC s T o6 — A Tt Py WO o i 5 vy DA
KMAIREH) SO, Al CO, B4 Bk, (H2%W K NI EA RS, 5L
X EAC 3t — B kS = R R I &
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