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1. [IC®IC

HANA RLU—=1b I, A7 VvBEDHF R AR
DTS FiIcagEsn T T LEEERTH
D, K- SETCTEERYETHS. x5 13
EDORAKFZZFH D ET B RKIRHT ZNA KL —
M IS - WIS RRARLICEEL, ko x
FUVF-FRE L THEHER TV S0, HIBKER
WY AT ARBIBRKFZDOERT Y =N —
ELTHE S -22H 0, ZOREOFEIFH
fanTwa, RARBEICBIT ST AN FLr—
A O—2E LTEZ B L, FKEIIBT S
FoKEFERRIC, f@is (21 FLr—ogs
REERIE - 7D EFEOREBIcE M, TV
Ltwof,@F-ﬂF%%%¢@%%ﬁ1A4
L= g, HEREVIEIBUK PRIBRKIEE N 2, b
LZW0WE7 ) =2 EDOKHEEET DL ERERRIC

D JQLRTERFRFA T 2 VF -0 v & —
T090-8507 bR/ EHT 165

2) FEEBMRATIIGIA & v 4 FL— MiFEE v 7 —
T062-8517 FLIRTTEEX HFEH 2417 TH 2-1

BT, ERGYERE OK - A2) BfTiabh
TLWARTTHE., ToLx, HEICELES
MR - REEEL GBEY 00 D BRET B,
ZUE, HARANA KR U — b AR A RO
SN TREBAZRE FR S, B3 fREtE 4
WX B fed I HHARBEE TS5 En b,
MZEICEREBEAD T 4 — KNy 25 T
D, FTEbb, HANA KL — b OfifikEE
BRAEBEICB W TN HE DR - fREEHEE %
RIET 2 EHEBEVMEEDO—DTH 5.,

HANA KL — b OfFEEEIE, HEH GRE -
£71) 5 — 4% » 5 Clausius-Clapeyron 52 %
HWTEERfETd 5. Deaton and Frost (1946)
B, A5 v, 2y, FaxvIEEOMA R
THEMSEE - EF— 5 2ky, ~"M FLr—
NEBEEVEET R L 7. [ARRO PR A FEICE S
TWRMEHF 5N TW3S (Anderson, 2003; Yoon
etal., 2003). %7z, 1980 #fXic(F Tian-Calvet =
B EHWA S 2 N L — b REEE O B
ENERA S5 (Handaetal, 1984; Handa, 1986a),
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Ay, T YV, TNy, AV TIVIEEDR
PRI 2 EEMAMCBT B H 2N F L — b DS
HESSK Y 57z (Handa, 1986b). EE FTO
WIE DS AIRETS TR AR D BT 8 2 D1 bIFFEE
Lk ->TTREN, A5 A FL— b OfFEEE
WKL TRV 20 0HIEMPRESN TV S
(Rueff et al., 1988; Kang et al., 2001; Nakagawa
et al., 2008).

—F, VN TONL VT, IS
9% Malenky JBKILOMIEZBHERY I RAR A
ZNA FLr—FRREEINTWS, 72Kk
99% it 172 ¥ v ThH (Klerkxetal, 2003), X
BRI E Bkl RS ERET » SE 1 T Th
% EHMHBAL 72 (Takeyaetal, 2005). % Di%,
rRLizIT L 4 5 Kukuy K2 JgKILT & RKRA
ZnA KL= b23E-S0 0 (Khlystov, 2006), fi#
BEHN ZIC184% b Ty v GER TV T &p
5, Wil Do FENRE S 17z (Kalmychkov
et al., 2006). Kida et al. (2006) 13, “C NMR ik
MW Kukuy K2 KON FL—FD—
S REE TR TH % C & &AEET 5 &[EEHT, [
—a 7z T & VAR 3% o T R IE
LTWAZEEZPHLMITL .

PEokoic, 5 v - 25 VRAERTHE, THh
FNOMA ZNA FL— bIE IR TH 50,
H D5 —EDRAHTHEETRSHET 2 2 &5
511 CW5 (Subramanian et al., 2000a, 2000b).
NA B Vi Kukuy K-2 JBKILOREH 24 K
L= T, ftho RALKZRE S O EEE 135 100
ppm LI FTH % 05 (Kidaetal, 2006), F1F
Ay vy VIEEREALLTRO, ITE, A
HVHOREBEITB VTS T ¥ VIS 1% 1
CICETDEIRETZNA FLr—rBREShTOL
% Z &5 (Hachikubo et al, 2008), #&ihiE
ZEASE LB EDEHREL Y v EEORAAT R
INA R L= b AN A A OV O BIEHERE Y T
FICTRAE L T B afREMED S L,

KR ZNA R — b x4y v aElnsd 3
bONBIEEAETH LM, PLED XS ichlifeis £
FUNnA FL—bERBEARBVEEND L. KK
HANA B L — b OfFEEEE BmZ T Tk fofl &
L T3, Handa (1988) Ik 3 77 5= Fiohl
T A ) AEEREB L O A FyaEltifo s ) —

FHK 71555 (2009

VEF v = A Vv TENT RIS N IcE O R
HENSRAITH 5. BiE O H A 99.93% 705 2
g UTHY, N KL —poH R EKICHEES
2RO MREEE 1750 [kJmol™'] T&H - 2 DI
L, 780 %fy16% SUREETMOBEIT OV
TREEBNSIEHEREOREICEE->TWVA
\\. %7z, Hachikuboetal (2006) i34 +—> 7
WYY BB LU BV H R
TENE RIS s il O B 2ilA, & v
TIVOFENEL B> ENRKEVWHOD, FiE
13202 [kJmol '], #%# (% 2476 [kJmol '] &
RKDoNTWE, FRCERENIKNKE D OfE%E
LAEHO—oE LT, =¥ UL OE WG
ORIANA FL— b ORBERNKENE WS T e
EZoNBM, BB TN LRSI,
NAHVHTHOENE A Y v « T VIREERD
IRE 77 2 A, Handa (1986b) A3sR 7ol
WAL A FL— b O (18131027 [kJ
mol ']) BXU T ¥ v, A F L — b DR
(27.00£0.33 [kdmol ']) OffifE%E L 2 LEZ S
N5, L LBYRS, BRETARICEBIT 5 H 2 A
N L — MEEEOREMZIZEAELL, A5 v
By v s Fusy - COy DRNEMEENIT
BB~ SN zI@E W (Rydzy et al, 2007).
ZITARIIETIE, *#5 v -9 v ORERICE
AR, BEH AN FL— O 5 v
FARRIEVE 2 SR D T dE R ARG 5.

0B, HANA KL — KB LD TR
BHEGIICRETE BV, Lk -T, Kigics
IF B RO BT [kJmol '] (3 [fiREE4n 2 OB
fif. mol 2472 ) OfFHEE | &9 5.

2. ERAE
2.1 X9 -THVRBEHZRNA FL— MM
DHERK

HZAA KL — balEhg, fEEM T 274.240.1K
Wi R & N 7o B E AT ST AR (B
150mL) ZHWVTAERS . EPEE ORI
IO i S N PIRIE 2 7 v L 2 Bofiik T
b, THERHNOIK - #2 & SITHIPRDITIFET
b5, MERSICIEASIKRE & £
(3 —x v 28l AP-14S F 7213 AP-10S) 73H(D
i sn, WEEE - Eh4&sLz, #HLC
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H A EME 2 5 v (ETH Ly T3, M
99.99%) BTy v (GTFHbETIESR, M
99.9%) Ths. EEOREGLOF 2 OlitE
AN THES N, R LIOKERKs 7%
HAKkThHy, MEBRDITANLKEE 10gBL
V2go2fHEL, #nhEns7v—7A (54

VTN BRI V=B Q% 7)) ELIK.
B, BEH AN FL—FOENER I DKE
DFEKE L, HRtho 7 2 AR D AR —H
T 5 (i),

A ERODW SNy FRTHY, KIEFHO
N & DA ZHIE IS Sidfrisb v, 97, i
[EAGICARBKE AN, hxkiczy v 28A
L, RITA S v Z2BA LI, HREAR S
AR TY & T 13 250 rpm O [BF5E T R A
FilL7e. #ZEAMFONIE CWIEERAER b,
M EAZ ONEBREN MK FRT 5720, Bl
HISHNE 21778\, ImEE 2742 K TLE L 7k
WKHEAEF 297 L, HADEABLERD 1.
CSMHYD & 7/ (Sloan, 1998) ZHWTFHEX
N5, BEI2KDA Y Y « 5 VIBEH AN
4 KL — hOFHE+2MPa % THIFE L 721%, it
ERHBNTH AN L IRET 5 F THEFRREE L
[ AR

BETZANA L — bR 3EE - B4
HIT L OMEEEIT - T, BEAEIIRAE
NI TV, EREICERVIES %
BZAZEITE->THAN FL— MEERKDE
A v ba =L, HZANA R L — DR
Ik - T, SPIOBFE G A 225 4 KL —
IO AENTHEAPMET T 5. EBBE» S
24 BEfiIf%, FEJME T EEE D 001 MPah ' IR &
20, BEMERDNIZEKR T L S &R L THh
5, SUSBIDH 24 v 7Y v/ SsmtieE L, B
FEEORENICH B H R E+4— v Lk, it
ERZNDOH ZHDO Y v 7 ) v F 2T -1, &
DIRFET M EAZRNO LML L DS
b, HAF VYT v Iickb A FL— IO
Bl owWEEZLSNE. N FL—MHD
ST VIR, K57 MF e voN=NTN
TR L TTERA A AR L, o~ KL — bk
BEZBE W0 HLikdEZRcam L, 5RhE
0 F FRAERBECRES N, MERCA 2

AG v TH VIREHANA R L — bR 343
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Pressure Cell N
(155.57 mL)
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1 AREBRTHO SN BEst & llE RO X.
Fig.1 Schematic view of the calorimetric system.
FHBATH 5 < Yoot - BT O 35
ICHLD 1T 72,

2.2 HEOERSH
EERT & BOREE 2 ST ERR O % X 1

IRY. A AANA R L — b alRl o EEEIIE I 1,
(KR S IS B B i (Setaram #h#d, BT2.15
B AL O\ARS, 2005). COEE I
Handa & A5#H L 72 & ® &[6] U Tian-Calvet R
FRIEEZTTH D (Handaetal, 1984), FHEIESE
te—b+T oy s EOMORRESE Y —E/NA L
THIET 2 HTH 5. BREZR I/ DRI ES
B (e v v=7 ) v 8L /R 3 TmL, i
50 MPa) Z{lif L7c. WTEBAE &, &< H
UREI AR ZLEENIC 2 fEFRcilE 4 5 700,
T NITHINT B & v & i) X IS E Y
g AT &Ik, FEPHORER S 08 %
KT BENEEETH B, B, HANALFL—
R E ANIZ VS S5 —H D RIDERIAZ T,
HRAKKE T CEMEERT R EZH AL .

HEOMEIC>VTIE, NAES (2005) E[ELU

<, KR - BZERE, OEA2 R - ifts e 5
HEEROE, £95, A2 Fr— FEOITIcs
5 BERERIE (Handa, 1986a) %) 5 72
I, REFRE T cEb e mRic Lz, 2o
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FHY 1g 2/ NUTHIEARZ ICE AL, 90K IZh 5n L
OIS BEGERIFIC IR Y F LT 1
D & ISR B L UBI O EAEZR I L 7244,
FNEBEZRIC| X, RNV EEER L. %
D%, 0.15Kmin ' OFEHE Tt — T oy 7%
EEHET 22 &icky, 298K £TH 1L AT
IEL 72, BURHOKAETTREE K & A7 R ICfgiE L,
273.2 K 3L TOKDSEMR L THRARINITIZK E # =0T
5. KIZOWTEFERK TRICERNEZTR
5 T ETHRTEERYD, BEAITH 2 ROMTEEEE
ET17— s » oRELFEXEZH VS 2 &
[mol] #ZHE L7z, v URBEE—FT Oy
7 EOMOBGREE Y — A VHIERED S
He a0, @i a-7v 3+ (ERELFRIE
AT, #EEE 99.999%, Fifk 2-3um) OHETF — 4 %
AWTH o UDKRIEREIER LI, Lich-T,
kLD #EEERL (kI mol '] &, AR O B E (W]
DY — 7 2Ry U, A 2 & [mol] T
Bl ciEon s, AFECH—H k2 HIE
LA oRTEEAZIZ 07 [kImol'] TH 5
U\ARRS, 2005).

Ay Ve LY VRDHANA KL — b DKL
IZ> W T, Handa (1986b), Subramanianetal.
(2000a), Kidaetal. (2007) Ick - TRDHDSNTW
2, EXfbRsncnizw (¥2). CSMHYD
€ 5V (Sloan, 1998) 1T & B /KA DT HEL{E (3,
INHOF—4% EHEELTE0.015 EIERFRE) O
Hiichy, B —HL Vs ETcEs. L
1o T, RHIFETIEANM FLr— Mo ¥ vl

8 0 T T
L % —Sloan (1998) CSMHYD
i B Suramnnasl, 0008} d
75 || A
[0) r « Kidaetal. (2007) sl
-g F _%/ © Kida etal. (2007) sl /
S 7.0 I
s (ﬁﬁ? <
o L
g 65| T F%A{
=3 r o*
z [
6.0
Esl sll R P sl R
55
0 20 40 60 80 100
Composition of C,Hg (Mol%)
B2 *%v:.x5vRIBEHZNAFL— DK

BENA FLr— Oy ViR & OB

Fig.2 Relation between hydration number and com-
position of ethane in the hydrate phase.

FHK 71555 (2009

ik & CSMHYD & 7V % F W T/RFNE % HE
E L7z,

AFEBRCTEPEE S N REEEIL, 2N
L= bR EIKICHREET B BROMREEE T D B
ZEMS, RN HRSF 1 [mol] 122 KA
[mol] HOKORFEAE CNITINA BT &T, &
ZNA B L= b6 R EIKICHREET 5 BE o iRt
A5k f2 (Handa, 1986b). &% 7z, /KAIEDHET
EEHWAZ&ET, WAL FL—FDHNERE
W72 OfREER [kJ kg '] ITHE L 7.

2.3 HEOATREESTE LUV S 7 ST

HZANA K L= bilEo # 2 fik 3 & O EHE
WA ST B, LINOH 2B &
OHANA F L= MERD T < vatnthzir
5 -7,

HER R DM ERBRNOEN 2, BLUH 21
FL—bMHOATINIZH R, ThENDOH 25l
B (x5 v x5 v) ZRETHID, #A7 0
< 757 (BEE, GC14B, /Sy 7 K415 4
Sunpak-S) ZHWOVTER L. EEICIIKEL
14 b#Hgs (Flame lonization Detector,
FID) ZHWwiz., #ZRAEHIEZE S 4 v jucEA
L, @ffiE~NY v A2 CE/ERSERZEIC
P L1218, HRIA h=A 2700 v TR
L, #RZua< 75702l v)vyoA4 vy
va VTEALL.

HZANA L= baE D5 < I,
5 2 VOOEERT (HARSEEL, RMP-210) %
Wi U\AERS, 2009). A%EE 3R 532nm O
7N —=vi—¥—Z2tFEE L, RFEEETY VS
WE 78 A =%, 1800 gr mm ' DRI T
EEHLTWS, #H2A FL— b abRHdmikes
SRR CERRIC e &, BRMEE RS EIINE R 5 —
U (YesrivangF oy 7810002L) T 123K TR
EEERLINS, LR 60 7 X 10 DO E %
Tt -7, Bohtkts< vy 27 bLZHO0T
&, =& v5Fo0 C-CHPMifERENc ks -2
NSNS, S~ ¥ 7 b+ 1000cm %
DMCECEE L 72, SO — 7 (B kS 1A &
OMTEIcm ' EETNTVWE I EDBMENT
$0 (Subramanian et al, 2000a; Uchida et al.,
2002), A7V T I VIREHANAFL—FOD
fEREEEEICHHETE 3. =¥ v 7 b+ 1000
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cm RIS B T AR O N EEEE 1.2cm ! TH
O, $RFHIELRICEICE) 7o v L @i
HED 1460cm ' ¥ — 2 BT B T & THEK
EZEfT -1z, TOTEITk, E—=7(EIDS
FELLofERETH 2 hHTE A0, 4
YRR 10% LU o 58 EHaric 2 4 X
MWREL Y, ApROE LR - BERH Ty —
I THDBEMETELDRT Y AR 1% 5
[RARTH 3.

3. EBERBIUVUBE

AR, KEEL, e, MM, R
ARLICEEDI, 58, KN A 2R S
CSMHYD &5V (Sloan,1998) iIc Xk KD St
HEEME, 7o FRIGKIEERWICHEE/RTH

X1 WIS R - EH R

Ay Ve Y VRET A NA L — b SRR

A KL — b fEEES 2 D H R AR,
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b, BRENZAZTIHEDTETH S, DD
12, A7 vBIOTy vOMTANA FL— MITE
9 5 fiaE s K ORI O SCGEkE (Handa, 1986b)

R VICMA Tz, LI, SHEEHIZOWTERT
3.1 EBAEREFD S ZHERK

HANA KL — bR RO N F L — M
BLUOEN ZMERZEND A ZMKIc>WT, #]
WA 2RI LT 7 ey LD 3 TH 5.
ferZl, =7 A D 4N O W TRBIAA =
M3 X OEN 2O # 2T T b T
WO, Ay v -y VRTRERANAAFL—MHICT
7 v BRIRNICE DA E N, B S 0B EEICH
% (Deaton and Frost, 1946). 7~ FX AL
TREN 24 FLr—rakHE, 1 FLr—
BRI R LDy )y F LB, ST
fE LR B & OV,

KA, Sy, KA

CSMHYD € 7V (Sloan, 1998) ZM W/ HEEME. (a) F A Fr— MHD = & VHARkD SHEE s v ichl

S ERDT.

Table 1 Gas compositions, hydration number, molecular weight, crystal structure and dissociation heat of

synthetic gas hydrates.

(a) estimated from the ethane composi-tion of the hydrate phase.

Concentration of C,Hg

Dissociation heat of gas hydrate

Hydration Molecular  Crystal
Sample Initial Residual gas Hydrate gas ~ number weight  structure hydrate to gas & ice hydrate to gas & water
[%] [%] [%] [g mol"] [kJ mol™] kJkg™] [kJ mor'] [kd kg™

Group A 0.0 0.0 0.0 6.05 125.0 | 18.3 146.2 54.6 437.0
Group A 0.0 0.0 0.0 6.05 125.0 | 18.0 143.8 54.3 4346
Group A 0.0 0.0 0.0 6.05 125.0 | 18.2 145.7 54.6 436.5
Group A — — 1.2 6.05 1252 | @ 20.0 1569.9 56.4 4503
Group A 2.0 0.8 2.7 6.05 1255 | 19.8 157.6 56.1 4475
Group A 5.0 1.1 125 - - 1+ 219 - —_ -
Group A 10.0 5.6 179 6.56 1345 ] 22.8 166.7 62.2 455.0
Group A — — 185 6.56 1347 ne 216 157.8 61.0 4459
Group A 197 144 247 6.66 137.9 I 23.8 170.9 63.9 457.8
Group A 353 289 413 — — 1+l 24.0 — — —
Group A — — 467 — — |+ @ 25.0 — — —
Group A — — 65.8 6.38 136.8 | @ 25.0 178.2 63.4 451.7
Group A 66.0 596 710 6.47 139.0 | 275 192.6 66.4 465.4
Group A 100.0 100.0 100.0 7.77 167.6 | 26.4 155.4 731 430.0
Group A 100.0 100.0 100.0 7.77 1676 | 25.4 149.4 721 4240
Group B 0.3 0.3 1.2 6.05 1252 | 19.9 158.6 56.2 449.0
Group B 0.6 0.5 1.6 6.05 1253 | 19.8 157.8 56.1 4481
Group B 1.2 1.1 3.7 6.05 1256 | 20.1 159.9 56.5 4496
Group B 2.6 1.9 109 6.07 126.9 | 223 175.8 58.8 463.2
Group B 5.1 4.1 175 6.55 1343 ] 23.4 171.4 62.8 459.8
Group B 108 8.3 212 6.60 1359 ] 22.0 159.5 61.7 4471
Group B 204 17.7 30.1 6.80 1421 ] 22.7 159.3 63.6 4455
Group B 394 331 55.1 — — 1+l 24.9 — — —
Group B 548 50.6 63.0 6.35 1359 | @ 26.4 189.4 64.6 463.4

Handa (1986b)

CH, hydrate _ -— 0.0 6.00+0.01 124102 @ 1813+ 0.27 146.1+24 5419+0.28 436.5+23

C,Hg hydrate - - 100.0 7.67+0.02 1682+04 1@ 2570+037 1528+25 71.80+0.38 426.7+24
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o}
o . . . . . i 21.2%C,H,
3 EBVER oMM A M B R4k € 17.5%C1
BLONA F L — bIREES AR TR & SR § e
kZzhZh, CSMHYD € 5/ (Sloan, 1998) %
Wk BHEE TR - TR DA F L — bifEEN 2 | 3.7%C,H,
s 1.6%C,Hs
AR DHEE . M N

Fig. 3 Composition of ethane in the hydrate and
in the residual gases plotted against the
initial ethane composition. The solid and
dotted lines indicate the composition of
ethane in the structure I and structure II
gas hydrates, respectively, as estimated by
the CSMHYD model (Sloan, 1998).

HAMZIA T V) v F &35, R1IBLUOK 3T
1F, LWFNOFEHIB W T b T DA T X
5. Ftl, =7 A OK10g) &7 Vv—=7B (K
2g8) TRHZANA FL— MEREISGEWAEL 5
e, JINV—=7BRERINV—=FTAITHL, "N F
L—rHO = & VB PRED TH D, A
ZFDFNZHIEAHN 2 D ZF I, Ko FEs
B L UWHFEIE CSMHYD €5V (Sloan, 1998) I
FBEA5 v ey VIBET AN KL —bDNA
FL—MHOZ s VHRIETRIETH D, 2hTh
S TR - THCIng 4. EREvwansg
NoDOFHRIEE FE>TWBE I EDN15. D
TEd, BAHT AN R L — N IEEEHRRETA
WE NIzt dITH 2D (T4 v O AR+
DNTHh-12&, FlenA FL—rHPBZ Y v %
Bfad s 2Oy vFEDL, FOHRE
N R L= MEBE SIZIDIADL, &V EREE
BOEST TETHA N — MHDO T & VRIS
AE—WmAEL, ks LTy kA

980 990 1000 1010 1020
Raman Shift (cm™)

K 4 =550 C-CRFrMblEE— FITERT 2 5
< VAR v, MPOKEIEZANA L — g
B 2oy R (@) Zv—=7 A, (b)
7NV —7" B.

Fig.4 Raman spectra of the C-C symmetric stretch-
ing mode of ethane at different composi-
tions of ethane in the hydrate. (a) Group A
and (b) Group B.

IOITHTE, BEPEHBETHLEEZEIONS.
3.2 KOS TV RARY ML EiEREE

T 5 v F0O C-CbifEiREICc L 2 ©— 2
WEd 5, 5> 7 b 1000cm "fhED 5=~ R
NI PV ERKLICRT. 88, 7= AD4H
FHoo W Tl 5 = v ot strisbhcnisun,
N RL— R HO T ¥ A 0% (lifers 2 5~
NA FL— k) TR 1000cm fHTicE— 27 13RS
NIV, =& AHRREEDSEEINS 5 & 100lem &
992cm I fhitic e e Nt — 7 BT 5. Th
SRMEE I MBLIUOTEDO Ky — itz Z N
DiAEFnicx 5 v 5T Dy C-CxtFRffERE)
£ — FIZHHXYd % (Subramanian et al, 2000a;
Uchida et al., 2002). TN 6DE— 7 HE Ny —
Yo, A FLr— MED T ¥ VB 10.9%
DIRBLUT1.0% LI EoaE cla s 18,
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175%~30.1% ORI cR#E IR Th 5 &
b ote, FRCIh o OBRARTE, WE 1R
LNBORIEART ¥ 7T VE — 7 DS -,
PIZIE, Mdaodxy iRkl 41.3% © 4b D T
5 Rk 55.1% DUk, WA L 7o
ANV —MRIEEIMTH - 7208, ERRE EbIC
N FLr—MAICT Y VB s N, Y20 x
5 HAR SRS TR 4 k4 B Rl TR L
rmEFEZoND. —F, KRiadx v vkt
125% DK T bEkEIC, ™A FL— kDR E
& HITHRR BRI A IS DB S 1 B~ v
ZhLEEIONS, Ubok>1s, itk
i O LFFIC > W T, Uchida et al. (2002) T
35 = vt ©, Takeyaetal (2003) Tl
X EErceshEhiEsh T3,

3.3 XV -THVREBHANA FL— DR

i
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drate to gas and ice and (b) dissociation of
gas hydrate to gas and water.
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Dissociation heat of mixed-gas hydrate composed of methane and ethane
Akihiro Hacuikuso”, Masato Kipa?, Mitsuru Okupa®, Hirotoshi Sakacami” and Hitoshi SuoJi”

1) New Energy Resources Research Center, Kitami Institute of Technology,
165 Koen-cho, Kitami 090-8507
2) Methane Hydrate Research Center, National Institute
of Advanced Industrial Science and Technology,
2-17-2-1 Tsukisamu-Higashi, Toyohiraku, Sapporo 062-8517

Abstract: The dissociation heat of gas hydrates is one of the important parameters that control the
formation/dissociation speed of the gas hydrate. We investigated the effect of the ethane concentra-
tion on the dissociation heat of the mixed-gas (methane and ethane) hydrate. The dissociation heat
of the mixed-gas hydrate [kJ mol '] was within the range between the dissociation heat of pure
methane hydrate and that of ethane hydrate, and it increased with the ethane concentration. Only
several% of ethane composition was quite effective to increase the dissociation heat. The hydration
number, which changed according to the crystal structure (sI/sIl hydrates), determined the dissocia-
tion heat during the transition from hydrate to gas and water. The dissociation heat of the
mixed-gas hydrate [kJ kg '] was 6-30% greater than that of pure methane and ethane hydrates
during the transition from hydrate to gas and ice, and 3-8% greater during the transition from
hydrate to gas and water.

(2009 £ 3 H 19 H3ZfF, 2009 4F 6 H 10 HIRSS2At, 2009 4 6 H 22 HAZHE, IR 2010 3 H 15 H)
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