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2. Hydrogen Isotope Separation by Gas Adsorption Processes
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2.1 LIS

YF I A4 MEIEEMLIVEDOT IV I 4 BRIES O
BThb, BAIND I LI X o Thl s 7 HEE P BRI
BZMILE BT BB IND . BEL D /NS OVG TR
R E L CHIALINICIGAE S b 235, K& W Idsid
MICEATERVOTEESNEW. 2F ), FTHfEH
2R L. KOT OB M E E22WELE TS
YA I A4 MIBAGBEWRE T EFE-TBY, B - Bk#Hl
ELTEHLAPSITENIIHON TS, ELVTFFH A b
FHER) B EDORREFITA MIMAT, 2=F v H—
INA PR L2 FRERO AR, X, YRR S0
WEFFTA FPBIHENTWAS[L2]. BREFTA MAS
CELFXRaTv—77 Llifrshbs D, ko Molecular
sieves 3A, 4A, 5A, X" R LD MAIWCHREL Tw
b, BEEL T A MFFRITEISER L, BUkMELR &0 %8
DOFEREME % Ff o 72 BB S iRt S hTn s,

DT B &S\ B L 225 (3] o T, %Y+ 5
4 M EFACREMBEEICIE, KEKEZBRVESI DL
HAEZMHTLHDENH L. Aike LT, PIFTA
BB D N ) F 7 2 ZERA T AT A (BNRR Y F
7 LRSS, Fu—KRy 7 ZGHRELEE L ) R
R THY, FEKTONRME MY F 7 2% MERRAL - W5
BRI 2 RO TdH B [4,5]. W Bk X nl 5
BAETH B DT, BlEE MBS 2 113G H O BiAE FrE 0
VETH D, i, KERE®PZEREL Vw27 a2
ZERH L TR EOds b2 M 572 MY F 7 ABRE T X
TADVHBEENTVLED, N7y T LTEREL S
A MRERIFCEE DML E LTSN T w5 [5,6].

BEELTE, 7ITAYETAEALY AT 45 CGRIRBE
DT A A DB (1 BH (S ToXy v En

WA, 2BRE DEGHE RAEHREE) ToWE M
L~ 4 (*He, He) b)) BZBZONB05 85T
7 A IKRFE MBI % V7l R E T O e 2SRRI T H D
HORASATwS., 72, FOL7IAvEHERRS 7
AF V=T a YR TG RN 7 A1) W
EFEEETH, WMEAL V FRBERECL > TRERE
PR A EBL, BRGFEREDO LW SMREET 7 A<k
ARV TELTHRAHINTE B, BENY Y225
DT RBENAD 2 TG4 F V=T a v Ry TOBECE
WCFEMAAR) R AR AEBRE CHEEF ICHN S, BE LA
o TEESPELEMIIHERRK L TL 5. ZO%EE
FIARSEECRIAT 22 &b TE 5758, HLEIKER
PLARTHEY 2T 22, ABFERELEL, ER0 %A
AT AERIE X 2 PR REOMERE - 1 128D 2 DS T4
WCHRRTHA.

WARSERIME (774K) TEREA 74 MIKFEFAR
HAEFNYINAET L. Z OWEROWNLE BEIX
DT BEMLELR 7Tt 2 F A » O llrAMB %R > T ITFH
TE& 5. ZWRAEAEZEEE LIRS & ) ERGH5ER
BICAE S b, BlZIE, HeDy R CTIREELAMICHN LT
2001 O TRV AATEREI B LN TS, 202
i, BEA T A MIER LA 2 BRI 774K 128
WOREFRNAERAT A 2 WAET 5 & MRS, THENICHE AR
AR R EEZR LSS 2L 2R LTS, LELED
5, WAEEREESRIETH Y, WHZ RS 5 ITIEWAEH]
DBRAEBEELT O LERD 5.

WAEHOFATE LTE, SWiGHERIELND “H
W - HEHEA” PDELALOFRENLETFRTHS (i
JEZ A ¥ 7 (Temperature Swing Adsorption (TSA)
process ¥ 7213 Thermal Swing Adsorption process)). L2
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Lads, RFEEZ OREFERECHERZEL, 2054
TR & G TR O T RS [ ASAR 3 0 ML R 1) - D BR A
FHELTWA. L22d5 T, TSA BidMd - SEOWASE S
HECIIEETH DB L TV BA, TEMLEIZHW 254E
TSR B EoMo gk LB R D .

—75, B mR B LT “RE A AR
HHVIE RERAE - FEFLE" X o TRERAETRD
BrMEMHEZR D, MHEMROKE DN EE Bt ks
AL v WD (Pressure Swing Adsorption (PSA)
process) " T 5. Fiit DOF AMERIZOWT, KEF A
ST a R AV E N, £ PSA ¥ AT AN
BoTWh., HiZ, ARELF T4 F &RV 22% 508 PSA
BEMTHY, BLCH/NABOREREERE L L TR
WELTWB7-10]. L2LARMES, REFKER B
Yt 54 M EOBEERTRIANRFEEEIHESh W
DTARMETH 5.

DT Bah & E 9 4 27 0V Tld, [ - 3 X h 7z R%
BEHEA A NIRRT B FALARAHICE - HINr 2 kkE$ 5
T DKEFNAGTEY AT LILFEETH L. Tz,
N)F AR TS Yy bSO T EINT A D HiE LD
72ODOENAEGHEY AT LB LETHE. s DT B
YA 7 NV OKREFMARTEES AT 212038, BSBARISER
EOBWIRSERAESRATI EEZ 5N TWwA[3,5].

—F, BB OHIE, KEFMAK (Hy, D, HD) EWEA
T A MRS ZE) & EERBISE LT RET 2 17> T & 7.
Z DRGSR, AWAE R D 774 KRG PSA BVEIEH 2 DK
MDA EZIRLEE 2 Ebholz. XoT, AKE
74 b (BA HBHIE13X) FEEE % 7z PSA KFEH
ARG SRR E % BE L, DeHa IRA W AlE 250 Hy
B3R 0 Dy i O EERGE R 1T 72, 8D
PSA EBFNIIFROER LB £ 2, FEHA~OBEEHRIER
R RET L7z, Wb 5B — WU RS — FE R o [l 545 F
EHHEOBTFMERIC X o THEBL L 228k
PSA KREFEASEE T O A ZIBE L. ARV AT AL
DWW, BRAFHENIZENT (NIFS) THE&ikitsEo sh
TWBAY A NVIIEREEERS (FFHR) OB A4 7 v
23R D 5B KIRBEA A WAL ARG Bl AL PR % e\ Z R o —
WT v 7Ll s, TN A F 5 i
HEIZ R FHEINS.

] 35 70 B & TREAM 20 v i 2 FUFI 5 4% PSA K%
FRARGHES AT 21, WRSER VAT LKL T, &
fifg - ElE - MEFRE A ARBICERT &, I, FAMBE T
L ALDTDT MO T AL VRV M) —F KR T X
b. TOZ L, BEHETIRIEGRER ) A 7 2 HHT 5
LMY F T AL ER IR TE S 2 L 2R
T5. ZOXHIZ, DT EBEFREY A 2 Vo FRMAES
HEREIC AN EDFETH Y, S ZISHNT 5.

2.2 AT

FHEL T A b7 &% 7 A 12 & B KL
W7 a2 % E 2 B, ¥, AAAKER T OWAE
FEREE (&SR 2 HALEDNDH Y, T LTH%RL

16

&b 2 oD oW A E) & BB X ORI I HER
TLLENRD L. WAEET 0 EREE17 ) BE 13
ERFTHENOMERE & 208, 230, WEBIIMG
¥ EORMERT & ZOMAFE Z 0B L TB LEPH 5.
2.2.1 KETRRE

RO WP A BLG L AT B DAL= B 5 % ik
FTHIETHMTES., LdioT, KERMAK6 B
DWAET O ST IR E (K5 OFHAERLL) oW
BUZNE U T HRO<KHDO<HTO<D;0<DTO<T,0 ® 4%
ZHD, ZoIFE (WG SHRBUIHY) 3BERT
VY VIR IVE—EITRR T B REATN D o TR
OFBIVETEBIZRS., LALRDS, KERMAK
i &kal  H.0+D,02 2 HDO, D,0+T.02 2 DTO,
Hy0+T202 2 HTO O # Ut EBHETH D 1313 FHIRRE
TS HDT, KFFMMAES H, D, T) O5ERKIE
MM B, BIC, WEFHICBI 2 E A B8 2R 5
BT B 5 0 WA F IR & A1 B L EAYH B 7%, HDO,
DTO, HTO @#HIIATHETH 5. MA T, RIROBEHEIC
1370 £%0.037%, B0H%0204% E&rENTHBY, Bl 21X DIO
R HTSO L HREMFEOEHE L2 HPO AL T 5.
Lo T, KRGWAERITBU % KK F ARG BEZR B O 75 72
R I3 MO THEETH 5.

P F Y LEEHAY AT A TO T HRKRER (g
HTO &4) BRERITIE, H0 239 5 HTO DWei 5
BRI LI BETH B DT, HYKG D5 D HO HEEB B
TG YK D PR IR 10 L D 2 B R R I IR T H 5.
L72h5 T, FUF 7 ABREIIE SNV 7 K5 & WD
55 (RS EEE L) MEENERT—HRNTH 5.
2.2.2 HARGE
- BREERR

T7TAKICBIF 2 EKE LT 4 I (Synthetic Zeolite) 4A,
5A, 13X IKFEFAMARS T 2 H £ YRS L T Lang-
muir BSOS 2R, FMARIR L LT, W
PO ZIZRDOMER  Hoe<HD<HT<D,<DT<T2 123 %
[11]. WeESHRAII SN T Ot 2 24 5 ETRd
FELPIEERTH Y, TOtADEFERIED THTIIR
AHERA TEHE I N BEE SRS 515 [12-15].

WG IC OV T OGN RIEE S AS R STy
5. FEWAE 2D { Langmuir 3% Polanyi DWW R 7
V¥ % VimZHL 5 72 Dubinin-Astakhov 2 R8ERZ, RRERIY
B D Freudlich3X 7 &, WAEICIE, #ETEII#IIED L
Ruthven X7 &, £ ORERDPRESN TS, LaL,
WA RN Y TR ICA Y —TH ), WEET IV EE
R B IR — 2 AV F— AR Z R L7253
BAERDHLNE., LALEYS, L OMHERTF» 5% %
BT T VR D, B, Clausius-Clapeyron
HHRD 5N D WAE O A RGN & DL F1
BEERED R T IR, W 2B RIS EE RnE v
ZlithoTLEY, HERETIVOERE K [16].

- ZRMREZRE)
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ORGSR T T NEE S v, &b LK
#3 & LT Langmuir & 7V % $LiE L 72 Markham-Benton
KXABFOoND. oM, W< OrORBWEFET VK
PRESN TS, BN ARMER TG E LT, BEHEH
BB EREL, BIFIZESNTT 7 — VAl (Raoult's
law) %@ L 72 Myers-Prausnitz OB GH GG (Ideal
Adsorbed Solution Theory) 2MCEMTH 5 [14-17].
2.2.3 KFEGAREFE

*Hy, XV D, DIREFRLR

K FE ALK A 2 F 0 @ KOS HetDe22HD,
Do+ To22DT, Ho+To22HT O FITHFAET 5. BUSIZIESE
TH DA, HER/XT VT A% EOMBEOFIE T TldB®E
THhb. #-T, Hy, Doy, To DWHEFRAIIIITE 575,
HD, HT, DT O30 CTHREETDH ) Wb Stz %
WAMEETH S, WAREZLEOGHEEETOL, BLY
D, DEFEE A T4 bANOWAEFEET — 7 1T < 2
LIE SN TV D, RS REET O T P 7 —
F (1811, A N ) F 7 AR T LIS TE 2w
BHELEMEHRTH L. LrLeds, T, OWERTIEIMHA
WROPEEZRLENZVOT, B R0 774K
TOD Hy B & O D, OWAE SR & LIRS A 1T IT 2
%h.

FHE 512019, 20], B 1IR3 w2 W -l e 3 i
ZHWT, WAEFERBLOCBET VT VIREICBIT 56K
¥4+ 74 b 4A, 5A, 13X (SZ-4A, SZ-5A, SZ-13X) ~OD
Hy 3 & 0 Dy DWW Pl % 5UJE 1072~10° Pa A #EPH Tl
L7z BlE LT, R212SZB5A O WL 4% i % R
. Moy MIFEAMETH 5%, PR IIEEER) R
(Thermal Transpiration Effect) [21] % L TIKRIE ST
Wb, ERUEIEHESTREL: WERT v v VEZELL
SWFHEET V" X BWER

i‘=exp{%{l—/f: G(,u)d/x}—%(;(#a)} (1)

WX BEBMMTH S, 22T, Q & QoI W= & iy
MEE2RT. KEEFILVTE, BT P BT A5 MHE

¥} 0 8 © O

M
Mk/
"/‘

Gas Vessel

[
L]

Electric
Discharge
Tube

Thermal
Shield

TP: Turbo Mol. Vacuum Pump
RP: Rotary Vacuum Pump
TC: Thermocouple

DGs: Diaphragm Press. Ganges
IG: Tonization Press. Gange
MS: Mass Spectrum Analyzer

1 ERARBETEHAERE.
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HIAVE—%pu=RTIhP LEXRL, HIETLWERT
YR NOGA R G(p) THEMTONE EIRELT
Wb, ZLTC, 1=pa THETFHEICH HWAELZZRAN O
HEHNE, 1< pa OZERTIRTIZHIH S 472 B i H R IR TE,
©> g DZEMIRTIEME T TIIEES R WRMIRED
RBHZEELTW5. KN CTIEIBERT ¥ v Vil
EBL A

_ 1 (p-m)?
G(#)476¢§;rexp{ 557 } (2)
ERELR. L7edo T, RPERIIWERT V¥ v vy

MOVl g & EHERE O 2 OO F IV F— KT &k
B Qs O3 DOFMENT CHASRMERAL TV,

X (1), KD Hy 3B XU D, 0L HiPH O Bl 546 %
B EH - THREIGEB LTV, FESOERBITHNT
LEMMEERIICRT. 251X Marquardt #E112 & 5
Curvefitting f#TIC L o CRE L 72, 7272L, OH, & Dy
255 Qs 13IET, QA RT ¥ ¥ ¥ VaMmIEHL T
H5

Hyp— o _ Fp2— I

(3)
Oz Op2
60 T 1 T T
| onto SZ-5A
5.0F -
— : Caluculated Isotherms
40
Experimental
® :Dyat77.4K

g
=)
—

O :Hyat77.4K
® :Dyat87.3K
@ :Hat 873K

N
=

Amount adsorbed, Q [mol/kg]|
5

L
10° 10! 102 103 104 10°

10
2 10°
-
=
= 1

107
o]
3 ,
é 1072 Experimental
é ® :Dyat77.4K
8 O :H,at774K
£ I0F ® Dyat873K | 3
2 O :H,at873K
<

— : Calculated Isotherms |

al sl sl PRI sl P
10° 10" 102 10° 10" 10°
Eq. Pressure, P [Pa]

10° st
102 107!

X2 77.4KBEV87.3KIZHTBSZ-5ANDH, & Dy DIRELZL
BAR.
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£1 77.4KIIH T 5 SZ-5A NDKERLFREIFERF.
E° “ o Ko Qg
[k]/mol] | [k]J/mol] | [k]/mol] | [k]/mol] | [mol/kg]

Ho 25.96 4.291 3.071
HD 2253 3.926 3.215
HT 21.26 3.790 3.268

12.09 6.495
D2 18.44 3.490 3.387
DT 16.85 3.321 3453
To 15.10 3.135 3.527

BTG L L7z, 22T, WEESMHOMEL Py & LT
HMERT V¥ X )y =RT In Py 2K L7z, WxHFRT
DOAABIE & B B FR TOMB%OWME L35 & 912
AR A W E R Lol i 2 e L7,

*HD, HT, DT & U T, DIREZER

WHMBE A BT ARG TOFRIANF—EC
BAFT % 2 e B [11], KREFRAKD BH & 75 OWAE
RT v ¥ v WEAFEM ORI T AT AN ¥ = AE
B35

(4)

EARGE L7z, MHBIREL ko (X R 0L BRFTH D, Hy
& Dy DEBFHMEOBRA SRETE S, Lzd> T, B
H Dy %\, &3 (3) 2 5 Zup, Zars
Zor B DOREY, X (4) Towp, our, opr, o BRE 5.
T7TAK TOfRREFR1ITRT. RSN 5 HD, HT, DT,
Ty OWeE FMAR D Z U1 Ho-HD-Dy SRWE 1 L8k T
55 R EEAREL

—_ = _ = ~0
B~ =KadE;;

Srupmz = (%2 )/ (yun/yuz) (5a)
ERALES
Sepzmp = (xpa/xun )/ (ype/vup ) (5b)

D2E) & TASBLGRIZED < £ Wi W AT/ 0L & D HE &1k
WKEoTEMTIONG, 2T, x; & oy 12 BT OWEH
MUK & SRR 2 229

2.2.4 SHBAREICEH T BKFRALEDE

Xl 1 OWELAESEE % W THyDo B X O Ho-HD-DL B A H A
WA P EB AT o 72, 3RO FERTIE, BFMICHAF
N7 HoDo IRE H A % 2 OE S ¢ Ho+ Do 2HD O K it
EANEZ 28T HoHD-Dy Rl 2 1ER L 72, BAHE
DFNHHLIE & WA -5 3 1 15 O ZARRLE % B = AT a1l
EL, W52 ORI E G A & WA MR % e L7z,
Bl LT, 774K TOSZ5ANDKERMAK 2, 3 RRE
H AW PRI B 5 0 MEREE R 3RS, SRR I
FETHHDEE 1~10°Pa DL VISR TBE L 2%
7ay bLTwWh, —J, IAS#ICHI Y, H,, D,, HD
OWAESREBREHOTEE L ML= —RARO 5 LR
BoHEMEZERE - FHEMTRLTNS. 22T,
Skpemzs Seupmes Sepzmp PIEFAEHMAFZERED 7 11 »
P2 R GEBLTW A, $5IS, Spupme & Skpomp 12V T
OFEERE L BT EO BV BIE, HD WA SR oS o
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5.0 ey MALLL | MLALLL LALL B

[ Experimental
I @ : (D,/Hy)/(Dy/Hy),  inHy-D, |
— 3 @ : (Dy/Hy),/(Dy/Hy),  inHy-HD-D, | 1
L 40 @ : (Dy/HD)/(Dy/HD), in H,-HD-D, |
i 0 : (HD/H,)/(HD/H,), in H,-HD-D, | ]

heg
=

Separation Factor, Sy s
0o
(=]

1.0 [ _| Estimated  |_______ .
L | --- :diluted inH, on SZ-5A
- | —: diluted inD, at 77.4 K
1ot 10 10" 100 100° 10t 10

Eq. Pressure, P, [Pa]

3 774KIZHF B SZ-5A ND Hy-Dy R 2 B & & U Ho-HD-
D2 % 3 D WRE I B\ B BRLED BEREL

WAL TEY, HEARE R OEBEE2EEL T
W5,

s SERDRETES & BT

IASHEGETI, WEME BB E A% L, Gibbs-
Duhem ICHEBPOXRK 2 b o TEANFENIREEZHET
5

_RT ("
H_I@A QdInP (6)

ZCT, WAEBTENT 2 EH#KT 5. €74 M EORILE
WA R TH L VAT RILATE, RINAERTHIUITWRAE
fEfEETH Y O1x 2 KXCE (LAY EN © Spreading
Pressure) &% 5. ZL T, FTOREWEHICBITS

BT OMEBRE LT
I, =I,=-=1I, (7)

WL LTBY, ZOLMTTOREGTDOFHEEE P L
5L

(8)

D7 —VUINHEHTE S, POFTFIHEETH Y, BT
4t QA KM OWAF RN & 5 Q; (P) &L ROMR
ZHs:

Py, = Pl*xp Py, = P;xz,thyn =P, xa

i: X1 X2 Xn
Q& QP (P T (P (0
LarLzeds, R(7), (8), (9)DMHEEMET 2M%

5% 7212 Newton-Raphson #: 7 &2 & 2 YUK % 25
L35,

INFETHE A, TT4KIZ BT % SZ4A, SZ5A,
SZ-13X, MZ T 873K 2B} 5 SZ4A, SZH5A 2L 5 H,,
HD, HT, Ds, DT, T, DWAESRMASILIBTETBY 6 K
WA P 5B % Pl C & 5 [19,20]. Foftie LT, ik
SDEF T A MADOKKFENAR 6 B DTG FiRARO
Wt 2213 ETDH 2205, %S ARSI RO %
EIHFEAZ L.
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2.3 EARA 2 TREEKFRAE7EE

PSA HEKERMARGEE S AT ZHFEIZEO B8 0 H 1Y
1%, NIFS C¢® LHD-HH £~ O RIKKE D H OEHLEE Hy

GEEAE - B TH o 72h (HD % 0.03% ST REBKHR
H A O W BEAEIC X 2 HHy o0 B A L o 38 k- w5l
1), b7 5 X <P DT A S DALMY H 5B >
AT ANDIBHMEICERL, B4 1R PSA 70 AN
ARG #4T o 7. EBRTIZ 1 %Do+H iIREH A % VT
f1o7-.
2.3.1 PSA KFRRfLAHEET Ot IR EFIE

X4 »PSA Fat 213, O Hy 2WEELREENTNS
EEREE~NORERARET AW THEE S, @774K
TOEKEF T A b D Do/Ho Wiy - BEARE DS 2 FERE &
T2 L WAEMIIZ AT L TR 2 15 Dy 2N S b o
T, WEBENRT v TIRKBES A 2 GE L72GE) T
e S Dy BT 5 F TISH H WA B EOR 2 DR
ﬂ%% HHRTE S, FOM, WEFE H A T, WA

SROMMLAE L 0 RN 2. @A+ HZE

H;é%ﬁé@“% (15%REENRELAE) . Ot H, THEN%E FE
T2 (R D, #BALTHNT Sy Y any 7). OF
AN MRS 5 (294 7V H D S FEAERN
85 R BE DAY CMBAE A EDSHFE SN D).
2.3.2 % PSA ERKFRIGLIAS B S BB R BR AR

FELIE, BRES T4 b SZA4A, SZ5A B XU SZ-13X
22T, HIE PSA EBSEE (NIFSB LUK &H
WCRE RN AR B EERI7E %2 4T - C & 2. ZORE
& LT, DT & IREY 1 2 Vv~ OIS % E 5 L 72k
FRIARS B 5558 PSA ¥ A T A O ERIE I 5
LZHEMGTHET— 7 b I ENEREZERBLTCE
[21-34].
2.3.3 %EX PSA EZKRRAMEIBER

INF TORBREAONZMAZE I [ PSAKHE
FLAREE RS | &t - BUEL, P54 EEICSERL
S/, BEEWIRRTICERE SN TS, BISICAS v T
BHAZRT.

2.4 BBbHYIC
NIFS RBFZE & L CRAEICH » TG PSA SKZE RN
PSAKER{IHIETOER
PSAKREL IS NS O£ A (B)
=LA
n:kﬂfﬁ/lmua &

enriched
mixture

{ Prim. (AR) | 8 (BAK) _-

4 PSAKRRNMADETOEIDY 1 7 IVRIEFIE.
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T o ARBEMEET-> C&72. ThE TOHMRD
5, DT BEELVEEBREI 4 7 VK ERMARGEE S AT A~
?PSA 7t ADISHMEN R 2 TE 72, NIFS ICH#%E
EN/=LEE PSA KK RN BEFE BRI E % 1> 72585k
FEIRFEER L &, BRI ORKE OB ICHIF L 2w,

2 EX#
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