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Effect of gas composition and its origin on crystallographic structure
of natural gas hydrate
—a case study of crystallographic structure II gas hydrate
in Lake Baikal, Russia —

Akihiro Hachikubo!

Almost all natural gas hydrates discovered in the world belong to the crystallographic structure I, however,

other structures also exist due to variety of gas composition.

In this paper, I would like to introduce a case study

of double-structure gas hydrates obtained in Lake Baikal, Russia. I also discuss the variety of gas composition

that controls crystallographic structure of gas hydrates, and the origin of natural gases that affects to the

molecular composition.

1. EU®HIC

YIE < WIEHERRY)H ok ABR L7 ISR 5 Hik
LORKIT ANA P =1L, RO ANVT —HRE
LTINS LA, BESRIATHEZAY V%
KEIEHBEL TV Z s, HMERBRELEICEL 2
HO—2E LTHIEHENS. AN, RV — DY
HI3Z  OFREIC L > THNSNT &2, B TH
IS OE WL Z O RIX, AR - 7—Y HEX
RN © DEEYIIE K %E%%%%Ké.%m%mk
SWTE, ZhETcwke I8, NTH, HA O 3 HE
(Sloan and Koh, 2007) WEHARTHR SN TWS . Z

1, KOTFOKREEEICL > THERSNSE D TR
SZHEEOHAEGLEE LY, fl 21 T8I 12 HEK
(5'2) & 14 HAKR (5'262), ITAENZ 12 @R (5'2) & 16 M

1) JERTZERFEE « =3V -5t > 5 —
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7 (5264) ZNZNRDODRNTF—Y Mo TETCnSE. H
HIZ & 5% 4 XD KE %20 EE (5268 25, K
ERTANGFRABKETLIEDNTES.

WS N D RKIRH A DR & 2 D7 AHRBINIEER Th
2. RACKE R FRES & T 2 ARMERAR Y 21k, Wi
A A LIREMIRIE A 2 KA S, HiE D EYIRRIRE S
ANE R S THAEYIREIR S A L BOMERIEY A D 2 I
DU SNDG . WAEDRES A, HHECoEsS RS A
§ A REPIREEME T CERT 2 28 v 2 FES &
L, CO, #/KFETEITT 2 B8 L BERE % 55 fF 9 % R
BHIOGN TG, TR L, BOEEIEYD 2 3R
TS OEREISHEBNC L > TEGME (7o v F>27) L
TEFZHDTHY, A LI REHORES 5 R
bAkFTE (v, Faxy, 75058 BNEEhnb.
BIRT 2 X2, X8 kT Mo RIKERS DE
B ORERMEHKIC X > T, 7 ARLIFEE2HEET
32 EMAEETHD.

ZhE CIHREMOWEHEFEYFT TRO»r > T
KIRHANA RV —RMDT A NTADERFERAY > T
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IR A Y > ThHY (Milkov, 2005), =& > Fa,N>v
7% & DD KACKREE T DIRD TH e figa 25 >
NA PV =t dEEEE IR Z LS80S, INET
WCHOD S TR BERAT ANA F L — b OfEMESEDIE
EAERIBETHLEE->ThH L. WL T 7 DEUK
BTHRRINIZRKARD CO, N1 R — 1 (Sakai et al.,
1990) &, 7 A v AT ADEESBIIEI CO, TH Y,
ALY RFAARBREPICEBEFEZONDLZHOD, %
DA AR P R EEE I e s oNn 5.

—7, MOEREEICO WX, 7V —> T v FKE
K DZEL/NA P — 1 (Shoji and Langway, 1982)
RAFYABDORAD A4 N — b (Davidson et
al,, 1986) THIGEBEIANFER I TV 5. EMbSE
HEZ, 2F ¥ aBonAg Ry — s iZRlo gt s AHEK
S Z DIFELENRE ST WwizdS (Sassen and Mac-
Donald, 1994), PXRD (3 R X S #rik) B L O
NMR (BRESSER) S0k CEBRICHER S LD
AFE e N T = N=EWDRART ANA NV —hTh
% (Luetal, 2007). B3R - ERDFOFFREEIXST
DENLD LIS L, 2GRN NV — FSEa S
R 2DEFPISNNTH 25, s TELHEO K
T=Y DY ARXFIHOZENLD BKREL, Tuvrp
T, EHRKERRIGKZSTEAET 5. #lz
E, AFYABONBREO 7 X A A2E 7m0
15%i1E< b&F N (Brookset al., 1984), ¥/~ Z¥#D
NARETIE 7m0 19%, 4V 78 2347 10%
bE&FND (Bourry et al, 2009) . /N> 7 — N —E D
HEZEITIE AT N 70U URAF IS 7 a~F
YUENT A NH AL ST (Lu et al, 2007) . #
SRRCIRA A Z Ty v Trany, 7Y RELGH,
RIS EDREN AR CREHESKIFIC T2
Y (Sloan and Koh, 2007), ZE{bd 5. FHICE Al
TeRRWANA RV = BROD2EELHY Bl F
Sassen and MacDonald, 1994; Sassen et al., 1999;
Chapman et al., 2004; Khlystov et al., 2012), > ¥
Y, NFY UEQREESEIMCA DAL REEL B
L. Thhbb, SERRKAN AMABHHT A4 R r— |
DOt dEE 2R E L, RADOHEMDEBEG AT AN FL—
FRGBISIZFERINLI2 L L,

Fa G TAE R A b OK) 272 & 2R/ 2 FEEED
TV TSN, TORELIZ3I 1 THD, x¥ >
W IBEOKNT =Y ZNTNEHESNS . 5 TROP®
PREVWT Y E, 100 MPa DEET T I E O KN
M7 —Y I EEINE I EDBHERENTVUEHDD
(Morita et al., 2000), RAH A4 KLV — N DIFEET
L8 MPa~#10 MPa F2EE QI T Tl3/N7r —Y D 1§
BRIIMO T/NEWwEA SRS, Udachin et al. (2002)
EhiE, ROy —y o FERFIZENRZ11.0 £ 0.058
ThY, HTRET—Y9 A ZOANER (Sloan and

ah

Koh, 2007) »6MHESN DY, =8 3TIF T HO
RKT7F—VICOAEESNDEATEN., LiBo>T, #
B AZ oA Rr—h « 28 A Fr— b &bl
G I RIA2 L2, XYV« Y VBEVTARTIED S
BEoORGHCHAMETLIE2XHH T 2 (Su
bramanian et al., 2000a; 2000b) . #& G T8 T &)

LRGN 2FEED 7 — Y TR s, THIEIRiRL
TRT —=VIFPRREL, N =V IHEPITNS W, 1T
HOKRNT =Y OBEILIF TR E 3WEELT1:2Th
D, TF /N7 —YIADIZ Wiz, K% -
7= HERPBEEN A Y v - Ty VRAHICF LT
TEGICEIE T %5 (Uchida et al, 2002; Kida et al.,
2007 5 J\AARIZ D, 2009 ; Hachikubo et al., 2012). Z
D & 5 H AEDE N X B FEEEELORE, £
ey ruZunNVBETARTHII 2 LN
NnTHH (Makino et al,, 2005), b CTHIEZE VLR
ThHaD, TNERZEDr —ANHRRTRON 722
EWREHIKET S.

AFETIE, 07 « N4 ANVHOBERREY) 2 7 Hdic
RO olexy v« 8 RBENARDH ANA L —
MBS 2@ 2PV E2— L, WEaakEE T8 - 11
RN ITE T 2EFR R E Z OREICOWTHESZ H
T, ZTOBEFIFET 254 D NVEHOKRY ALIHD %
FEMEICOWTIEN T 5.

2. N AIEMDREBERXRATANARL—KD
732

ayy e YR FIENET B84 VI, BAEDIE
WL DO H AMFREOHBMcHs (K1), %
LT, RATANA RV —FDFAET 2K E LT
BAED L 22, ME—Th 2. MBI IIFEHE, o
&, dba o s L, M L POoaiE oMk v
AT NI K DU, g L AR oM iE A
NVKRVBET AT IY Yy Uy ({48 BEETS.
W ZZBOPRKILPWE, K- 7 ABEHE,
BOFRHREZEDRDHD, ¥RV T « 745 OFRD AL
DWW E VI IR EFEE I, MEEE mO TIEHXTH
5.

1997 4%, Baikal Drilling Project & & V Fg##i#& @
JETH 2> 5 121 m &€ « 161 m O HERY FIC A AN A K
V— b 3FEREIN T (Kuz'min et al., 1998), i
H» OEPB m £ TOEREICHEET 2 REWA AN A
FLv— b OERPHERSTHRESN TS (Van Rens-
bergen et al., 2002; Matveeva et al., 2003; Klerkx et al.,
2003; Khlystov, 2006; Hachikubo et al., 2010; Khlystov
et al., 2012). REE S A4 FLr— M, EFCIEH
B S, XFCRWKELSREIBEmoENXI 7
7 — R THBEINES RN 5 2 8T, KR
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R 1:NA ANVEDORRT ANA R v— b ERECH S
GRAL) 217 F1, B EURAAT AFE RS (B2
=) 4 »Pr. HUSEHRIE 2 Z 4 Khlystov et al
(2012), Kalmychkov et al. (2006) \Z & % . VUM X
BDP-97 & & 2 WEEHEIH S % R T .

Fig. 1 . Distribution map of the 21 sites (red circles)
where gas hydrates have been retrieved (location
data: Khlystov et al., 2012) and 4 gas seep sites
(pink triangles, location data: Kalmychkov et al.,
2006) in Lake Baikal. The green square indicates
the location of the BDP-97 borehole.

B LR PBE T 213 R NnE s S .
INA DNVATILER, oy 7RET AT I =y 7
FEBREEAKEERGERT (A V7 =Y 7)), 7 PRE (N
¥—), JLRTFERYER & OEBRILRZEIC L > TRE
BAANA RV — 1 OFEMGENCED SN TED,
2011 4F & CIZ I B L i@ OFF 21 » Fr TR E
B ANA NV — b BERETw2  (Khlystov et al,,
2012). 2D B, 11-FiOFERIZ 2010-2011 £ D FiT
D2EMICEFLTRE. INSORFERIELLT, K
S RAEDS 20 m 7, MESERELS Im U TO~ VT
E—A T BEREE R B W EEM SR IE X
(Cuylaerts et al,, 2012) IC&>T, TRNETHH»ER
Molzw Y KRRy 7~ —7 7% E O R S0 %
BRSPS NI 2 EWCRALTWS . AN FL—
b ORI S L7z S o AKX, 410m (Goloustnoye
G-2 # AEEHE) 5 1402 m (St.Petersburg 4 A #HEH
) FTIBIAL, £/229 LA TIRME» S5 B
BHATVT (HALZWEOESHR) »aFHEME TR
MmBIEbDHL. FRUFERBE L bO LRI T
5.

3. N AIEDRAAARRDIE

RIRHT ANA B v — b OFG A& 2528 2 4 AFHK

X, BADBREDI I REIFETH L, WD Tk &8
RN D B . RERIICIE, BEKEREE T CEBRY) R ML
Y (X CHRRE) WO L T T E T RUEMRIRE S A1
AT EH, AY > 8 v RFBRIAMAAL (613C :
EHEYVE CTh % VPDB £ DERTHERTERT 2) 2
MNEL %2 (SBCH—60%LAT). —7, S CEE
DFEIRIREE CEBEMID B R L T T X 7B RASIR 7 A
BAY T HEY s TuXrEOEENEL, Z
NoDsBPCRITDEEYOME (63C BH—30~—20
%o) 1TV BPITDL . T, KREYARKE O RIEAK
EH AL (C/Chyy, AZ VIR T B8 U RED
RAGKFEAT ADEIVEL) L A5 > ¢BC L DR E 5 A
Y 77246 L7 d D (Bernard 7uaw b) M, F Af
BHOHEIWCILS A E N Tw 3 (Bernard et al.,
1976) .

B 2 135 A A VORI A DOSCERED 5 RFM 72 b
DuEEY 77y 7L, Bernard 7u v b2 F L ® b
DTH%. Kalmychkov et al. (2006) 1&, XA Z VWD
BHTH S NIRRT AEED C,/Cop £ X F > 013C
EOBMREE LD, MAEWRIEA A (C/Cy>1000,
Ci16C< =60 %) , ARV DEGHHECIFA X (C,/Cos <
100, C,0C>—55%0), MEMDODEBEEA A, BL U~
YAV v IR E B F D NEIEEMRIE A X
(C1/Cys>1000, C10C<—30%0) WZorHE L 72, Hueys
ZrEHAoMcEe Y U HNEY LB T
& ity & = OHERIVIDTEAE L, SRR e A IR A X
BABELICHTANA RV — s BEABTHENL TS
(Hachikubo et al.,, 2010) . %7z, HRIeiiz: Tl B iF
IR ADINA R — MCEEN, =8 RENEINT
22 THRATAFBEBENMEHOERE &5 Tw
3. M2 ORI E > TWw b0, EDRIEY
A L BOFERRIRY A L DREG 74 VI FEMos—7%
<. FREMEE D X ZIEE R RG0S DAL RIG
BIzE74vvyr—- buryaBIKIR) KXo THE
KT beHEzoN, A5 BCORENT LT
Ho. WREYIDIZEAERWIBERKSR, 2L b5
DKFAE < BEEFICHSNE T ABRENTH 503,
INA NI —TF 37 Vv — b T L—NVT LV —1D
BRICho THREDLEBY DObh %, EbiTHizko [
UH] THhBZEds, TOLIBRHTABEFEELTHR
BEETCIERw., JFEMREY A 2@ LI ANA R
V—hELTE, WS T 7 OFEEERBKE TR
o7z CO, NA R — T o, NV v ADRAM
HEm o~ 7~ BIFEDCO, ThHhb EFHF oD
(Sakai et al, 1990) . RILKZERTEIRFEREIE 2,
oNA J MAGIEEE 2> & HR I 02 1 T DR D TR IR
TAY VSBCOMIGICKRERTANBEBHLTED
(Kalmychkov et al., 2006) , S#&FER I 5 AREM I+
SEn. HiIBERETAROND, HowdEIFEORIEAEY



144

AV ST

100000 : .
3 i 2 1 1
b Microbial D .
7 ! ' Abiogenic
10000 E ; :
E 1 1
L 1 1
F & 1 [ e <
1000 p-----% = x b @ Malenky
®) 3 . B Bolshoy
g o Mixed > Malyutka
- A Peschanka
®) 100 ‘ I—————-‘—————————————I 4 Goloustnoye
{ | | = Kukuy K-0
1 | <« Kukuy K25l
F 1 1 Y Kukuy K-2 sl
| 1 : 1 Y G Ut
10 ¢ '  Thermogenic | % Foira
E i . © Kotelnikovsky
1 1
| | <& Zmeinaya
1 1 } * Goryachinsk
-80 -70 -60 -50 -40 -30 -20 -10
13
CH, 8"°C (%0VPDB)

2 1 NA HIVIHIRAR A A D Bernard 7@ v b . Malenky, Bolshoy,
Malyutka, Peschanka, Goloustnoye, Kukuy K-0, K-2 32Xl
(MV: mud volcano) 7\ U4 XEHEL (Seep) THET 2 KABRH AN
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Fig. 2 : Bernard plot for natural gas in Lake Baikal. Hydrate-
bound gases (MV Malenky, MV Bolshoy, MV Malyutka, MV Pes-
chanka, Seep Goloustnoye, MVs Kukuy K-0 and K-2, Oil seep
Gorevoy Utes) and natural gas obtained at the hotsprings (Frolikha,
Kotelnikovsky, Zmeinaya, Goryachinsk), from the dataset available
in the literature (Kalmychkov et al., 2006; Khlystov et al., 2007;

Hachikubo et al., 2010). A line (light gray) shows the mixing line
between microbial and thermogenic gases.

AISTEAET BN I VDRI A DEERE 1T E» &
ns.

4. N\AAIBDRARTANA RL—KDT AN
AR

A& D Malenky J8/K1L1E, 2000 H£12/N4 A VT
RBEID A NA PV — 20O TEHRS NS TH 5
(F1). Malenky D4 A4 R v — M fEaLiEG 18
THY (Takeya et al, 2005), 7 A b H 2D RILAK
KA ARBINE A Y 2 399.99% LA E, 2 & > 63C X
VPDB A 7 =)V TH#J—66 %o, 5 > D ZFiIZHI—39 %o
THD T Eiro, BEEMERIRA 20 BT REIR A
ZMWPALIZD O EHBr S5 (Hachikubo et al,
2010) . Tk D¥EKIL (Bolshoy, Malyutka) TH 54
e ANA RV — b D7 A MTABIEIZFEARD 7 A
B ZEFNELLTHD, 25 v FEEROWDWE X8~
N KL= R THB.

INA BIWVIIDRIRAT ANA BV — D7 A b H XU,
Malenky VB K ILI DR L FIRE, x & > & FhRE LM
VIR A TH 5605, ThCxy > 2g i
SHEFLIRAT A DBA L TBE N ADE O ORI TH S
na. K3 @AYy rDo8C %% N2 N
Eo72727THYH (Milkov, 2005), 2 & [FRIRRIZ L
B Z 70y b U7e. BAEYIEIRT A L g L T, #5)

IR ATy v 2HTRENICS B I s, Mk
YIFEIR A A « BMBEIEA A DRET A VRO X 512
LFH L 70 % . 4D Peschanka P-2 J8K1LTiX £
Fye I HEBIZSBCIH—60% AT THY, MAEY
RLIRY A DR & A 55 . [6l Umi#: O Malenky,
Bolshoy, Malyutka V8K LTI Z RS IR A A 13 1E D
WIRAL, ZDORAEEIZFEHZEE D Goloustnoye
A ABEHE, Pz o Kukuy K-2 8K 11O NEIZ 28
WIS % . i dtEc AE 3 % Gorevoy Utes 4
A NVBHERTIEZOLOED , WE»SFEMABAHT
WA ERTH MIR #/KHEIC X 2 BOKHER CHER s T w
% (Khlystov et al,, 2012). A¥ >+ ¥ > D s2C I
FTNZENRI—44 %0, #—23% TH Y (Khlystov et al.,
2007), /N4 H NN BT B B REIR A A DB sy T
% . Gorevoy Utes TE o NI-HIEHEREY) 2 7 DA
ANA RV — M FHMEC > T2 720, HHlIdfs
EEE T AP HEI OSSN, Lr L s,
Khlystov et al. (2012) Z XN FFERAHESIZ I THY
C/C, liZ 584 ThHBZ s, X e H¥REL
THTHZY UHBRIZIIEAZELIZERm < v, Gor-
evoy Utes TRE LY »PIRED RIGKERD 2D D,
KOV TIESEBHT REGEHO—D e LTI TY
5.
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Fig. 3 . Relation between ¢'*C of methane and ethane, based on the
classification of Milkov (2005), from the dataset available in the
literature (Khlystov et al., 2007; Hachikubo et al., 2010). A line
(light gray) shows the mixing line between microbial and ther-

mogenic gases.

5. NMANHBICH I DEREENRDREREE
DORRA ICEE S D

2005 F iz PRz O Kukuy K-2 B KILTHE o Lz
JER A Zn4 ¥ v — b~ (Khlystov, 2006) &, &RICHRD
TREQERTH 2 2 ENHIIL Tz, Y 2 7 ho A
ANA BV — O BB RERE mm ORR O O 5%
EERTHY, FTRBIEERZVUROK R THS (X
4). FAINTAHFOLY VHKIE EET13.4%, TE
TH#2.6%THY (Kalmychkov et al., 2006), Hizkod
Subramanian I DOFERICES LEbERIE, EEIX
WmEEINTh s LHESI N, D%, NMR
(Kida et al., 2006; 2009) & & > T EE « TEOE&LEE
NrhZh OB - 18 Th2 I EDFFHHS L, TDHRD
PXRD (Manakov et al., 2007) 8L U7~ > (Hachi-
kubo et al., 2012) OHIERER L N ZEFIT T 5.
ZDO XS 7%, F—OHEEY a7 hicil 2 iEatES - &
ZRAEDNA Fv— b 3HIEL T 2RI N1 20
TIEIFHRLTHTIE% <, Kukuy K28 KILTAh L &
11 a7, Zofbicd Kukuy K-4 - K-10 DAL,
& Bz < BN - % D PosolBank ¥ —7" (A&
Hi) THXWTESh>TWw3 2 &5 (Khlystov
et al, 2012), fil&»DE@I 2 LN TFET 2 &
Ezohb.

FEOUBETEO IO L o BRIERL D
D, COWTRUTD 200 T VA ERHENTVS.
Hachikubo et al. (2009) X, EEOIRE A KL — 23
FWERL, OBICTREO T8N, Fr—b2ERL
To, LOEREERER L (B5). AF v 29 VR
HARTIFT Y VRO KE WIZ ESEEME WD,

[E CHRE - BBAEEST ASEO T TRy Y IZE iR
BAANA NV — b OBRAEBSHENG S, »DENEE
LHEHWITTHS . HREDTED? S DOF AHEIZ DWW T
AR S W b OO, ERGRE & OHeldv TN
ISR IB L Dy, § 5 b b BBEAKRICE D 5
NITAME Y ZZ L b2 T, =8 BRI
14%DIENA N v — b AR S, FBGERED

TR NA Ny — N OEBERICTESICRIT U, &F
Z 5N 5. 2006 41 I X L7z 20065t2GC30 2 7 T
i, OBEANSL Rv—F O TFEEZImMUEDES IO
2 18NS FLr— hOFEEBEVPBZEINTEY, 7R
M ZADZ Y CHEBRITES HRIZx L T3.2%0 5
1 AR LTz, M2 2o b 9n5 X5, TH
NA RV — b DIFEED A D C,/Coy 13HI6 T—EL T
DXL, TEANAL RL—hDZRIE13~80 LiE5
DVRTWT, THOZY RERESIANZ & 2R LT
Wb, Fle, XF 2 e ZFIZOWTIEHTANA R —
MERRED 7 A b H AR ERIARST I OFFAEDF & T
W (Hachikubo et al, 2007), /N4 KL — MHIZIX
CH.D * C,H:D 2ME 72 S 5D 3A £ 1z < WA A
»2. Kukuy K-2¥KILOTIENS N —bDTY >~
SDIF THANA Fr— b DZF L L T 10-20 %ofe
INE L (CH;D 347 \wny), AN Ry — Moo
ERLTIBWIY V&L Fr— MAKHEEL, %
WWAERLZ THENA N — MNZEED ODEWL Y V)
LLizeHEzohs.

—7%, THBINA Fr—r2%cERL, BRiczoLE
WIIEINA Rv— MER LTz, &3 % Manakov et
al. (2007) OIRHLE, WEMOBE £ H AMKO
Tro iz ERBIBbNE. 8 KD 2-3%D 1
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Fig.4 > Photo of a section of sublucstrine sediment core
2006St2GC30 recovered from the MV Kukuy K-2, Lake
Baikal (Hachikubo et al., 2009). Granular slI gas hydrates
locate at 95cmblf and 120cmblf. Massive or vain like sl
gas hydrates locate under the layer of sII. cmblf: cm
below lake floor.

BINA Ry — s O—E0MA & OB TR L7z - 35
L, ZOffEEEESREThINE, =¥ VHEK 2-3% D
BEH ADEBEABEES AW LT AW E k> TN
WZEDEEMHBEINDE. ZOXY >« 2 BEEHN A M
ST ITNA FLU— bR SINDEICIE, 36y
YHEHEIN T Y VN 1% ET 5 LT
&b . Poort et al. (2012) 1 Kukuy K-2 ¥X AL D
BGREIE 21T\, B O 7 28 R AR DS >
SOWE K HR) EZDOFBEFESFT A NS FLr—
MNERR E OMHEERICE 2bDTH S LfmwmLIc. HA

ah

BEHSANA F v — MR & > THHT s ilidBl o
BMEELEEZON, PAMEDOZ L ko721 R
V— MNEEEL, T8 VBN Ry — MRTRINIC
AR LT ATREMED B 5

B, EHEHEEL B0, BagstrHuicEN
KERTHIREWERNE S T3 (Hachikubo et al.,
2008). AZ v e 2 F REHANA FLr— Ak E A
THNCAR L, 93K OEZRRELN S 0.15K mint OF
HHETZORBIEIMRT 2 &, ZVYFVORET A
NA RV — S 0MEEELIK D BEICD 5 —D DR — 7
NG (M6). AFET — 3RS AERL, &
BEA AT 8 ABRENABIZ LY, BERTH B
BEBANENS S ERTZ s, ZOHRIAS
Ve Z Y VRENANA P — OBz L b5, X
SIZTY ) FRIBETANA RL— b DRER &
FOMEECH B LRSS . D EDOEANERIZ LB
BETTOREEFICE2 DR, 10 MPafRE D&
E N THEN ABERZTIT 2 2 & TRBROERZHERT
& NI, Manakov it % % F9 %H 71 % FEERAURERLC 72
D5%.

6. NAAIVBMTAYY « THIVRHPHPONDE
=2

KIRH A " RGNS 2 ALK Z O TGRS TR (K
=) CBRVAENEESELTIE, Taireqy
TE, INVINT IR EREL SN (JzEL, /v
SNT I DT RINT =V B EET AN T AN
WE), FEEEENETH 2 RSN TWwE X F v
BNy 7 — =B, U TYWDOH AN, KL — b
WX, IO BPL &b 1 %RE, LS T
X20%E < bEEN TV, 20, » 74 A B
(Mazurenko et al.,, 2002), % A ¥t (Ginsburg and
Soloviev, 1998) DOkl b LTIy 2 B IR IR D 4 A
MERTHY, FEEIMTHh L LHfESh S, EBIC
NA RV =P DT =PI A>TWDE0E D MBI
DO, AVRYY VNIRRT DOEEL D S .
FRAIIC DWW T, 2005 FFEHE TORART ANA K L—
b DA ARG T 5 SCHR & M EE L 72 Milkov @ v
Ea—%22Ea /v (Milkov, 2005) .

L LEDS, NAAWVHTIhE TIHRI AT
DRERASE RO ANA FL— Midfils e, =8>
FHRS 13-15%FEETED DIZ LA LRI A Y >, EbIE
AY e VREHTANA RV —1Th 5. Kukuy
K2 BAKILDOIEINA R v — O R icEgnsd 7
2N > E300ppm LT T H Y (Hachikubo et al.,
2010), =¥ > RS 5 b3 500450 1 IZHE/zT,
TR E ST wEALNSE. XY Y sBPCIE
H1—58 %0, = & ¥ oBCIEMH—27% TdH v, Hizlk D
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5134 A VRS Kukuy K-2 VeI ORS S 1AL - TR HEET 2 0 A4 F
LV — MY 34T 7V (Hachikubo et al., 2009). x % “HHEE 3 % OBIBRABESY A
SHEEE TBUA 2N FL— b (=8 UAHRE 14%6) OB S, ([R-FFED 72 =
Bz RS, BBAKETEA AD Ty VBT TEZERK T 2 TIRTH 2 0.6-0.8% (Su-
bramanian et al., 2000b) FTETT 2. #0%, SIS AN RLv—F (=¥ v
R 4 %) BEELHS, R OEHEDO O -L D EfRET 2. =8 g A K
V— MEEZE S AP T wiewic, MBKEET AL L OEAEE TR AN Fr—h0
IYUHRIEE BEREEFEA L TuE, 1Moy VHBIERERMICII XD & L WHiH
whizsd (K2).

Fig.5 . Schematic model of the formation process of double structure gas hydrates in
Kukuy K-2 mud volcano, Lake Baikal (Hachikubo et al., 2009). Nucleation of sII hydrate
(14%C,) occurred from dissolved gas in pore water (3%C,) due to low equilibrium
pressure. The C, concentration of dissolved gas was hereby reduced below the critical
concentration of 0.6-0.8%5C, to form sII hydrates (Subramanian et al., 2000b). As a result,
sl hydrate (4%C,) started to form, but this time more slowly due to the rather high
equilibrium pressure. Because both C, concentrations of sI hydrate and dissolved gas
decreased due to the preferential consumption of C, into hydrate phase, the range of C,
compositions in sl hydrate became larger than those in sII hydrate as shown in Fig. 2.
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6:BEFEHVWTHESIN, NILXY Y« ¥ VRBRETANA KN
V— b (=% R 41.3%) oOfEikEEfE (Hachikubo et al., 2008) . #
il (heat flow) FAFACEAROBE#EZERT. —180°Cr S5 =R E T,
0.15°C min~' O FHEHEE CREOBEHIE 2T 5> 7. V7 OO
I VR A1.3%THBHICb b o, RNl T E A
ANIRAY NCE R, BT AD LY SHBGIRE E L LN 5. &
ANA RV — N DORPIOFEME — 7 Tld =8 VA5 -20%Th % 53,
ZRE—ZHIE EHIZT0%UT L FTRBUSHEINT .

Fig. 6 : Heat flow and C, concentration changes plotted against tem-
perature (Hachikubo et al., 2008). Dissociation process of synthetic
mixed-gas (composition: 58.7%C, and 41.3%C,) hydrate was observed
by using a calorimeter. Temperature of the sample was controlled
from -180°C to room temperature at a rate of 0.15°C min~'. Although
the C, concentration for total dissociation gas must be 41.3%C,,
C,-rich gas first generated and the C, concentration of the dissociated
gas increased with temperature. In the first peak of dissociation the
C, concentration increased gradually from 5%C, to 209%C,, and then
rapidly increased and reached to 7096C, in the second peak of dissocia-
tion.
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