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H:0 KIIKGARZIILO LT LRERDOEELMHWEHTH L. ZNUZE b5, KR
fE3 % H:O KDSEEIZFH TV, E2T, EDLHICLTTELZOPIIAHL AL\, 1980 4
LI, HEIXIZEETNS 0 OBA Y Y BMERZ BT 5 2 & T [HE DKL 46 RIS 30
K THERLZZ] ) FRPZEINTE72. LaLl, ZOBREICHT 2 ERWHEE LS £ TIThbh T
BHT, FHO H0 OBAE Y REEILMM 2 HRL TV 2L00E L {hbho Ty, KfFTIE
H:0 DAY Y BUEEIZOWTO I N T TOBBIZEE 2/ L, [H0 OFAE X JEAEIL] ZIEL
SR 2 72O\ ZAL KRN T B 2 7 o T E 2B 2 /80§ 5.

The origin of interstellar water and nuclear spin isomers of water

Tetsuya Hama', Akira Kouchi' and Naoki Watanabe'

Water (H:20) has two identical protons in a symmetrical geometry. Because a proton is a fermion with a nuclear
spin of 7 = 1/2, there are two nuclear spin isomers for H20: ortho ( = 1, triplet) and para (I = 0, singlet). Observational
studies of cometary comae and protoplanetary disks have reported the existence of gaseous H2O with anomalous
ortho-to-para ratios (OPRs) with statistical values less than 3, which has often been considered to represent the
formation temperature of ice on cold interstellar dust. This hypothesis assumes that the OPR of H20 desorbed from ice
is related to the ice formation temperature on the dust. However, the OPR of gaseous H20 desorbed from the ice has
yet to be directly measured in a laboratory. Consequently, we still do not understand the origin of the anomalous OPRs
measured for interstellar H20. In this review, we summarize recent laboratory studies aimed at understanding the
origin of the anomalous OPRs measured for interstellar H20. The results of this study indicate that the OPR of H20
desorbed from interstellar ice should have a statistical value of 3, regardless of the formation process of the ice. This
indicates that the OPR of interstellar gaseous H20 cannot be used to deduce ice formation temperature. This study also
highlights the importance of interstellar gas-phase processes in understanding the anomalous OPRs of interstellar H20.
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1:(a) BHDFEDIS KEGRIIW5 F TORMEOHE . (b)) Mumma 5 D H.0 OF% A
Y UIREOMA, Mumma SIEEHREOBAY VIRERSB LI F 30K THoLI End, HED
H:0 (& 30K o M ECER L EMML Twb (Mumma et al, 1986, 1987). (c)

Hogerheijde 5 ® H20 O A ¥ Vil E O M. Hogerheijde 513 FAGEEE R M D H.0 &
A VREN 14K EMIGICERWE &5, KEBROELEOBAY VIREN 30K T 5
DU, BRI BEOMRIR 2 58 (~10K) TTEAoKkE SRz (>50K) TTE7

KOBEMTHB720TH B LML T 5.

BLERLODHVIZORTVZER) TlX, BbIZGAE LT
LTS, LhL, KREBECTTELKGT
(H20) &, KFEHEEIT L 5T H0 A28 RO &,
K (ER) 2T 5. KIGBEEZREREICBWTD,
100K T THIURIZ L AL HESTLEIHET S
ENTEDD, KIFFHOS T EE RHEHIHFIELT
% (Hama and Watanabe, 2013; van Dishoeck et al,,
2013). Bz 1¥, RERSLHEETEIIKTTEZERKE
BEThrb HEZEUGKGANREDS 72, BHIIKT
I TnDE. 20X ) IKITKERERHRT 5 2%
BMEMED VD EDOTH Y, FHTKPEDLHIZLT
EREINDLOPEMD Z Eid, KbGROEFRLHEL % G
WA A THOTEETHS.

1.2 FHICBITDIKOER
EMZERIIE, EEA»STE S NAET (BHIZHK
T) 0T (BLUICH 5 F), A OF AR, EER

(Hogerheijde et al, 2011)

0.1um I FEDTENT 7 A GESNE) IR RFEEY
BCTTEZTEME] LI M THHFEL TV 5.
M ZEHECTH AL BB EOHEE SV (H: 0
FEIZLT104 =10 cm=®) % EMGTFEL LU, Bl
GFEPSHIZHETTIIT 2 2 & T, BORERIE
25 % [K 1 (a)] (Hama and Watanabe, 2013; van
Dishoeck et al, 2013). 4 23EE KR B/ CTlE 7%
<, 46 fEAERNICEM S T ETHRAKGITHAE L, 20,
Z OB AR A BT S, BIED KB R~
L L7z E NS,

HoO 5 F F 7203 F DEMATH ki, wuld SRR
TEZIFELTWLE DI TIERL, EMSTENLHER
BREDPE S ND HWIEIKRE L BmEFEMF N E BT
T2 & T HOOK) DVERKT 5 & E 2 5T\ 5 (Tielens
and Hagen, 1982). 2M 5 FEIZBIT AL URIERE
AT MRS ROL ] & [RMEO RS
D 2FEND B, H0 OK) Oy, & IR EVPEE
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ThHbHIENINETOMENLL LR TWD, BN
I2iE, EMEORmIIBWT (a) BFE (0) HTokHK
H) EFmEOs, (b) B (02) ¥ o HIEFAINK
&, () OH 7V AV E He 3 F OIS % EWFT 38 &
12X 5 THO OK) 2R END T L AERRIIZIS 20
\27% o> T35 (Hama and Watanabe, 2013; Miyauchi et
al, 2008; Oba et al, 2012, 2009a, 2009b; Watanabe et al,
2012).

(a) O+H—-0H (1)
OH+H—H:z0 2)
(b) 02+ H—HO: (3)
HOz+H—H:0: (4)
H202+H—H20 + OH (5)
(c) OH+H:—~H.0+H (6)

COEIIINETOMEIZL ST [ED LI RILFEK
JBIZ &5 TFEEHD HO OK) 2ERT 205 ? ] 1200
TIXEBSRE->CELLESTZ A, LAL, [KERD
B3 FED 5 IR 2 % TBIEO KRG A &
LT HV7Z, H:0 OK) 1 dwvwo, &E2C, EDLH%k
RETTEZ00»?] L) ZEilonTid, EIFET
BIFEAEDLIRS TRV, TORRZWHET L
1980 £ & ) BUAAIFE D43 8B CTld [H:0 O A E V5
PR (BAE Vi) 28522 L] PEHSINT
&7z,

1.2 KOBRAEVERFEKAEVRE

WEITEF LRI INTEY, mFILEN
N, BLIEOWBNTThD. TOOB TR T
NHEER (AYY) 23548, BRIV, S5HI2F
DEFNIE CTHIHDFEET D EABT I EDNTE 5.
COROBFREFEE—HEOWA LEZDL I EHNT
&, BIRETHOBMEY I LORTHRME 2R §
L12ODEZFIWAE Y THDH., KT 5 ETF
DAYy BAEY) &, HEOAETEET DI
ALV RL LR, L LBlziE, Eadg
ST AE v & ik e L TR b5
BCTIIRECAOSN TS, B YV RERER IS5k
WKOWTREVWHERENHLDOTELLESH I N0
(Abragam, 1961; Levitt, 2008; 77, 2011).

DT T, HO DAY v BEERHA Y ViREIZD
WTHEH T 2. EHP T ALY v ofEe (L, 2013a;
Atkins and Friedman, 2006) X% A ¥ ¥ 51 (1L,
2013b), 1% A ¥ »IKRE & Mgk O B % (Hama and

Watanabe, 2013; LI, 2013b; ) /5, 2018, Hama et al,
2017a: 1LJ11, 2018) 72 U2 DO WTIERB DS, TS IO
WTIERWBESELE R EDH 5 DT, BIROD 55
FEEhSs 2l eadbB 73035 HO LD
DRFERFREOAE VP EE LR TH L. BT
D, KEFRFHOBAE SIZOWTHRAE HWTHET &,
H0 1213 2 DDKRFZFEABDO AL Y DI E L5 o T
WHALY H0 (ttRETESNG) L, KHmED
NTH0 (P B ETEREIND) BHEAET L. ALY
H:0 £/89 HoO OWE % [#AE 2 R LIEs [M
2(@)]. T THLY HO U2 338 ) OMAEE DTS
BHH5, 23T HO I 1) OfMEE Lok wvizd, v
YV Ho0 & 735 HoO OAFFEL (Ortho-to-para ratio, OPR)
il H 3 & 7 5 (1L, 2013a, 2013b; Atkins and
Friedman, 2006). O & # A ¥ VI ER LR,

KREFEFREOEAYE VA S, HO O RHIKEE & B
AE VIRREL DH\VEIZIZFFEDOHLA B DEDHDFF S
5 (1L, 2013b). = Z ClddEm 72T &2k 5% &, H0
DR XM ER R R T &, 5T EERO o ),
cTC BT DR T Ko, Ke 2 AT Jraee EE SN,
AV HoO 1d Ko+ Ke BB O MERIREE Trare =221 72
E) AHFAEL, 289 H20 1 Ko+ Ke 28B%o [a] iz ik 2
are =220 72 &) 1ZHFEET 5 (Hama et al, 2017a; LI,
2018). F Vv H:0 257 #£ T & % & AKX [0l iz & 7 (X
Jraxe=1o TH Y, 737 HoO DFEAET & B i Bl BE HEAT
Jrae=00 TH 5. Jraxe=1or & Jrarxe=000 1 Z1&, HEIZL
THU2KDIANF—ENH L0 [M2(a)], B
P2 ES 5 & 50K ITOMRIRTIZ/ 87 H.0 0 T8
IANF—MIZLEE R, OPRIIBA K VfRatE=SR
THH3ILV NS HRDL, 22 L1 OPR AR
ELTHEZLZERRELTEBY, 3LDb/hEwvOPR
CHIBT BIRED 2 L E2FAY VIRE (Ten) &R [K
2()1.

F72, JAIZBWOBRIE 1 & DIEPULTEEZE 12
25 HO DBAE Y (F vy —3F) i3 TEW
(Miani and Tennyson, 2004; Cacciani et al, 2012). #®
724 IV H0 £2%F H0 IR omF & L Tilhbiis
ZENL . RIEOTEIIZEIC L B &, 50K Tldigii
2B X 22000 HAERE (EMATFEOHmLFRAEN X
DEWVKHE) 222 L )fRPELNTVD
(Chapovsky, 2019). 72721, Z4uid H:0 2% (IKAL
REB) ICHETHLEOFETHY, K FOLEHMHHTIX
HoO DA E VEIfASER I B I 5 2 L a2 TH
RLTBL. BMEMHICBIT S HO DAY VgD
WA THm T 5.
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2:(a) GMDOF VY HoO (Jkake=101) £ 737 HoO (Jkare =

000). SAHIZ BT % RfzHEM O T ARV F =7 (ABw) (FIRE

ICLT342KTH5D. (b) HHODA WY /XTI ERKRE
¥ EE.

1.3 INFTICBTHEONTEEATATR & ZDHEIR
1980 44812, NASA @ Mumma 5 @ 7 )V — 7% H20
?® OPR 2SREE (Topm) IZBESEEL Z L &, ANV =8
SR G TIImMO TRV &2 5 [5H 0 H:0 ®
OPR (Tspin) (FEETKAER L7 CkE-THDY,
H:O ® OPR # @il 5 2 12X o T, KPERLAE
EOEORELAMD LN TEDL] LW IR EIREL
72, Mumma 5 IV —EHE o a~v (EEIKREIST
DEMBAIND Z LI E > TR SN HARE) 108
FNLE5MO H0 O OPR ZBMI L72E 2 A, ALY Y
WMATEHRETH L3 LD BIEKN 2.5 (Ton=30K) TH5
Z e xS L7 (Mumma et al, 1986, 1987). & D5 R
725 Mumma 51& [EEDOKIZBLIZF30K OED T
HEWL7z] EREL (K 1(b)]. PAKE 30 SEICH72 D)
20 EOERE 3T HO O Ton BBHISN, TDITE

AEPBLZIK EVIEZRTEHESIN TS
(Mumma and Charnley, 2011; Willacy et al, 2015; Faggi
et al, 2018).

EHETRER LT TR, FaRERMER ST
b H:0 @ OPR OBLMASHTREL 72 o T & 72, FUAEKE SR
MR TH 5720, BEEI<D L) IR Ky
5 HO 2SR BZ &\, Z00, FIREER
M CI3k29E (BX 2 165nm £ 0 W EEDL)
EWINT 52 LT, Kkro H0PHErBI LT
LEZHNTw5S Coli#E) (van Dishoeck et al, 2013).
2011 4E 12 Hogerheijde & (&, 9 A~NUE TW & & ML
NEEVCEDE DN IHET 2 FIRRE RO H0
@O OPR ZBEL, ZOfEIZ0.8 (Tyn=14K) TH 5L
ity L7- (Hogerheijde et al, 2011). Z OfEIZ KGR D
HEITEHM SN H0 ® OPR (Tein=30K) &£ 1)
LS 212/ S v, Hogerheijde 5 13 BIGERE R P &
HEOBIEREMS LEbE (DL2F 2 EbEs7:
) [ KR OER DKL, Eﬁ“kl‘ﬁi)‘%l_wﬁzﬁl&%ﬁﬁ
(~10K) TT&7k&, JFEAEKRRG 2T &z s (>
50K) TTE7ZKDOEEMTH Y, 1‘%%& LTHED
H:0 O A Y I 30K &) A S hTwn
%1 &, Mumma & & 138 7% L FRE £k TWwa (M1
(c)] (Hogerheijde et al, 2011). Z® X 9 (25 H O H0
@ OPR (Twin) X LTI, #H—MLRBRE LI T
HWIREEICH 5.

FH D HeO @ OPR (Ton) DR Z O CHIb K&
X, H0 @ OPR A HKAERKEORE L L Z &
NTELNE)PITAEBATIE R, EBRI 2RI H8
TEIELEI TRV ETHL. DD, FHO HO
? OPR 3R B3 2 RS 2 D2, #ROEZAH LKL
Do TR VOPHIRTH L. TOL) BRI »S
1T 2010 4 24 7 5 AL RARIRAF 12 THFH O H0 D
OPR O EM:Z WA T 2 7200 D ERIIEEZ B I o TE

7z (R, 2018; Hama et al, 2011, 2016, 2017a, 2018). 4
MTIRZDI OV DD EFMNT L. mif-Cld, 2H
e g L 72 RE b Unic ) H:0 OK) &AL,
K5 BLEE L 72 HoO @ OPR % EEHIE L 72 EBRIZ DWW
C (Hama et al, 2016), %FTIIKNOZAE VIKREIZ
HZ 72012757 HiO DA T (H:0 DFEA YV IREE %
LTC) KEAERLZERICOWTHHAT S (Hama et
al, 2018).
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REMPI laser

Capillary plate

Microchannel plate

Photo-stimulated
desorption laser

H, plasma

Pyrex tube Shutter
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Cold cathode gauge

Al pipe
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3 LRI TR L T 2 SEBREE OB, ARV RIS > TT7 v 2 = 23k
W EOHE 2Dt d 234G, FRIMEIEMREII L TR S TR O (MR A S TR

W3 hm) A S Twb,

2. RERODEIE

2.1 O:HFEHEFORARINCESD 10K TD H0
IKER

B 3ICEREEDA A=V Rd. BEEEST v
IN— (1073 Pa) OHLLIZ, TV I = A (A EHAS
BRESNTVD, 0 Al FHEKIE He Gkl D% ) -
TBYVOK FTHIT LI ENTEL. Al R LD
BHE 7 — V) ZBBBRIV 05 % I T BURIRIA ~< >
MVEBIEST S LT, FHIEZDOEIHITE .

AREBRTITES, 10K O ALFEWIZ O H A & HIET
H A% FRZERTHZ & THO Ok) 220 TAmL
72 (K4)., HETIE, ALy 7 AHT ZAENITEAL
TeHe T A <A 7 O NETHEET 22 & TAHERL
72, 84 Ly 7 AT AEPL & HE T,
[Fldh 2% S 72 100K 0 Al S A TN % 5EE 5 2
ECIERESE I S NZIREET, ALEIZZEE S
5. HET (LMEEL Cwawv He 7)) BEdoF v
UN—WNOEFEIFB L F1-2x101PaTH Y, ZD9H
LMESEIIBLE5%x1077PaTH L.

I0K LW RIETIE, O: R HIEFIE7 7 TN T —
VAN E D AVEM B L (s LIER), &
WECTRBMICOAVHEMERT L. 2070, [
5 () TR v XD B BUBHEEAVA S WL

b T TELLIIC% D, EHICAIERPEZRE LT
FUBERZWINT 5 Z LT EB700, K Al RO
K TIX O @ HEFA MBS SRR K < A, H0
Ok) HHERT 5.

Oz+H—HO:2 (3)
HO2+H—H202 4)
H202+ H—H-0 + OH (5)

Bt (6) THMLZZOH 7 YAV, SHIZHETFR
He b O Ly 7 A0 7 A8 THIEF I fREEL %
Motzbo) LRIETAIETHO OK) £%45%.

OH+H—H:0 (2)
OH+Hs—H0+H (6)

207290 [0 WAL HIEFHADRFZEE ] 1EFHO
H:O OKk) OAB#EREZE(BELTWSEEWR 5.
5% (a) 10K @ Al FEMRIZ HeO 7 A % 25 L CfE
LT ENT 7 ZKOBIFRIRA R v (S
7—%) L, (b) 10K D Al FERIZ O AL HETF % 7
R D72 o TRIBEZE S L 72121 HI5E L 72 7R7F USRI
AR MNVTH D, AT PRI 4cm ™ IZEGE
LMlsEL7z. (@) & (b)) OARTZ MRS E, (a)
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(1) 10 KDEIR LT (2) kAN D H,OM SRt G st —

O FEHRFERISE AL LU @) HODH LY /7 5H=3
"o O: RBBHT

H ® (AL Sk

® o

EiR (10 K)

H < *
® o

P
I pm

XK4:EBEDA A=V, 10KDT7IVI =7 LW ETOL5T & HET 7RIS B2 L H0
IKDERT 4. A5 NTK2 SehiEE GiEE) L7z HO0 ANy XTI EHET 5.

DAY PVIZTENT 7 AKIZH KT 2 OH iR
B, OH ZMIREY, 7 FMHIRENZ X 2 WINPT 5 2
ENDRL. ZOZENPH 10K D ALFERETO: & H
R 2R LT BZ 32 L TTEIVT 7 AKDAE
BL7zZEehbrsd £FE LT, 2800cm ' & 1400
em ' O¥ = 73S (4) THER L 72mER bk E (H02)
ICHERT 2N TH B, UG (5), (6) 121k, Zhth
WELZ LT 2000 K, 3000 K (3 & ofE AL EE (SIS D
N T) EFET A% (Hama and Watanabe, 2013), 7K
FOET b AR L > TREFRE TH ST
T2 EDRERBRTHL 2227% > T\wb (Miyauchi et al,
2008; Oba et al, 2012, 2009a, 2009b; Watanabe et al,
2012).

SO 10K THM L 72k b ali s (5ns&a Rk
R b L CIIBBEE (HEE o~ e EE) L2H0 0
OPR %7 941U [H20 @ OPR 2 & KA WD IR %
HBZEWTEDDE) D] ZWGFET AT ENTE 5.

2.2 HIEZHFAFbiE%ZRULT H.0 D OPR AlE

H:0 OJaliHEE, KIZT7 v R F o ~— L —H— (157
nm, <0.1mJcm ?pulse!) #MR&$ 2 2 & THE L 72,
HLEED 2 5 = X 2O WTIEEE OB\ OWFED 5 LA
ToRE (7), (8) TEEND kick-out i TH D = &
Wb o Twb (P, 2018; Yabushita et al, 2009; Hama
et al, 2010).

H:0 (ice) + hy—hot H+ OH (7)
hot H + H20 (ice) =H + Hz0 (gas) (8)

kick-out #¥HETlx, H:O (ice) DAL (7) 12£ES
KELHEF ANV F— (157nm & F 72854 220k]
mol™) I2& 5T, WHEZ AL F—DE» HIEF (hot H)
MNETHERT S, TO hot HEFAVKEERET L L1
E0, KHhH HO s FA M ERIF S 4L (kick-out E41)

Wavelength (um)
3 5 7 9N
0.15 I I I —
(a) Vapor-deposited H,O ice at 10 K
E 010}
=]
8
C
g 0.0
g 005
<
0.00
0.15
(b) In situ-produced H,O ice at 10 K
H,0 + H,0, H,O
€ 0.104
=
8
C
g 0.0
g 0.05+
<
0.00

4000 3600 3200 2800 2400 2000 1600 1200 800
Wavenumber (cm’™)

5:(a) WABEHFEICLIVERLZI0K DT ELT 7 AK
DFRISEFRILA 7 bov. (b) HIET & Oz 50 % Al 25
BT AHIETIER L 727 EIV 7 7 A KDL A ~2 7
M.

SHIN BT 2 [ROn (8)]. BiEioi &1L, KE
150K F T d % 2 & T HeO 5 F 2ok h & 245 EE (A
) 7

KA S NiEE, BB L 72 H.O @ OPR 1, LIBEG
F A4 4 » {t (Resonance Enhanced Multi-Photon
Tonization : REMPI) % v ClEENE L7z EEW
EF L —— (Im] pulse™) % Al F:ARH S 1 mm B
N7eRTHEETLE, B (B BBEL7Z2H0 X2k
L—H—% LTI L TA 4+ YL (REMPD 2 B2 7.
A F AL L 72 HeO 13 ARAT R B &= 5 A &t 2 VT
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SEFELTHRHLZ.

REMPI Tl, ik L —F— D E% 248.6-247.9
nm (FEHIC LT 4022540325 cm L) D&\ 72 TG [T
e, HAFBEDOWEETEIVY HO DAD L IE/8T
HoO OADEIRICA F fbe BT, Z0720HE5
N7z vy H:0 &35 H:0 OfE 558 L (REMPI A
7 bV) S OPREZBEIET A EDTESL. ZDLH
AV HoO &85 HoO % EIRMICHI T E B .575,s~

WEONA F MLERETHEA 4 bk KE (R
% REMPI A OFpiCTdr 5. REMPI OFEMIZDO W T
X, Danic#w it e sz (5, 2018;
Hama et al, 2017a).

3. RERFER

61 (@) 10K @ Al MR 12 H:0 HAZ#HE LT
PEBL L 720k & 6B EE L 72 H:O @ REMPL A2 b,
(b) 10K @ Al FEMK ET O 50 F & HIEFOERMILF X
Jo S & o THER L 720k 2 56 EE L 72 H20 @ REMPI
AR MVTH B, FEETHE LN REMPL A7 MY
(@ & (b) ZELABTBY, HEOWOPOHEET
H:0 DESVPBRHEINTNE Z EWbhb

B EN7zE—=2 254 VY HO 285 H:O &5 572
D2V TIE, H0 O5 e #iz FvT REMPI A%
M NVEYIaAL—Yar$TARIEIlLoThyrs
(Western, 2017; Yang et al,, 2010). ¥ 6(c) 2 H:O @[]
BRIREE (Tro) & Towin & H12200K (OPR=3) & L7z
LEDANRZ MVYIalb—YarEikRY. Mbo
Jrare (0 or p) EBHBE L 72 HoO O RERIREE L ALy - %5
REEZRL TS, EETHELNL (@), (b) DAY
FLek, 232l —3 a3 DARY ML (c) RS L,
DRV E — 713 Jraxe (0or p) =2u (0) OF )V H0
THLZEDNbID., WwolZ), 795 HO b Jruxe (0o0r
p) =2x (p) R ETHIHENTVEA, TDO Y —Z5REIL
TNV HOIWCEBE—2 L IRTHW, ST SFh
Trot & Ton DEZHNTY I 2 b= 3 V2 fTo 724
B, FEEETEHEONLZARZ ML () & (b) FE DI
Teot=Toin=200K (OPR=3) T¥3Izxlb—TarL7/
LEDANRT P&, KRBT B LDDbro
7z,

b L H:0 ® OPR (Toin) 75%1(&&&%@‘2&)“%%&@%1,
TWHDTHNE, EBRTHLNIZZANRZ PV (b) |
Tom=10K T2 I NIE % 5% w. 22T Toun=10K
(OPR=0.3) & L7zt &DyIal—YarybBIino
72 [6(d]. LaL, AxZ ML (d) 13759 H:0 O

Two-photon wavelength (nm)
124.30 12425 12420 124.15 124.10 124.05 124.00

T T T T T T
(a) H,O desorbed from vapor-deposited H,O ice at 10 K

(b) H,O desorbed from in situ-produced H,O ice at 10 K

(c) Simulation with To; = Tgpip = 200 K
254(0)

321(0) 4,5(0) 312(0),
2y((0) , 21 3p(p) 215(0) 110(0) 2,,(0)
20(P) \L 2,(0)

(d) Simulation with T, = 200 K, Ty = 10K

H,0O REMPI signal (arb. units)

21(0)

l

322(p) 221(0) 110(0)

244(p)
312(0),
#20) 2,(0) |
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Two-photon wavenumber (cm')

6:(a) W AZEFFIC L DIER L7 10K OKIZ 157 nm L —
f— % MRS 5 Z & THLEE L 72 HoO @ REMPI 2% b b,
(b) HET& O TR AT 5 2 & TR L KIZ 157
nm L —H— %2 WBE$ 5 2 & CTHEEL 72 H.O ® REMPI A%
7 Mv. (o) BERHEE (Tw) EBAE VIRE (Ton) &3
I2200K (OPR=3) & L7zl EDARY MLy 32— 3
Y. (d) Twr=200K, Twin=10K (OPR=0.3) & L7 &
ANRZ MV Ialb—3ary, KoMt REMPLIZH W
BFEL — =% TR L 72 EOZ R VF—I27ET 5
Wk CPffsh) LR (BREH) <h Y, Hidhh 1+ oMbl 72
H:0 DfEFTH 5. FHFD Jraxe (0orp) & HoO D RIHzIREE

LIy - XFIREEZRL TV A

SREDSIRY X720, EBRTHOLNIZAXRTZ ML (a),
(b) LiZELEbLdroT:.

el EEFEERIC < b 2T, k% 150 K F CThnsh L 2 bisE
L7z HeO ® REMPI A X7 MV EMET 5 ERS B
Holz, W71E (a) AR I HO H A %784 L CfE
B 72k & BUEE L 72 HoO @ REMPI AvX7%7 k)L,
(b) Al ECHIET & O T OREISIC L - TE
G L 720k & BUBiEE L 72 HoO @ REMPI A2 b LT
5. HO D REMPI Ax7 bV (a), (b) &, (c) @
Tri=Tsin=150K (OPR=3) ®AXZ7 MV I 2l —
YavEBRBW—HERLTBY, Ton=10KDI I =2
L—yary (d) LiRaelabirhrol.
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Two-photon wavelength (nm)
12430 12425 12420 12415 12410 124.05 124.00

1 1 1 1 1 1
(a) H,O desorbed from vapor-deposited H,O ice at 10 K

(b) H,O desorbed from in situ-produced H,0 ice at 10 K

:@ -

= ]

= -

g .

8 .

©

c -

i)

)

o - - -

s (c) Simulation with Tt = Tgpin = 150 K

w 2

4 21(0) — 345(0), 10(0)
o 32(0) 2,00)  43(0) 2;5(0) 2:(0)
IN

2,0(p) \l/ 3215P

(d) Simulation Wjth T, = 150 K, Ten = 10 K
25(p) >

110(0) § 212(0)
32(p) 221(0) 24(p)
312(0), \l/

215(0)

321(0) 224(0)
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Two-photon wavenumber (cm'™)
X 7 (a) HAZERFFIZL DR L 720k 5 BBLEE L 72 H20
®D REMPI A7 bb. (b) HET & O 5T % [ABF 25553
% Z L THEBLL 720Kk & BUBLHE L 72 H.O @ REMPIT 2 X7
v, (o) MEERE (Tro) EAEAY VEE (Thn) % & IS
150K (OPR=3) L L7z EDANRY LY I 2l —v 3>,
(d) Trol—150K Tspm 10K (OPR:O?)) th:(‘: 30)7\/\°
7 MV Ialb— 3,

4. IKA®D H:0 D%AEVIRREICIED TcH DR
ER

U EOFEBER2S, 10K TKEDL 572128 e
DO, KN SIEHIEE  BABEE L 72 H2O @ OPR 1384 A
EUMBITERETHL 31205 bholz. 202 L
(& 21 @D HoO @ OPR (Tpin) 7> & KA RS O % 1
HZEIFTE LW ZEaERLTWSE, 2F D
Mumma 5 % Hogerheijde & Of#fIZ & & ICHE -S> TH
) (Mumma et al,, 1986, 1987; Hogerheijde et al,, 2011),
SETOBMNFRIETHRLETLEN S L L2 E
RLTw5

TUE, k2 S L 72 H20 @ OPR KA RIRED
M2 L 2 WO THAH ) ? ZOMBEERBRS 572

21 KN THO oA VY =3 FHRIIE B E 20
 EREEOREE LDV OR) ? | Lo zkNO

H:O OBEAYE VIRBEEIZOWTHIRT 2L ENH L.
FERAERRE LT, kA4 (Ne) ¥ Y v oA
FHWTHO ZIEZT_T/F{LL (H:0 DAY >~
WAL C), Ne DAZFESEHRET L LT/
T H0 BBk EERL, Z0XR25% (B BiskL -
H20 ® OPR % HFHIET A2 EBREx B o7 (X8).

5. RERDEIR

5.1 BEfAxR7A <Y Uy I RZAWL H0 0)/\"5“:

ARFEFRTIEE Y, H0 & Ne & 1/1000 TG L7274
AxRBEZEF v YN—=NO 6K O Al FERIZHEFE L, Rk
Ne~¥ N1 v 27 A (HO/Ne=1/1000) =#fE#L7-. &
HEPOEZET ¥ Y N—NOEE (BXZ1x1072Pa)

LAEEWERM (3047) 26, EENe~ M) v 7 ADES
3B X2 30000 0 FElF L L RAED 515,

K 9(a) 6K D Al EMICHAR L7/2EE Ne ~ 1) v
7 ADTHAVIFWINA R Y bVTH A, AT NIV
AEIZ 0.5 cm M IZEE LEllZE L7z, 1660-1580 cm ! D
B3 HoO OZMIBHNC IS L, oI AXT |k

JiEA vy H0 HEfk (1614, 1650 cm™Y) &, /87
H:O HE1F (1631 cm™1) (ZHET 5 E— 27 258l &L
TWwWad, ZOZENSEMRNe~ M) v 7 ZAWIZ H0
GTNE 7= (HEf) THLADLN TS Z LN
bbb, 159 em MR Z A/ E % E— 2713 H0 ¥4
~— (ZEf) CXARNTHS.

1.2 T, TR BWT, BT & DIERULTE
222X 5 HoO OFA Y Y (FIV —/3F) i3
TEV] L7z Lo L, HO 2% (1R Ne <
M) w7 A% E) ICHFET 25481, H0 OBA Y Vi
PudBlmicms s h s 2 Mmoo n T b (Abouaf-
Marguin et al, 2007, 2009; Yamakawa et al,, 2017; Fillion
et al, 2012; Turgeon et al,, 2017; Sliter et al,, 2011). Ha,
HoO, NHs, CHi %2 & D5 F O A ¥ Y Enffild £ 7240
% HD VIR R TH DS, W BUKRORRF
WTIRRWHARORRFN S 5 DTHIRD D 5 5H 13T
55 2B E N7z (1)1, 2018; Sugimoto and Fukutani,
2016).

H:0 OFEA Y VERIEASEE X 2720121, A Y ViKE
(v H:0 &£2%F H:0) ORE %?léi_ A EAE
WLFEL D, BAY VIREORAZF| &R THESE
e LTREMZ S DD, JHEr L0 TH L (BiE
I ZER I — M2 S TR T FOREEDA
T VTR =L TH L), TOZEIE[AE L ]H
BTRET OB L FHRICHEL T 2 L a2 Bt
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(1) Gas deposition
(H,O:Ne = 1:1000)

Substrate at 6 K

(4) Photodesorption
or thermal-desorption

Vacuum
ultraviolet

photon %

Substrate at 6 K

I ! Heat

(2) Para-enrichment
by nuclear-spin
conversion

(3) Sublimation of
Ne matrix

@
Substrate at 11 K

(5) Measurement of OPR
by REMPI

Substrate

8: /%7 H:0 % I THEBL L 720k 20 S BB L 72 HoO @ OPR #5832 EBRD A A — VK. 6K
DOFEME Ne < M) v 7 ANTHEES N HOP A VY - TRz B 232 & TIRIEET/ET
H:0 127 5. 20, 11K IZHRT 52 L TNe ODADPFIEL, 785 Ho0 3SR L COKDP AR T 5

BSNTkA SEEE (BUEE) L7 H:0 oA VY /85 % Ml5%E$ 5. Reprint fromref (Hama
et al., 2018), Copyright 2018 the American Astronomical Society. Reproduced by permission of the

AAS.

LTHE 2w, BlRIE, S HO & Btk TH
BEEFTF (02 DL CTHEET 256, 0: DET D
AN E— X ¥ MZX o TAY—FEHHEL
(Fukutani and Sugimoto, 2013; Sugimoto and Fukutani,
2016), H:0 OKFFRTFFEDO A Y ¥ &R0 7 A B AEH
T AHILETHRAE VIRBORAGNBIY, BAY Vig
HeswTRe L B, 7z, BEEAHIC Oz 7 & DERNMEARD
FELZLES, HO 5 FREAE VR CTHEL T
536, HoO—H0 3 TR OB R e AHEA/EH OKFRIR
FROFSPBAHEIEH) 1L o TOHEAE VIRED
BAEMNBZ D (Curl et al, 1967; Buntkowsky et al,, 2006,
2008; Limbach et al, 2006; Fillion et al, 2012).

H:0 — 02 %° H20 —H20 &\ o 7245 1 M O R &Y 72 41
HAERICIRS S, HO 43 FWTH HO Al §zsEE) 5 %
LT (2D BT OEBIC L - T) B
AL, BEOKERTHOAY v EHEERTHZET
MAEVIREORAPBZ S, 20X % HO 5T H
TOEM R MEET %2 A Y Y — st EER & R
(Curl et al, 1967; Fillion et al, 2012). [EfE& Ne ¥ 1) »
7 ACHBES N HO (B~ —) 13T HE IS mizE
BETHENTELDOT, A Y - [AEHE D
AY VHERIRICETIC R 5.

S 512, BT A Y Ui 3849 5 A

PIVF— (Fvy HO &78F HoO DJaJfE T OV F—7%)
%, Efko7+ v (EENe~ M) v 7 2A0¥4E, Ne
O TFIRE) IS o THRT 22 LA TESL. I
PEM (ILR) EORECELDLETHL, DT+

XD HERF A F PRI, A Y RO EEE
ERDDLRKELBBERTH S Z L PEBRICHHS 2% -
Twv % (Ueta et al, 2016; Yamakawa et al, 2017; (L)1l
2018).

&) IZEHEE (FfkNe <~ MY v 7 AN) T,
H0 7371 (£721350F W) OMEERIZ L 2AE
REOREE, 74/ VICLDHRFT A F—HERIC
Lo THRDP LAY VAR L 70 5. FEBRIZ,
fkNe~ MY v 27 A% 6K T 8 BRIE L7z HIZHlE
L 72 R SR IA 7 b V& BLCH B L, F LY H0
WFEIETRTNT 0 IZEILL T 2 Epibrd [IX
9(a), (b)].

5.2 )5 H.0 ZRWoIKDIER

COEAENe ¥ M) v 7 ANDNT H0 % flio Tk
EDL ZEDSTEIUL, 0 OFA Y VIRERHIH L 72
KAPER T X282 b, ZZCEMAENe~w M) v 7
2% 6K 75 11K 12 6 K/min THIZA L, Ne DAFIE S
72, 30000 G FREOEMA Ne v~ b v 7 21X 11K 12
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(a) 0.35
0.301 111-000 >
Para After leaving for 480 min
= 0.25 4 after deposition
=1
3 0.20 Dimer
S [IRCTREN
[} 107 101
2 0.10 20101 Ortho
< 0.054 Ortho Deposition for 30 min
0.00

1660 1650 1640 1630 1620 1610 1600 1590 1580

Wavenumber (cm™)

Time (min)

0.16
() 0.14

0.124
0.10+4
0.08+
0.061
0.04 4
0.024
0.00+

-0.02 T T T T T T T
4000 3600 3200 2800 2400 2000 1600 1200 800

Absorbance unit

Wavenumber (cm™)

9:(a) 6K CIERL7ZEMA Ne <~ b)) v 27 A (H:0/Ne=
1/1000) o FzAF BCAF L A 7 N b, JR 1 H20/Ne
(1/1000) {REH A% 6K O Al FEARIZHAG L7zd & IZHIE L
72b o, HREEANe v 1) v o X{’E*”f& 6K T 8 I
WMELZHEIZHELZZLDTHAL. (b) 6 KIZBIT5EE

Ne~ btV w27 ZARDF IV HoO Jkae=1o) D ARZ k)b
R (1612—-1616 cm P IZEBI S5 10— 1o 1BFE) DFRIE D}
M2k, () 6K TS EME L-FANe v M) v 7 A%
HKIZHRL, Ne #J¥ &85 2 &TAHERBR L2 H0 KOHzR
MBI A~ 7 | )V Reprinted from ref (Hama et al., 2018).
Copyright 2018 the American Astronomical Society.
Reproduced by permission of the AAS.

% LRI AHFEY BI TS, H0 OFFEREITB L
Z10KTHHDT, 11K TIEH0 i3FFEZBZ 3%
Vo RERE LT, Ne DAFEIZE S v ALFER ET/XT
H20 A%E4E LKA RS % (Kouchi et al, 2016; Hama et
al, 2017b, 2018).

Ne ﬁ%&@éﬂ?ﬂﬁ%ﬁwlx R7MVERTARD L
(K9 ()], ZHR T 2 ME O R v OH i i 4R B
(3700-2800 Cm’1>, OH £ k%) (1700-1500 cm ™), 43
FHIES (<1000cm™") OIS HERTE 5. 20X
HZLT, 737 0 2K EEEST 2 2 LI L7z,
Z oK 5 iEES 5 H.O @ OPR % illsE 4 g, JKNT
D H0 DAY = IS8T DO W THRIET 5 2 AT
&5,

1 4_ (a) H,O from ice after para-H,O/Ne matrix sublimation at 11 K
1.24

S
N}

1 4_ (b) Simulation with Ty = Tgyin = 150 K

40,5,
1.0 Hor~50d(0) 211-345(0)
I/ 101=220(P)

<— 20-2,(0) 343-312(0),
11— 212(0)

404—423(0) Bos=32(P

S
[N

H,0 REMPI signal (arb. units)

1 4_ (c) Simulations with T = 150 K, T, = 6 K (black)
11 K (grey)

084 4.
0.6 5is(p)
<— 21~ 315(p)

T T T T
80495 80515 80535 80555 80575 80595

Two-photon wavenumber (cm™)

10: (a) 787 H:0 L D1EBE L 72 11K ®KIZ 157 nm L —
W= % WG9 5 2 & CREEL 72 H:O © REMPI AX27 kb,
(b) [HHEIRE (Tw) EBAY VEE (Ton) & HI12150K
(OPR=3) & L7t EDAXRZ MV IaLb—var. (o)
Tw:=150K, Tein=6K (OPR=0.03, i), 11K (OPR=
0.43, Kfafg) L L7z EDARY PV Ialb— a3y,
M OfE#E REMPL ICH WA FR L — W —% 7RI L 72
LEDIANE IR T AW THD. KFD Jrae (0 or
p) 1& H:0 OEFRIRFEEE F vy - NTIRAEZ IR L TV 5,
Reprinted from ref (Hama et al, 2018). Copyright 2018 the
American Astronomical Society. Reproduced by permission
of the AAS.

6. RERFGR

10(a) 1%, 7%7 H0 2o L7200k (11K) 22500
i L 72 H:O ® REMPI A2 sV Tdh 5. KE{FH
LTh64R5 R REMPLHIEZ B 429 72012
6 L HARTHVEHFER THEEBI o T\nb., Fhi
THESLNZARYZ MV (a) 1Z, H10(b) D Trw= Tsin=
150K (OPR=3) TY3al—arylLlizb DA~y
MULERC—%L7 M6 (Tm=200K) &L T,
B0 10 Tl H20 O RHEIRE L Tre=150K &4 L/ S W
BHAES N0, IZIZFAEDART MLES > TR,

Wol¥), Ten Z 6K (B#, OPR=0.03), 7211
K UKfff, OPR=0.43) & L7z EDANRT PV I 2
L—2 3 vy Cld/sg H:0 OFBENHRLS 2 )78 [
10(0)], EFERTHEONIZANRYZ ML (a) EAbhdrolz.
INHOFERIE, /87 H:0 FHWT LK TKEES T
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1:4_ (a) H,O from ice after para-H,O/Ne matrix sublimation at 11 K

S
N}

1.4 (b) Simulation with T,o = Tepe = 150 K

1.0 2x(0)—>
084 V20 40
2

H,0 REMPI signal (arb. units)

S
(¥
-

1.4 o (c) Simulations with T, = 150 K, Ty, = 6 K (black)
124 11 K (grey)

1.0+ 11(p)

- T T T
80450 80500 80550 80600 80650

Two-photon wavenumber (cm”’)

11:(a) 787 H:0 &/ ~— X DAEBLL 720k & Bl L 72
H20 @ REMPI A% M)V, (b) [HHRERE (Tw) LAY Y
M (Ton) & HI12150K (OPR=3) L L7zt EDANRY
My ialb—=vary. (o) Tw=150K, Tein=6K (OPR=
0.03, =), 11K (OPR=0.43, JxfafE) & L7z& EDANR
7 MV Ialb—3 3 Y. Reprinted from ref (Hama et al.,
2018). Copyright 2018 the American Astronomical Society.
Reproduced by permission of the AAS.

b, ok S JEHEE L 72 H:O @ OPR I3 A ¥ Uit ER
THH3THAIERERLTVS.

87 Ho0 % FHWTIER L 720k % 150K F Thngk L
BJiEE L 72 H.O ® REMPI AX% b L% BlE T 5 925
bBIko/z (K11). s L 72 H:0 © REMPT A%
7 b (@) 1F, (b) @ Tew=Tyn=150K (OPR=3) ®
AN P VY Ialb—YartRn—HERLTBHED,
Ton % 6K (B, OPR=0.03), F7/213 11K (K@,
OPR=0.43) L L7t EDAN_RZ MVY Ial—Yay
LidEbirosz [M11(c)]. ZoRRIE, BBiEEDY;
ETHH0DOPRIZ3ZTHLILEERLTNE.

7. KAD H0 DEEHAEEZAE VIARE

DLEoFEEERIL, KN THEAE YIfrls 2 > Tn
LHZExRRLTWVWS, 2o &, KNTIE HO 55T
M OEEEAY0.2-0.3nm (3 & & 7-o H0 437l &
MG FHEEREZ B LCTB Y, A IRED

RELTW2 LEFTE % (Fillionetal, 2012). 4H O
EBEREEZXFETSH L 0L LT, Buntkowsky &
Limbach 513K Tld AV H:0 & 7%5 H.O OIRFER
EWIFIHESBIoTHBY, ERPRA VY —/3T8
R LCwbEFMlLTw5 (Limbach et al, 2006;
Buntkowsky et al., 2008). %5 OHE@mFEIHRICL DL, F
W =R TEROBEEERIIBE L€ 10410 s TH
D, Bt EE us THIVY — X FRRDSE X #1F T
Wb ZEERKEL TS (K12) (Limbach et al, 2006;
Buntkowsky et al,, 2008).

X512, KNTIE HO o [z & &3 B o Ho0 551
EDORFHREEL Y P =212k o THCHEBS N TW»
%. Wittebort & I3 IEE 7356 %2 F V> TKN O H0
O [u]§z E B O HPEALFERE DK & & % 56 k] mol ™! (6700
K) & Rfi->Tw5 (Wittebortetal, 1988). ZDKE7%
WEHEALEEEED 720, 10 K OKANIZB T H0 (&[0l 8
Frd s L3O THEETH .

CITERELZTUEIZ S ol EERNTHFO
MIEGEEN AR SN TV D & &, ORI A )L F—
BAIFHDDDEIIREL R LR LI ETHL, TDZ
EZDWTIE, FRFRGTF O AN F — AT BRI %
EOEEIC Lo TEMT A 2BV L THE W
(BHOYEXY 27 VIR, BnonaIdt—<r
WH EIEN S ) (Atkins and Friedman, 2006). AHFSE
TIE, AEEEE) % WA 9 5 HO 45 F oK FE A 05
Bl H0 ollfizs )L ¥ — M % 2L S 5.
Buntkowsky & Limbach 5%, KZ#HEEL Y b =212
£ 2R E G EAASFEIEST Z2KTIE, 4V HO &
7X7 HeO O T AV F =7 (AEw) (540 (34.2K)
I OGNNSR, AE=5x10"BK &13& A
EHRBBEBI L TR ERAEL TV (K13).

EHICITTHERLTBEVold, KHIZBW»T5H0
KLU TFIZBWT/YT HO 254 VY H0 &) bLEETH
AL, 799 HoO (Jraxe=000) & AV HoO (Jrare =
lon) EDHWEIFHET 5°34.2 K OEfR T 4 )b F — 7"
WERRTLZETHE. WolTH KT, Y HO
EXT HO I E B ICHRER Z L T/, iiE
R AV F =R L. 2D 728KNTOF IV
YV H:0 £7%F HoO O L AN F— eSS TH 5
LRGeS,

PLEAS, KHTIEA LY — 8T8z (B A ¥ IREE
DOIRE) DERPIZBETWL I EE, VY HO &%
7 H:0 © (A#E) TANF -2 EHTEX LT LN
ZEhH, KHNO HO O OPR I A ¥ v ffigE =
(OPR=3) CTHHIREIZH D EALTIENTES (]
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b)

H,, 05
<
3‘;
s arthe
~ 0 1 1 1 L )
H,y 0 0.2 04 0.6 08 1

f / msec

X 12: (a) &M &0k GEEfEA) 1281 B HoO D RERIRAEE &% A ¥ R ST vy H:0 &85 H:0 12idk
SRR T AV F =3 (AEy) DSEAET 575, EHfitH Tl HoO @@izl%)bi\f—?éti#’%ﬂ:/]\é {7b (K13 b
ZHR). & 512, KNO H0 55 T OBEAB TAHEAER (H) 12X WA E ViR sns, ZoRTiEt
WV HoO AOKERNICHAE T A & TRAE VRSB I ), FOGAHICHEE L 72812138 T HO 12722 T b,

(b) (FEX) KOMEFHERE A B L 72 HoO Zsfk. () RO HoO ZmfRIZOWTB I %o 72BA K VRO %
FEFTHIETE ORGSR, FHERED S 0.1ms (100 us) VN T A ¥ ViEiEA B & 5 TWw5b. Reprinted with permis-
sion from ref (Limbach et al., 2006). Copyright 2006 John Wiley and Sons.

H,O in gas phase H,0 in ice
AErot:
A @ A 342K '&@
IT| |:| T AEr01t3
5 x 1018 K
Ortho l Hydrogen
: bond

0, - @O
H H —« ~ H H
' v

Para

X 13 : &H & KICBIT A HO o nldgzIkEE. SO Ho0 4513 H HMEE % L
TWA 729, T HO £785 H0 1212 34.2K &) K & 2 [\lfE T A )L
F—3 (AEw) DHETH. WolTH, KTIHKEKEIZL > THO O
BEFh IR A SN, Pz A F -2 1EB L Z5x107BK & IEFIT/NE
S,

B, 2018; Hama et al., 2017a, 2016, 2018). & ® 72Kk H

5 - B L 72 H20 @ OPR (& 3127 - 72 & R 8. F&H

T&5. KWIFRTIX, DX B FETKEERLTL 22
56 (B i L 72 Ho.O ® OPR X3 THDH I &b h o
72, ZOFEFEIE, THNETOFEHD H0 D OPR (Tsyin)



ROFGEAE v R 23

WOWTORFIFEL S BT ERRLTED, I
TOBAPISEOR R % $RTHERT 2 LE8H 5 T &

BRLTWS

FERIZ, BT OBEIPIZE O L LT OB R
RETIONMEZTE TS, /2L 213, EREOBIH
WFZECIEHER, H:0 ® OPRIZB L2 2.5 (Ton 12
LTBLZ30K £5bLNTE72Y (Mumma and
Charnley, 2011; Faggi et al, 2018), - ¥9 T 2015 4£
12 Willacy 5 1%, 2 a2~ H.0 @ OPR O EIHANE X2

DIFEAEDPEAE VfEETER (OPR=3) |2V ET
HH(FEERECLTIO WL 20 MNIZIE > T 3)
ZE L Tw5b (Willacy et al, 2015). ARFEEROD#E
R, HEM OK) » 5B L 7280 H0 © OPR
E3ELTRWD, b LALKIZEEI<HO HO0 D
OPRZ2S3 LN /WS WHTH L% b, HEIHNDMS
POTOX A (72 ZIXTALFERE R E) 12X oT
OPRM3 L N/INEL o TWAIREEDNH 5. KA
FRUBZ & % H:O @ OPR DT O REHEIZ DT,
WFNCEE S ORI LR HHLF CTHR L TN DHDT
HEMEZE LB 22 S 7w (Hama and Watanabe,
2013; Hama et al,, 2017a).

Hogerheijde 5 1%, 2011 4£12 9 ANOTE TW £ (54
HEAME) O H0 D OPR % 0.8 (Tywn=14K) TH 5
L L 72AY (Hogerheijde et al, 2011), # Dk 2016 45
27— 2 AT L, H20 @ OPR 12 0.2-3 & IELVWE
wE D185 L LT\ 5% (Salinas et al, 2016; Guzman et al,,
2018). F 7z Choi 51 2014 4E 124 ) 4 ¥ REO LB
PEIRIC BT D H:0 ® OPR 2 0.1-0.5 &G LT3
A% (Choi et al, 2014), Z®f 2019 4127 5 C, Putaud

SIEFEM OO H:0 @ OPR % 2.8 £ 0.2 TH 5 Lk
#£ 1L Tw2 (Putaud et al, 2019). o EBILFEDE
TIWEHE DG TIE, SAALFRIGIC & - TFEIHO H0
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