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In-situ observation of elementary steps and quasi-liquid layers
on ice crystal surfaces by advanced optical microscopy

Gen Sazaki?, Salvador Zepeda®', Shunichi Nakatsubo!, Yoshinori Furukawa’

Due to the abundance of ice on earth, the phase transition of ice plays crucially important roles in various
phenomena in nature. Hence, the molecular-level understanding of ice crystal surfaces holds the key to
revealing various phenomena, although so far there has been no means for molecular-level observation. Hence,
we tried to improve a laser confocal microscope combined with a differential interference contrast microscope
(LCM-DIM), which was developed by us and Olympus Engineering Co., Ltd. Then we succeeded in directly

visualizing elementary steps (the growing ends of ubiquitous molecular layers with the minimum height) of ice
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crystals and their dynamic behavior at air-ice interfaces.
processes of ice crystals at temperatures below the melting point (0°C).
surface-liquid phases (quasi-liquid layers) appear that exhibit different morphologies and dynamics.

We could also directly visualize surface melting
Then we found that two types of
Such novel

insights into the nature of surface-liquid phases may play a crucially important role in understanding a variety

of phenomena in which surface-liquid phases play a vital role.
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7u— 7SR THEMEE OB AL, KRR T
Mo CHREER 2 Eicdh D . KENIIREE T & v BE
B TR CHET 2729, REREIC XD 4T 2 EORER
& (EfEEEEOTRHOME2ET LB 2> F v
N—IZ X BEERPREICT S, £, 1R[ERKTTIE
BTHEMELEEL Y. 207k, HEEHEICESIC
JEEETH D, OB RIb R WIEFEEMEE L, K
MORAEABET 27 00BD THELRFHEIC RV E
5.
TrixchEzoklstry o2y y=79y 7
CHET, VoYL E S S T EBE (LCM-
DIM) #BAF L (Sazaki et al., 2004), & 512% DH:RE
RBRE CH LI 2 LT, BREEEDLEORET - ST
LAOVDEE 2L T 3 Z L ICBh L7z (Sazaki et
al, 2010). £9, ZOBEME L, WERKEK L S K
FET 2KiER (BEEEEL) OREBEEEITI VAT
AZOWTHAT 2. 2 LT, BEAAXS L OHET
ZKEERLEE EOBAL A T v 7O Z OBEEICOW
THEANT % (Sazaki et al, 2010) . BRI, AEAETEK
B O OKREEORERIEEIE 2 2 OGBE L L 2
LZRHEL, KOFLWENT FIZ DO T2 (Saza-
ki et al., 2012) .

E . I/_UE_:/':I\:%lu\Wﬁ:':ﬁEEWﬁ?D Ck Oik%l:l BE
REHFEI AT L

B2 IHRE-A Y o227 ) T EHFET
2004 iz, v—H I S BEMMEE (Laser Confocal
Microscope: LCM, # VU > ¥ 2 &L« FV300) & #5T
VWEEMMEE (Differential Interference contrast Micro-
scope: DIM) Z#aEb¥ 22T, AKEKFDY
NI BEERERHOBEAMA Ty (B~6nmES) %,
D TEva >y b7 A M, FEmOBRFIC 2 DGEE
T3 EICR LT (Sazaki et al., 2004). L»L, 2K
ERMEBETOBEMA Ty 7O FHEIN 5 E S 1X0.37nm
LD T/NE W (Hobbs, 1974). ZDlz 8, vV —H—

(Sazakl et al., 2010). ®1 Az, LCM-DIM D>
o OBETRICE, FTFREDS 10 um FRE L iRk T/
& super luminecsent diode (SLD, #J% 680 nm, ¥
EAIE 23nm) =M, TNEZTEEOFLEZPNTE.
F7z, R)F KT RIS IR T LMt E—2A A7
Uy g —mHw, BbETEERETS2I2LT, XEOET
Pz N RM LS. 351, R
ﬁ%%}: Sk, FENFBUTORYY > X% Hun

RO LM TH I P T A N ERE LS

, REETOMENEY 7 F -7 4 X (SN) %
=S

R %ML 7z LCM-DIM THEIZ L 7z 3B bl O RIH

JL, PUNE—N X, R — 0 I # M

ENT7xuY—%2K2 ART. M2 BiX, £<HUEH
53 7% IR TR TSRS TR L 7 B & SR O S A0
PRy, MR RS L, OBEBREEHOE S 0.75
nm DA 7 v ZHPHFHBE 2 T+45%a > b7 A
N CHBIETE 2 2 L3S D . Fiilt, LCM-DIM
ZHWTWen & 1%, &f& {111 H EDOHEET A
7y 7 (0.255nm & &) DFDFBECHEIIL T3
(Wen et al.,, 2010) . SEZFBEMEE DR 17 O 53 flRBE X
HRT2XOWEEOFHIREZ T 2720, 7270 fE
ENRETHS. LrL, RS ARODLT »REE
FEICAY NI ANREZ BT LiE, WEHIR 2

A Observation chamber
Peltier Water
Supe¥ luminescent ‘element jacket

Polarizer

Polarization
beam splitter Nom:arskn pnsn]

- ‘ v
Mirro, I ‘ /
: 7 1 Mirror

,» Galvano mirror unit

: Photo-multiplyer

Confocal unit

o
Basalfg 8\

H,0 vapor
source

Confocal aperiure
N, gas cylinder

* Cleaved
—Agl crystal™
~lce crystals €
0pm @ )
Prism face === O =
Upper

Peltier element .
thermistor
@) \ @]

Lower Cu plate

USSR}
Triple wz\néow LE_c)wer thermistor

F1:EEEOKAN (Sazaki et al, 2010) : (A) v —
P—F S T W BEMSE (LCM-DIM) ¥ X 7 A, BE
FroonNn—, BIXOKEKWB Y AT 4 BBEHEF v~
N—DWER ; (C) (D) ~XPAL 7z Agl B Fic~7ax
S F e V(OB LUT v AD) IR « BE LK
TEe D, BAREFRAE AR & AL, B OREAK
(L) EEsH 7 v — M IC[EE L7z Agl iSO HEK S
(FB) AglfEfdER FicAT o ey F vy VICEE L2
Th oK &G O BHR P B2 BEMER & (£ L) ThokiGdo €
TxruaY—,
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X2 : HESEO~2BE ({010} W) OFEMEEEE (Sazaki et al, 2010) . [ Uik
W%, Vv——dE S THEMEE (LCM-DIM) ¥ 27 A (A)B X OFEFEEME
(B) THIZL7-. IBHOMARIL, EHA B> E39H%ErT. MAEB%EH
B2k, OEBHEETIEOEZ0.75nm DA T v 75, LCM-DIM 2 & > T+
DAY FTANTHARUETETWL Z ENb» 5.

V. ZOTOLRRET, KObTrfifHzEY, XD
T RTRE RIS 5 Z L SR S . LM EE DS
S FTAI D5 FRRE I IR TSRS ISR L 5 2 2 & 2V
I WIZT 5 RS .

AW T, HOMMHZEZBERCERR T 272012
W THEMEE W, KRFHEEHV S L 3 1R
FNCR LIz & 902, Fo i b TRIE O/ A 1E &
DEAZ L, bIRABRLVRES RSN D . KX hos
TOVv—H—HE LSBT, B2 ARLizES
12, b biEaEREaSEEE L» AT A ET 72
HTHEHIN T 2002 TEI Y 7 X M5
ZoNTwnd,

X1 Bz, KEEEEIZAE T + >N — O Wi O %
RY . BEHT v ooN—1F, T 70U 2 DO T
YR v FENTHEEERED. BB X OFE O SR
DO|EIX, ~VFBRTEAOILCHEITCE 2. &
RS DRI, IKOFH— IR RES ¥ 28 &
LTRESHISNT WS Agl Bfid 2 ~EFILz b D%,
) — 22 HWTHEM T (Al FEE3db 7V V'K
220 Gary Layton ZEHE D 5 Wizl wnwiz) .

Agl f5dh BT, KM EL FOFIETHRES . &
3, LEB X OTE IR OEE % Z N Z 1 Tanpe =
20.0, Twurce=—15.0°Cicty b L, KBNT) 7 &
HIEBRETN AL TKRES Z ML 72 @Gl 500
mL/min) . ZKFRGMHEE FH DKL 2 TEHHR Fic 1
B ES®RE, 2200 V720, F ¥ 2 /8—AD
KELZOMIGZEIE L. 2L T, LB X OTEHOH
WOBE %2 Z N ZF N Tauanpe=—15.0, Tiource =
—13.0°Cic 2 Kffil2z v v L, ~EBHL /2 Agl G dh b
AEHH ORI 2 IR « Bk S ¥7:. K1 BOMAK
WRLTRRIZ, KEGTOKFEES~NT O EY ¥ v v
WRE Lo, KiESEFECRAZRLTWwS . £0

%, KFEMOE & & S 2B 100 um T % £ T,
Teampie = —15.0, Tiource = —14.0°C T 2 R S &
7z

B 1CEDic, @ OIFTE LTS THIZ L 72K
FERONR—YVHEH E ) RLHEZRT . NTBLESY F
Yy VR LIER=YViE (K1 C) OBEITIE, ¢l
PHREEE A L T 5 . KEKOBEEIMNE 2K S L
T5E, 7V AR L IOKESOBL ML, 7
D R ATEDSDGE & FEEICEA LRSS (M1D) bR
Beonl. EAEOAMIE, 77y NEPE L FET

A Cross sectional view

3T I b7 A b (Sazaki et al., 2012) .
RXOTHE2FHT 2 Z T, blzrdbREEREZRO
POBH LD E 5%y NI AN EEBLIENTE S,
MA (Brm) 8L OB (EEK) wESWicRLZ LS
W2, FSRESCHART, REOFFIEL VL, b5—
FFE VLS REINS. KXo To v —F—ILHE A
SFEBECIE, EEAE LY SA T AMICET 76T S
TeORERWASTH A N T A NBEZ SR TV,



4 e IR

5 —15°CTHREL .

BT v > N—NET, AR ORISR I ARZESR DML
KA E 22 2Kk 5 16 mm BN AIE IS H 5 . AKREKD
BIEIR O B ZEFE L, RREDERAT AR ILHT 5
WONTZEDREF LR T 2720, EPKEMIETO
KELGDBEN L L bh o T, KEKDMBAIRIE 2 IEHE
KCEEBETAIENTERDP ST, ZOHROWRIZESED
ﬁ%@%é AR TIELARE, EBEGEHET 2720

s B Taampre B E U Toouree ZECL 7.

3. KIBERODBEMURT v TDAFZDHEERE

WEIR 2 ALK T THRET 2k (BREAERELT)
DEHEEZBRE L2 4 1RT . KERDOR—H )
HET, 2XTCEBROMGFEILSEHIIL, 205
GR35 2 LT, KEEERIZER

DR NS LD ) BN

TG, YANR =L EXF o @B — il JI # M

K&ET%Z&ﬁb#%(@@MUWSEK%%.“
HO+EITRLULIZBEC, B & SFEREGHT 2
L, ﬁ%@@%(XT/V)wn b7 A MEFERITH
W7 (BhEi3ER (Sazaki et al, 2010) @ Movie
S2). ZDEIR2RTEEODERFES ATy 7D
b7 A b OHEBIE, KiEERED EOWL A5 TT
FhTBEI N, COMEE, Bl 2 RTE
DY, KEEERRA LT 2 KoUK L D s hiz 2
ERIRT . BV S o 2 RIEEVDER LRI, XT v
DAY TR SDTRIHB L o T Blide  Big
SN nodz.

% OfGEIE, JEEEMER I X 2 BZICH L 7o R
EEFFO. Rk 7 ay s x5 1201 OBALTS XS
2, T EEAETLZ ETHRETS. £/, 9T 2
A BT BBICIE, M5 ERcRLz kS, 5FE
Dy (HENLAT v 7 EMENRS) KHTHNHAAE N,

X 4 Th KFERE DR —YIVIHE ETOREEN 7 + 0 Y —DOXNEWEMEH (Sazaki et al.,
2010) . 2 RIGHFEL T 3 EEFOREEZEL . 0 s(A), 0m3®)1bum)17h

(D). B EDHhO+FHIZ, BYE-72
A DISTERICIHIR LT BRI 2 TR, RS -

RICE DGR L 7B
7‘sampIe: —10.0, 7-‘source: —9.3C. Zn

2, ATy 7Darrz

5DBEESD DI, #iX (Sazaki et al., 2010) @ Fig. S1 T L 72 E{GALE 2175 72 .
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BTy T

A

7\

g 5 2

®e DB

X5 : fESE R 3 21X (Sazaki et al., 2012) .

BALRA Ty TR ET 5 2 LT, fbid—Eo
OEIRICEERET 2 (BAIAT v 7OEAE, HDFOKE
SRS, O —DICEE D). TDORYD, MO
RERMHRET 2121, TOREERLHEMAT v 7 OEIH
ZH e X DGBIE T 2LENDH S

BN LIz AT v 7 (M4) BEAAT v 7T
HoHIriE, ROBRICHEHTE 2. b L, KiGaLER L
2, @S DSBEMEEORHRR L 0 bRV [AIEHL
TETVWRWVWAT YT Bb2ERET S &, AHRILT
XBRAT Y FLEABUETE WA T v ZOEENLTH
5. INDH2DODAT v TOES DESRHEREA LD
b/hS e, ThETAFILTE TV AT v 7O—ES
MWZERAZ L R 2HEPLTECLRTNIER SRV,
E7, TDXDRBENBEL BHERZ, RHEROES
DBHERT 2 L L bic (BEMEEOMELTHS L L b))
AT 2% (Suzuki et al., 2009). Lo»L, ZDXHRE
REOFEA, #0100 LA EORABHZZE L T—E L E
Zahihot., ZOBRE, KEERFERHLOAT v 7
DESFETHREBRESUETHY, ®TDODAT v
P TE e L%, I abbkiEmEr L TH S M
BY/NSVHMNAT Y 7RBETE 2 LR,

Tz, TORYWIEL BRI X VIS N TW 5
HHTERE R 5 b, A DHENICHMRA T v 7%
BETx D, UTFTDkowmansd. Biimson
SrFIEDS | JEER o7z, HIED 2 RIUEPIPE T % 8
FE J?P(i) 3 TFEdcE a3 (Chernov, 1984; Markov,
1995) :
i%ggg. 1)
2T, 0REACAKGFORE T HHE, T id¥n
FEY FRETF, CIEmERE LIRS L T 5K5F
DEE, AGL) ZHE (BAIA Ty 7®mE) O 2RT
IO 2 2 B OMEEALEH T 2V ¥ —[EEE, ks X
Ry~ VB, T EshRE2r3. X (1) 2Z2F
T3 L, JP0G) £ JPPQ) (HEO 2 RITTKEREE) O

]ZD(i):cT)FCl-exp<*

i FEicResns .
2D( (i—-1) * (i—1)

Foy=[es( =S )] =[G =0 @
22T, CQ)* 1RSSR LT B8 ORI O 5 E
ERT. CA* G IRIENTERPIC/ASE WY,
JPMHRTPPO) B |ENTD L. 2 DD,
2k, LCM-DIM CTRIf{b T & 72 2 RILB T HET
HY, BAIAT Y ThoRkb EMBmTE 5.

KIELET EOBAIA T v 7%, AFM 2w THE
T2 LWL, chETClc—oR0ES. ¥
NSk, KEMERE LA ARAE (Yo y) TES
Z & TAFMBZICKTI LTz (Zepeda, 2004) . {5 3
HIE LB AT v 7OE S 0.29nm &, AFM #IED
EEHEOBELEET S L, 6 1T3R L7 i o
S5FHEINZEE0.37nm & £ { —E T % (Hobbs,
1974) . $xbb, WRIPKFESERE O S 0.37 nm
DHFLAT v 7%, ZOREFICHEN L TE
riikb.

K& I BRI KM 2 Agl EHGRE W RcE
BEE DL, T AR TER L OKESPEE S
hz. zofTh Fnagaicid, 7Y XA ({1010))
HEAOEENOR L CEE L 2D, 7Y A2HE EOKE TV
T4V —REHET LK. BRI L
2, 7V RAALEETHR 4R LIRS 2 RITTEEED
BECE/l:. ZOEAHICY, 2RTEDEERICEL T,
WIZAT Yy 7DAY T ANDPELICHBT 22 &
D, B AT v 7 2BETITw EERTE. 20
BE2iE, 0.39nm M QHARAT v IOEETE
Li27% % (Hobbs, 1974) .

Fio, N—HNVEH - 7Y RLEL, 2 RITTEEEL
HNOBEZESFHLHERE CH 2 BENETHELTW2
b B I Nl. COBBTHREL TV 2T v
TR ZFOGBETENE, KEMICEL T 5% 515
2ELZENHES. RTIC, RICEEZEF v > N—DH
WTl £ 2B &5 Tz 2 DOHET, X—YIVHE
(A) £ 77V X 418 (B) O 3B E L T 7l % =
. M TS RABEOMEIL, HREETRINT
W5 MDD G o Tzl ®, TifEmo &L
TR IXIZIZRICTh o7 e F 2o b . ZRICH
Bb o, MHEORTIEERT v 7O/, X—9)v
Db D (1°99=100 ym) DHMB 7V RLHD b D
(fPrism= 5 4m) kD b EHhCEPo. BERET
A7y 7OMEIERATEENS (Chernov, 1984;
Markov, 1995) :

[=19 p.=19 % 3
P A (3)

2T, pe lHRAR 2 RIOTKE DR, s 1 2 RO N
TIHFREDLEM, « ZAT v 7V Yy YOHBHT A
V¥ —, Ap BRESEOBEN N 2R3 . £D7zd, 2D
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JL, PUNE—N X, R — o I # M
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1000000000
TYYYYYYYYY
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[1000]

X6 : Th oKfd~—H VEOKEOBRE (Sazaki et al., 2010) . KB L UHRODJETF
BFENZENBEREAFEERT. KOT LD %25 HEE (Bilayer) % ¢ 51 0.37 nm

ZTEHBE LIS R,

[0100]

[0001]

[1000]

[1000]

[0001] \/

X 7 : Th KSR DX — YV (A) B L O 7Y X AT (B) OXEFIEHSG (Sazaki et al,

20 uym

2010) . WIKGALTHE T, bﬁh&ﬂ(.¢@é%m@)ki@ibtﬂ%ﬁ%XT/fﬂ
Bl ;hb2’)®f*aai U Agl #EEy ETEED BoiBICH o7z, T

it i SR U 7 s A B 1

FBFAUCTholceFz oD, HEEM D Tampe=—15.0,

Trource=—16.0°C. Tsample M Toource £V BDOTNITHE VD, HMRAT v 7RRET 25k

FOMER S NIz 2 L LD, AREKITHEFIARE

DOFESLE COWMEA T v 7RIEOIE AT v Fv v V8
HI A VF—DIcHEST 3 :

Zbasal basal -~

W:%:2O. (4)
HPTIMPY 5 0a8al \Z FER TR T/NE W ik, ) XA
HTERX—VIVELD D L VEVEETERG T —~< L

T IIREEENS Z L E (Kuroda and Lac-

mann, 1982), EMRIC—HT 5.
PLEWCRUIZ & D02, v—3 —3LEE S T s
PHOWS EKEHOBEMA T v 7RI TE 27280
KD KRR - FiEl ¥ OB ST LR
NVTHHS»IZT 209 %, SRR TE 5. XEITI,

Whoiz.

Z DO—f & U TR & O R R FERTE %
BIENT B

EFEERZ L 72

4. KERORERMEABEDNAFZDEHE

KRR IOKERORE TR Z 2 —RXHERD—>
T, BUSLLT OMRE TONRE MO RMEFE 2 ALY %
(Li and Somorjai, 2007; Petrenko and Whitworth,
1999; Wettlaufer and Dash, 2000) . FHmEIfFIC WA
KT BEEAEEIL, A7 — b DEH LT IREK, B
iz &k 28 E, KGR ORI, SiEa0
Bz, Bl OEEAT, BETOBRDORE
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7Y, BILNHEROBEEREL EEZONTWS . 2Dz
O, o OHROWEXBEANLTIz01lE, IR
I8 DIEER % 53 F v~V TR T 2 B 035 % .

Bl DAT DR E T OIKORBME S BRAARE O 41K,
X, Y47V 77T 57— k> T 1850 FERICHD T
e a7z (Faraday, 1850). L22L, £1WrRdT LD
12, 1980 FRIC - T & 5 EBWAFHEINTHO I
XUk, Ll, IhE THoaZemn - Rips i
BE R R OB e o 7272, HE b KRR %
EEAHILTE kol 2 I TERPIER TR, 40Kz
FEH « RERIA A RRE % D L — W — S S M4 T
#% (LCM-DIM) (Sazaki et al., 2010) % v C3EmHEFEh
fERIEFE D Z DBEIZ T HRER L 72 .

%9, Agl RO EHE LI —15.0°C TR %
RS, RRACEBREZ—0.1°Cx T LU
(=15.0%» »—2.0°C% T X 0.1°C/min, —2.0 % &
—0.1°C% T 0.02°C/min) . F-E 513 F 12K S =
DHALRAT v 7R ZDOGHZEL, FEPERELTWwE 2
ERRER L7z, K8 I REPKIE D~ —¥ v {0001} TH
DERBEEN 7Y —%RT. —0.6°CTIE (K8 A),
B AT v 7 (BEHH) BRET 2 (BEEHR) B
TORBE TS, ZO/RBEEZ, —0.66CTIREN—Y VI
BFOTFLVNVTT7 79 T, BIREELTWwS 2 EER
K

—%, —0.4CETHIET 2 £ (M8 B) ik
(&) BFEEL, —0.3°CTid (M8 C) fnik
BEEHEL, 2O A XbKREL kot bl bk
EREDAE B ST ARICED 76 TRIFI Tn b
DDEI WS THEIY N TAINDPEREINTVS T
O, AR DLE |- G TEsBZznThE L « B R
INTWVWE ., ZHSDAWERIFZIFICERD L 5 12E
U7z (B3 sCEk (Sazaki et al, 2012) @ Movie S1) .
ZDRYD, BRBIIEE o REEAEHE & 40T 72
(AFEcizg Bl Tzl [l Thas v Bk

ZIAD T, Dk, BPNRMARE Tl  REWRAME &
).

1993 FEIC TN A 558, T E MBI I &
D, —0.4~—0.2°COREEIT TR —YIVH FITHWE
WBERT 2 2 E28HEL TS (Elbaum et al,
1993). F7z, Z0O%, HHS b MO THEME % H»
THREOHE %= L Twb (Gonda et al, 1999). 2o
DFAETOICERIE, 2o S AKWFETD o-FKH A
ML T2 eFz20N5. KIFFRTIE, o RERE
HOERICHNZ T, Wolt AERL 2L, o-FHEW
A ENL R T v ZOFERIC I 5 2 E3ahro7z (K
8 C DEIFNTH) .

Tz, a-KEWERHED 3 KICEIRE, LTHBHE2Z
FAWCiHIL7: (M8 D). B & - - Fisimo ik ix
PWESOEEECHY T 2720, K8 Do H&HIE
THRLT: o REWEMHEOEE, 350 um TH S
0.5um &b d. o RHAWEHEDE S/IEO K
1/100 &ffied T/NE W & iE, BEfRDA OK) & kD
KEDDNEPHRD TR W EERL, a-FAREHE
MAT v 7O %2 2 L 2HRT 5.

B9z, &5IEEZ ETREBOKELERORET 2
AT, —0.2°Cla s B LW EROYIE (9 ADRE
FISE) DSz i ER LT, o RAERAEM I Z 0w E
RovEs L ERREOW N SERK L. 51k
D —0. 1°CORF DK MTR A 9 B—D g . B
BNV NTANCTRENIEAAT v 7 (BEHIEH)
PEEAEAACRET 2 2 L 8bhnd. ZOMRBEIE,
KGO ZEHENIHEP IR L TH Y, ISk 0D 13 S 1 hfE
MRS (0°C) XD BBV ERRT. 2Dk, [H
AN~ S W7 iR O R b BlS AT Tl 2 - T
WELDEFERTE . HORBIROWIEIL, KKK
ERBEEE-T: (M9 D). HOEROWEIR T
DTHaAY NI ANFEAAT Yy 703> b7 A Mkl
NRTHLPIZE WO T (M9), FHuEROW RIS EAL

K1 HBLEEBOREADREREE ZFHAIL 72 2 TOWH ; A2 TOMIE, IRE LR ICES B LRE
BOEADEBMZIEMER LT LhrL, FEBLUMEEICE > T, ZOBBICIIHRAKT2HBREDKR S 2ENR
SNtz (ZFDOFERDO—EBIEHER (Elbaum et al., 1993) O 1I2F L» 5 TWw3) 5 BEEAEE 2B L Tids 78
T ERPHBEEIC L > THELLDMRBINEI TR ENTWED, TNHIKOVTIEI JIZEET Twuin

FHIG SCHR

77 v 3%V >2 (Golecki and Jaccard, 1977; 1978)

b+ 5 BLEL (Frenken et al., 1986; Pluis et al., 1987)

TRCAAAT (Beaglehole and Nason, 1980; Furukawa et al., 1987)
D€k (Dosch et al., 1996; Kouchi et al., 1987)

RIS X FR BT (Dosch et al., 1995; Lied et al., 1994)

#eg P FECEL (Maruyama et al., 1992)

BTt (Bluhm et al., 2002; Nasson and Fletcher, 1975)
KRR IR (Kvlividze et al., 1974; Mizuno and Hanafusa, 1987)
SR (Elbaum et al., 1993)

SFHE A E (Kaverin et al., 2004)

TR (Sadtchenko and Ewing, 2003)

JRHBEMSEE: (Bluhm and Salmeron, 1999; Doppenschmidt and Butt, 2000; Salmeron and Bluhm, 1999)




8 I IRED IS, KSR —YIViHE _ETOROETGR OB (o-RmkiE
H:EREE) D4 (Sazaki et al, 2012). IEEZZ N2 h—0.6(A), —0.4(B),
—0.3°C(C). BRHESB L UVREHIZ, TNFhEMNAT Y 7T EZOREAMEZRT.
(D) —0.3°CTHE L7z o REWEHOTHHRGE (A—C & ZFERRL %) . B iXim
(Sazaki et al.,, 2012) @ Movie S1.

X9 EEDEFIZHES , KERR—VIVE ETOECEIRONE (p-FEWAAM © REH
§H) D4k (Sazakietal,2012). w®EIEZh2h—0.2(A), —0.1°C(B—D). Ei{HB—
DIZEEZ—0.1°Clcky b L7, ZAZh 0, 18, 239 BB IcRE I N, ZDfho
KETEPRENIM 8 LRUTH S . EEIFHY (Sazaki et al., 2012) @ Movie S2.
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ATy FEDBEEZDIENT ESbhr b, BAIIHTF
BRIk, ZoHuBROEOE S DHEIEL LS &
L7ets, MHBERU T CTHo7. 2O dy, HuE
ROVEDEA I I0nm LT TH 2 2 Lhbnb.

a-REWAA & @R OVEO HBIERE X, EE
DI YEIHELTENRENR—1.5~—0.4CH L U—1.0
~—0.1°Co#pITE{L L. LerL, AT v Tl
2, HOEROWERX o REREMH LD bEWRET
HERL 7.

O JEIR O PR IOKHRE LR & 3R TE % 28R %
AU7z. B10CR LRI, duERROYMRIE, EIC
KOO EER 2B X E D &k L. BEO LA
WS O EIROYIE OB DAL, & A N Vv R
TR AEERICE 7. HOEROMMED 20 X5 %58
2B & L AEIE, BORBROMELIE S iz [HE)
M) ZEO L ERT. 20D, HuBROWEIZHE
HOOK) Tid%z<l, 0°CATFCERT 2BMTHL Z E
DERRBEND . 2D, L BHEVEROYIEZ
B-RHEWAE & 4072

B-RERAEMHEIHE» CEMETIE R BETHLH %
SEHT 2720010, BRIFZE U TOBEER21T-
7z. K11 AT, o REWEHIEEOFRI, 2L
T B-REWAEM D o REVRAEHO FFICFEEL T
% . BOKEELFE TREN A T v Z7HEREHO H I

BRETAREFVIEHEINS. LrL, M1l ADHE KD
FALUEX Ty P EISICEBRCTHAR T 2 L, K11
Bum Lk, g-REWHEMOTRHIOHEAR T v 7
Euf T E e (BEHE) . 512, 11 BEClim
L7cBRiz, p-EEBEHO T THEM AT v 7K E T
LT RBECE ) (MPoBRKHBEREFRLCAT v 7%
~Y).
INSDOERHHT 212, M11 DAL 2HE
DOBENEZSNS. 1 DB, f-EEEEHE %%
WLT, ZOTREET ZHNMNMAT v 7R EFEHLT
XRBETHS. ZOEEICIE, p-REWEM & FiE
OKIFEZZ2BEBIFRE2FELLRIERoWV. 207D,
B-EEBAAL, BEHTIEZR L, 0°’CATFTCERT 5
BAETh 2 L bhd. 2O0HIF, BMAT v 7H
BREBRET 22 L3RR s, BAT v 7
OBENCHES f-REWREHOERDBE TEI5ET
bhd. ZOHBEWE, EAPZDTH0.37nm Lpgn
BALA 7y T OB OB, f-RIETWRAEMHE X
BAWCEET 2B NDL. Z2DX I BRBHCEBL S
BZREIZFEME TR BHTHS S . K10 TRLE g-%
WA OREME D, CofimeXET5. DUEXD,
EHE508BETH-TH, K11 ECERMIRL -8
W2, OKFEEERR LT 2 EOKRERAENE (« & g O
WEBET 2 2 LR LSRR TE S .

10: —0.5°CleBIF 2RO SE (5-FKEWMHM) OEH (Sazaki et al, 2012) .
BRA—DIZEEEZ—-0.5Clcty b L7ztk, TNZEN 72, 263, 547, 808 Bt icHr s
7o, ERAEES L OREHEERZZNZN o-, f-EKEWARHEZR Y. g-EmEAHEIZ, E
ORI, N—VIVH LA XA, GHEEVEL, RBRCE 1Dk o7z.
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TN AL, BPNEIERE O R A LOKEEMERE O T
IE TR, ZTNTIVRERNTES L T8RRI
X VEFHI L7z (Elbaum et al., 1993). ZOfERICHED
X, oix, EBEOMIME &b, KiEmX—YEeL
T E TEOERE S — 124k L, # DE A5 20 nm
IV HREL LD L, WHPERT 2l Tw
5. ZOINNY LS DBBRIAPRTHONT-bD L
BB S . %o DEEICIE, it EEE0 s
SHEOMHEIRED T TR eholzd, a-B &
O B-FEWAEEN T — 1B 2 IR RE 2 BE T

EE (R%@m

~

.

JL, PUNE—N X, R — 0 I # M

LoD THS .

e o, 2 O0ORMBEMHOLEMICDOWTH
Nz, a-B LU [-REWMBMHE T-0.5°CTHERKL
TWbZERMERLIE, BEEZ-1.0°CETT, Ik
ErBEL. H123Z20EE2RT. FHEBIEO L
EbiT, B-REBEMITSREL, o REWHEM (H{HR
DHO/NE T, ARHIETRENTWDS) BLU
N F 7 (FHALLT) ATy IANEBL LIz, N F
YT ATy 7 (BRHIEE) D&KL, 72 SADEMA
Ty ZNEBICER LI Z 2R (K12 COREA

Vapor (H,O+N,)

Surface meiting
A

s ™7
Bare ice crystal
surface

~
Round liquid<ike droplet {o-QLL)

Elementary step

~
Thin liquid-like iayer (3~QLL)

H11: —1.0°Clc B %, HHRROE (B-REWEH) OTTHRET 2HMRAT v 7D
Atk (Sazaki et al., 2012) . BRADZ A A 7y b %S 5 ICHIRICIHES 25HT

WG B 237z, Bk CIIEERB O 3.27 BRI S hiz. (D) p-REWHHO T TR

TLHMAT Yy 7EAFULT 210720, AR THEEmS NS 2 DOHEEE GREHD) @
BN EX) . (B) 2 EEORmEAEME (« & ) DN, Z Do K EIHE S KH]
B8, 9 EFEUTHS. BEIEFHL (Sazaki et al., 2012) @ Movie S3.
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). Zho ORI, p-REWAMHEITRD BH- 2V
F—EHWHTH Y, ROERIC LW EERLEW T
ExRRT. =7, o RABREHOBEHE - A V¥ —3 &
DRV, XVLEZHTHY, Thkaixd HH
IANVF—PME, RLZEHTH S Z L z2nd. BHERD
DHFRIIZRENT WD, o REWEHOKE ST
HERTNEL B5T0WB Z L, a- KR D E
PN R, D LDEBRKNEE LI Z ERRT.
PARWCRUZRRIC, FERELOSF « [RFLr~r)
B LT & 2 MR 2 T T 25T, KR
K ETIE 0 CUUTOWRE T, 2 EEORL 2 REWA
H (a & B) WERTZ2ENHS N ERST. ZhET
&, OKFEELERE LT 1 EEORMWAEMN GO
[8) W¥—ICERT 2 eF 2z oh, BN HiERTL 2R
mEhTIadol. UL, EEICIIREEAEMIX 2
FEELE L, Z DA CTRg—» OB Th % 2
EWbhote. KFETHEA L REE BT 297 7%
R, A7—1M )Y 7DFILTENEETCOER
DFA % T (Li and Somorjai, 2007; Petrenko and

Whitworth, 1999; Wettlaufer and Dash, 2000) , b
HENEERBE 2R T EHZ oL RHR2H
BT 2702, 5, BEELEE 2R LHGSN
% .

5. SERORE

FELRE O AL A T v 7R MR T 20 [/
ZEE] ZEBMICIHMET 2 2t 3# LW, Lal, K
SR ONAFBEREDOSEICIE, AT v 70ES Otofi
FZEWCHY) &fSEFERH O KB (SN b & AL O
HIZHY) BEOEEL %25 . v—y—HESHST
WHEME L, ToMEr s sicmbaw sk
T, REEN1.8%D 2L KAEH T, EH210.37 nm
DHAAT v 7%, ZORKERE « FHEORFICZ DHEIEE
TELRRICE 7. EEHBESHES ST, KEER
0.007% L 72 WAKKRETD, 53T v D Z DL
ZERHBL VLS. BR &M DR TIE, RIZHED
DTV IVTODZEDEBEZICEI L Twiswn, 207k

K12 D BEOETICHHES , HOROE (6-KEWHEME) O e, LK (o-FKHE
WeARHE) B X UKD AR (Sazaki et al, 2012). —0.5°CIZB VT a-B X U g-FKiH
WD R A TER L7218, BEEZ—1.00CITE T3 ¥, EHEA-DIEEY—1.0°Clc
Ly ML, FNEN0, 20, 23, 49 BRBRICHERE SN, BEAES X OREHIZZ
neEn, NrFr7 L) A7 v 7 (COMARZE  lEOHEAR) 8L 020
BEARZRY. ZOMOERMELKENZIME, 9 LEUCTH L. BEIEHT (Sazaki

et al., 2012) @ Movie S4.



12 I8

b LBIZICEI UL, S COFric e Yssig k B
LD LNEVWEMRELTWS . 20wz, SHE
2 5 DPFRAC ELATRINT b O REE 2 & DR %, W
PICHIEIL CAa—F Y v TEEPNEELRA > M
BHTHAS. £, V—V—2AF vy T 572012t
BB WEEFETH S LCM-DIM £ 0 b, X b EH
BA R—Y V7 RARRICT BEEMBEORFE b EE T
b5, Bo L, NHHZEEBENZ OB E L TRENT
b2 . MHEEEMED S 5% 5 EREMC D SHBIND
FHA T

HEE

MREHA ) o220 =7 ) v T OFHRIBK &
IR R IR R I BAlEREBY 2 Wi 72w ki, E
HIEEBER S O V8 BRTAR & BE2E TR ST Fern o Skt
WL EL RERE L TW Wiz, 2Tl
T 5. AR R IREER C X 2 3 &2 0%
(2008 =10 H~2012 £ 3 A) L TUiTbhi:.
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