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Abstract

To study the dynamics of ice, broadband dielectric spectroscopy measurements were per-
formed on partially crystallized bovine serum albumin (BSA)-water mixtures with BSA con-
centrations of 2-10 wt.% at temperatures between 123 and 298 K. Three dielectric relaxation
processes I, I, and H were observed. The process I originate from ice and, the process II seems
to originates from two factors of hydrated BSA and interfacial polarization. The process H
has extremely low activation energy and it cannot be identified. The relaxation process of ice
is composed of three processes in 5 wt.% and 10 wt.% BSA-water mixtures and that composed
of four processes in 2wt.% BSA-water mixture. The activation energy of the ice process at
the lowest frequency side did not change at temperatures below 233K in 2 wt.% BSA-water
mixture. However, the activation energies of other ice processes at higher frequency side
change at a temperature lower than 233 K. The variation of water BSA interactions bring
about a variety of ice mobility and different temperature dependence of relaxation times.

Keywords: broadband dielectric spectroscopy; bovine serum albumin; relaxation; ice
1 # 35

WRICHED L LT DA TH LK, BAbOHGETEIIEFICEEREHERZL TS, £
725 O HROMEHIIH) 60 % DK EAEEETFTHD Y /87 EDBKI 15 % THY), K&y Y87 ET
3/4FEEHOTND T EP— BTSN T W5, KIFEERESTTHAZRITCHEEZ RODICEE R EEHZ
HoTWAB EFBRC, BEROKOPIHEET S 2 L2 & » THEAES T ORE I BGER)IC L A& S
ERESTCEFOWENEHTLIENTEDL. T00, BEBGTTO12TH D5 /37 BIIhik s
NIZIRETITABM 2R 2 ZHL L v, ARG T O/E ERREOBRIZE SIS N TV 525, K
TEE), F X BEORERS X, BXUERERSHOBRIIERAEIA LR ENL V.

3 FIRVE O 53 F- BB O B T T P T EGELE R R IR, SO TR, LR &
Ab0O0HL. INoOBMFEOR TR A D 2L EEE S L (broadband dielectric
spectroscopy: BDS) (38 & Ji W #iFH O s, R EE A lET 52 25 T& 5. BDS 1, uHz
76 THz QIR EBHFHOFEEZWET S 2 EOWEETH Y, BHIEEH & L Tldds L2 108 B2
51072 B F CORVEMFER CHERMZ BTS2 LA TE 5 (1], Z OFBMIEMEUL RS TKE
M CIEARFNEEH AR & W5 T O 5 FE ) & R 2N S VKO FEB O 5 %2, [FIREIZIA W IR
HFHCBINT 2 2 L TELE—DHETH .

MR OIKOFERANCE T HUEIIIL TN TS, MUKOKOFEFMIIFEBRIE -1 2
B S 5. RO DR OIREERFEA 4 B 2 REWLZBNGIAS 2 25 5. 121
Auty 5D L 720KDFEMTH 5. Auty S A L 729K O#EFN ORI H LB S 117z 273 K208 K
DI EF P T AT OWEHAL T AV F—, E, H—ED Arrhenius B O ERFEZ RS [2]. —77,
Johari &SI L 72K O OMEAEEM 1X, 240K DLk, 240-170K, BL 170K LT D 3 20
W% 572 By %R L72 (3], 240K Bl Eo# b &5k E, 13 53.2k] /mol, 240-170K O i
R CIE 18.8kJ /mol, 170K BLF OIS TIE 46.4kJ /mol ¥ #5272 [3]. ACTik B, 21
L WK OB ORRIB I O MEKRTEE % Auty B, B, BT 2K ORI O5RA1R I 0 AR
% Johari Bl & 3% . FR A 1K OREF] OFRAIRE [ O EEAKLE DK O T FNAMAF S 5 2 & 2 i
L7z [4]. BEABRICHIAKZ GO/ IRECIRE % 5K /min T FFKE S 872K ORI ORI [ o i EEAKAT

99



WEGEW, feoRiEE, BT, FREBREA

PEIE Johari BITH o7z, —77, #K%E 265 K THIE L 22 A 5 IKAS S & 72K ORRFI ORI 0 i BEAK
FYEE Auty BUZIR L7z, SIE OFEFIR R OIRFEARGEED @, KO ORAIR G &K RAES
BAK % EORFWIN L IEFRIADENDIEKRTH B EE 2 5T 5 [4]. Bjerrum (ZKDRELIA
KiaL LCHED & o722 DOKG T OMREMIC 2 MOKEPFELET S D RigL, KESHFLELZWVL
RBGIZ & BT REGASHBARFIBEE SRR L T 2 L3 L 72 [5]. KOFOKSTORERIZE S D, L
REGDAWIHBD B, 1% 54.4-56.1kJ/mol & BAED H5NTHED, Auty 2545 L7z E, X Johari Bk
D 240K L EIZBITD B, & & <—3T5. —F, KOH X HCLA F— 7 EN/KOFERACET S
W% TId, KOBHOBERIER O B, 13 31kJ/mol Th 2 2 L BHESN/[6. ThbDEZI2ED
&, KEHBEET D EERALEEM % 220 THEIT T 2 2 & TR OE S O R EARE TR S, Kk
DAEINZE EN DA DD 7% 72 5 2 & T Auty BIORBHIFEHE OREMRFEZ R I KPER S D &
FRIA]. —7, BRI &) A AIOKOFE 2 SPER S AU WS, A 4 LI K BT
KWaAaKIZE S EFEN, PTROIRERT E, #V/& { % % Johari B o> 41 o il AR % 7R 37K
DR EID &2 B [4,7).

F 4 1 Poly-vinylpyrrolidone (PVP) #13 U &3 5 5HES T [8-10], KiFHLUT CHED F 17
55K (RHK) OREBENPLVE T F 0 R REERE Lz EELFOGETE OSHINTW S 7 Ul
H7 V73~ (bovine serum albumin: BSA) 7 EDAMKE7F [11-16] DKEE D 273 K LUF THIM
SN EBINCETAME LT TE 2, T VMETNT I VIZERIRY s BT, Wiy, #
FEDHAMT, RSN 2 AT TEL I 0D, FRIKY VY BOGTEBOIZIZ VS
NTELREHLRERIRY Y2 BD 12 TH 5. 273K LT OWE O KERILELIRED ki 5
F L BEBIREE VKK L 2 \WRISHT 2 2 SRS . kEE L 72 KIS CTLak A5k L 72kHH &
KAE L TR WA O 2 DOMICHEET 5. ki LB a TKBHROFERE BDS THlIET 5
EFRITEGT O, KOMEM, FHKOFER O 3 FEEOEMAEI S 5. KOFBRIIKOHTEZ
D, @5 EABURORERNIIKAT L T Wi Ec & T2 &m0 EKISGERS 5 [7-16). &5
(ZEEMBRR B L UOKAR L IRMEEAR O 2 AR T 5 2 LI L 2 RS BRR, HRERRE (do) W
e EORED FRICBII S L. KR L7z BSA IR 40 B L 020 wt.% @ BSA KW [13]), €T F ~
HEEE 10-50wt.% DX T F VKB [11] 1I2BWTh, FikIK, BETHL BSAREITF, BLY
IR D53 F BB ALK T 5 3 FFHOFEFIAEIM S 17z, BSA AKIEWIZ BV TOKO R ORI 1%
Johari OB EZ R L7z, £2ETF ViRED 10wt.% b0 ¥ T F LK T S 72k
DOREAN, H— O CHEZFERELY — 751 B S, Auty BIOAEFIREH o I B AR % 7R
L7z, #iKkoK, b L IEZRIEEH OIK ORI O M AREH O EEARAF %1 Johari B 7% 2 56 A3%
B, X ITF VEE 10wt.% D LY 5 F LK OKDOEMEEIL Auty I TH B 720, Y5 F Vil
10 wt.% LLF DAY T F 2 i FEKE T %2 FOK ORI O #RF1 R O 1R FEARAE DS Auty B> 5 Johari
BNZZALT Bt 2 7z, 15wt % €T 7 KB D BDS Mg 21T o728 2 A, IKOFEMAS 4 S
B2 N7 [12]. 4 DOKOEMOHT, fig bARSE WA O IK O FEH O FEFIEE M O T EERAE L Auty B %
AL, M0 Johari BlZ/R L7z, THHOMFEICZED 10wt.% P EDOXTF VEOEXY T F 2 IKERT
IR DK DARAEEH OIS DS Auty BARTHEE LT, ¥FF D75V Ay M7 — 27 HKDHL
BEHET 2720KP@ o ) EREL, AWOD R IRDSER S N SRS 7z (11, 12].

DIRTEHI L 72 20 B X UV 40 wt.% BSA KEH TIlX, WHIEZKOFEHNOE =213 1 2 LBl sh<
WA, OB ZE L BV EKOEME ) FCHBTLIENTE o7z (13]. T/, KR
TIKAG L2 PVP IREE 60 wt.% Lh b, B X UUKEE L7z 50wt.% LT @ PVP JKEE DK DFEF & A
HUKDREM 2 i L, 180K PAE Ik L 72 PVP K& TIIK DA & ABHIK OFEFN D3 F 72 % JE WL
BB S DA%, 180K LUF TEAHBKDBEHNIKOEANIN TR AR 2D 2 EBHLMICE
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N7 (8], 2 HICHEROE T F Y IEE 5wt.% T 0¥ 5 F o KT Tk BRI EEEN 2 T
212, ZOMEE ST 2B & DRTHE S N7k L7 BSA KSR CRIUKICEE T 5 L R S 1
I [13] AKOBHITH D TRNN DD EE LD ENTED, F72 1 5wt.% €5 F 2 kG & [k
12 BSA ZKIETHIZ b I EECOROBRA BB S N2 = E AP SN2, KBTI BSA AR
BDS il %17\, HHOKOBAZBINL, = OEMOKOFEROWHHE S 12T 5.

2 Bk

BSA KB IX, BEIC Sigma Aldrich #H# 0O 5-F &A% 66,000  BSA, #A#1Z Merck Millipore
T OBHK I R & Simplicity UV I & o THE S 72 P 18.2MQ - cm D #iK % v 7.
BSARAFLZOOZZ0F FHKEEAL, 2,5, 10wt.% BSA K& FHE L /- MBI E
MM OEMEZ HH L7 FEFENEEHMO Air, Acetone, Methanol, #iK%Z Hy, BROZMAR
Co =4.80 £ 0.05pF &, Fi#EAE Cyray = 2.73 £ 0.07pF Z K72, BDS %% 1 Novocontrol
8 Alpha-A Analyzer % FVvy, B %% 10 mHz—10 MHz T BSA KB R OERFEE L UE L
7. HETRE SN CEM E 10K degree/min DG EIHEE TR 2 NIF, BDS HlEZ217T ) imEISEL,
+0.01 K DN iR EREFHOZEB) TR 20 4-RoE U724, BDS M2 BiA L7-. 2908 K123 K O#ipHIC
BT 5K A THIAKSE L O BSA KB BDS Mg %175 7.

3 RIRLEH

112 10wt.% BSA K& O 298 K-123 K DI FEHIFH D 5 K OB FFERO BB BURGAE 2R
T L72IREE Ol b SR TR S 7z 208 K OB EFEELSE M CROFEREOK & 2% 7R
L, 1MHz LT O R Es CRBSBASBH S, mEOET & & b IEBREMICY 7 M35, fFICK
LA 263K & 258 K O CEIM SN 5. 263K 128V, 40mHz 5 30 mHz O R THEED
KREET L2, ShidBERERE T BDS HIEZ1T- T h 720, BSA KEHSBESHNZZ Y, 263K
2BV T 40mHz 75 30 mHz OFERMEF KK L2 EZ 2 6N b, 72 BSA KIEWAIKA L7z
258 K DT O &S CIXFEREO F BRI S LERNTH Y, FAKREOFEEOMICKE 2EE
Ze CHEAEICEL L TV B 720, 6745 2K S o Tz v, BSA KEWAIKAS L 72IRED
258 K 1238\ C 10kHz f13T & 300 Hz 3512 2 D OMEMIAEE S, @AM S THEM, TEmE 3
5. EICBWT BRI EE BT & & IS SICHFRFIRE L R L0 LEMRS
WTHD, [FHEME TEANTREORT & & ITHERMICS 7 b5, 2512 168K IZBVTHEIZE
BB CRlRE LT WA TR OB AN B S 7/ S e difil 2 HfEME § 4. HEME T IR
EERY, REOKTIZE b % ) MEERMA~OBE DI IT/NS v, 2wt.% B LU 5wt % BSA KiE
WORBFBERICBVTH I, O, HEMZEE L2 S5 TERN & BRSBIZZNZNATHET
X2, BEFROMKEMMNIL de B & BRSO ENIRKE L MEMOFEHRLE — 7 1IN
NTHERT LI D TER . 200K LT OMRETIE IRNOFEHRELEY — 7 PR TE 55, 200K
A5 258 K TIERE % de U R BB EOLEIC LY, IHRMOFERIE -7 2R T LI L
DRz,

WIZ, 173K DUF CHHEICBII S e THRIICER T 5. 212 BDSMIEZ AT o 72§ RTCDRED
BSA KEHRE L KO KkD 168K, 158K, 148K OBEHRFBREHO BEIRO R BIKAE L RT.
IKOKDOFEANTIREORT & & S ITHMDIEAY A SLNE, —T, BSA KEE B S 5 /AT
168K Tl Ai vk 1 DOFEBRLY — 7 B S5 A%, 158K TRAFEM OB DILAY, 148K
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—2—1012345675
log,l frequency (Hz)]

1 298K-123K (5K %lA) @ 10wt.% BSA KBEMOBRFEHRD (a) FEEBB L O (b) BEE O KL
A, BRI I mES SIRES TIF2 8B TIT o7z &, & HORENIZNZITHER, IHET,
H ABFI2SBHH & 5 il & 7R T

TRESIIHHEDIED S L LS ITHEBOFEEIE - Bl Sz, ZOBEBOFEHEIE — 213,
10wt.% & 5wt.% TIHRE M A <, 2wt.% TIE R A .

SO LB ST 5 TR Z 8o 5700, Bl ShzBmEFERCs LT (1) 0RT &
) D Cole-Cole DR [17] & de G DHFG DR LEDEEMREL, H—T7 14 v FEifro7e.

Af;‘k g
c €oo - 1+ (fwTg )Pe + iweg (1)

w TR, 0 1P = 1 CRAT BB, o WHZEOBER, coo AAIOFIRHM OB,
Ac EREAIBREE, 7 \SHEAIBEM, 3 ISRMORNRIES) 28587 A =8 (0<B<1), o GHHE
SURIHE, k AUE L 740 &R

K (1) %D S 2 TRTORES & OB TR S 172 BSA KEHOMRFER L WIT 22 &
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T T T T T T T
168 K
40t ]
: Purelce
i —: 2wt % |
20k 5wt %
10 wt. %
0_ I I 1 I I 1 I
40
w20}
0_
40t ]
20F .
0_ 1 1 1 1 |\ 1 1

2 1 0 1 2 3 4
log [ frequency (Hz)]

X 2 BSA KEHED IHENB L OHAKD 168K, 158K, 148K 2B 2 HHEFERD BEE O BRIk EBAEG .
fisto iz sk Okf) BELY, 2wt.% ), 5wt.% (1), 10wt.% (k) BSA KBHETH 5.

ATE F1IT0K DT O T LM Z BT 5 720138 BoORM 2 ET 2 LEhrH 5. 58
LU 10wt.% BSA KA TIE 32, 2wt.% BSA KIBH TIZ 4 2OBMEMWET 52 & TIRHEME
HH L, ZoIEMEHERT 2 EE0BM 2 BRENA»S 1a, I, Ic, Ip EHT 5. M3 ICH—7
T4y FOBERT. THEME TEMOBEIEIE LT 258K %, F72ARIRKT [N OB % K
ELHBIE LTI48K 2R L7z 10 B LU 2wt.% BSA KEW CEM S N-ERFEERT oy bT,
X (1) THONZEBROBME X O de B OFS % MR TR L. 258 K 1238\ T I AR O
WZHAET DM % K TR L2 AR IEER OB CH 5. 148K I2B W TIE 10 B L U 5wt.% BSA K
WCTIXIa, Ig, Ic @32, 2wt.% BSA KBHE T 14, Ip, Io, Ip D 420% IIEMEHRT 5N &
A L7z FELCEUTTHIT 28, NS OBHOMEDOEGE NS IO L) IR, ZOREHK
HOIK O iR IE THERICERT 2 b0 Tldk  REamICRER T 2EM0THh 5 LR L7

412 148K TEIll SN2k OKDOEA L, ZOBAMEFM L2 =T 714 v VOB ZRT. #
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"(a)10 wt. %(258 K) |

"(b)10 wt. %(258 K)

210 1 2 3 4 5 6 7 -2 0 2
log,, [ frequency (Hz)| log [ frequency (Hz)]

3 10wt.% BEU 2wt.% BSA KEHED 258K B LU 148K THOLNZEREFEE (Fwravy b) &,
MWHFERIH L Cole-Cole DRXFREL72A— 77 4 v b TESN/H#MG. B, heommiizzn?
NI, HEMCTHAS. 258K TIEEBBKMNIIATUK (F) e Lz & 8, & Koozl
BHITHD, BOOWRIIEREREERS, KEOMBIIARTMETH L. BomMidkE LT
DEZOEETH D, £/XHR VD BSA L RER (a) 10wt % (258K), (b) 10wt.% (258K), (c)
10wt.% (148K), (d) 2wt.% (148K) Th 5.

KT FEIRELE — 713 1 DDA, HEFEFEOBREEBIRGEELHBT 5720121 3 2Of%
MERET HLENS L. BEEMPSHEMN D, m, 1 T4 LarL, SEEEHEEEEE 2 2
OFFAT EFEA h M m OIEEICHFEL, M h & 1OFERBRE -7 IHRT LI LN TE R\,
BDS IS CHEONIEHZFEELZHUT L7203 DOBHEZIRE LA, TIN50 3 DO/ 1
DOBAITHANIED 072 b DL AL T IENPRYETHLLEEZLND.

7B 5 AR O TERIN S L7z 3 DDA OFRFNRER], FAGREE, MR RIADY 2EKT /8T X —
5 B OURFEMAF 7R, LIAT Sasaki & [4] VBRI L7z, $E3E L 223 540K 2 k#S S & TR S 720
P AV F—DZAL %2 & £ 2\ Auty IO OIRERGFEE 2 FooK The &, #H#EZR L THIK %
KA S TR O NIE AL AV F— D2 L% & T Johari B ORISR OIREERF ML FoK Tha
FEFNRE R 2 LB D 72D 21K 5 IR S, ARWFZE TBUA L 724K DK D ¥ — 7 % 7R 35 F1 O RIS o 1 B2
KAFPEL Johari #U % 7R L, Sasaki & DK Tha OFEFIFEH OMERFEL BRI L7z, A m ORI
JEIZREDORT L L BIZHA L, h & 1 OBMHEED LA L TW5, ZIUIKOER D546 HNmE DK
TLEBEA>TVAEILERLTWE, HO7Oy Mih, m, | OFBAHEEOERIZ/RL, RED
BKFE L DIRAEEOAFHI LA LT A,

6 12 10 wt.% BSA KIS OFEFIEER, BHGREE, WP RILA) 2RI /8T A =% 3 OMmEK
FlERY. ERTORT v THHMETE L, FLFEREY -7 bBllsNTwiw)s, BEFE
HrHBTLDIELBMNEZAKEO 70y b CTRY. T EMORMIER A 100s 127 2 REDS
200K THh oz, ZOWREIZEIECTBIl S /- BSA OF 7 AR [18] L13T—3% L, /%<
DI T AT E DOREREREFNZ BT b RFIRER 25 1008 225 1000 s 12 7% 2 i EABGE E THRE L7 7
T AMRIREE & —3 T 5 [12-18]. 20 3B £ U° 40 wt.% BSA /KB [13] TH ARWFFED T EFICH ST %
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150 T T | T T T
i (a) )
100F ]
W i ]
50 :---u------n---..;‘.q."..’ :
=00

. o
logo [f(H2)]

B4 148K THEIM S N7cMAKOBERFEERD () EHHEB LU (b) BEF GRw7o vy b) 1068 LEKD
Cole-Cole DR EEL 7 —7 7 4 v b THESMKL. B - % - HEOBHIIME L /2RMBIETH 5.
F 2B OMBIGE L 2B O TH 5.

GBI SN TE Y, ZOEROBRIFEA 100s 127 2 REH 200K HHETH 72 7 LEMO
B L AGIR OOk L 2\ PVP KO & N7 PVP ORERSERIOEAITRE [8] £ 0 ok E v
BRIV L7z PVP AGEHCIOKES L 729k & ki LU A VIl Al A fE L, PVP e
(U LR DB G D IR O G IHEN - & AR SN (8] 7 PVP D 40 wt.%
Fifli ) PVP KW T, KOMOBEHE < NS RIS ERHAKE ORI, 20 R
T U % RIS BA TS T OMAERH & AR RBEBEICHRD & & 25 Ic Shrz (8] KkesL7
2-10wt.% BSA KIEHT b KA L 0 D EGHK EFzbd, RESHAKA L 72 BSA O & 77
BRI L, 02 0OBMAER VKEZRELRT L EAONL. U EOMEICL ) %
FIEAH L 72 BSA ORERGEA] & RE D 2 S OBEEIZHRT 2B Th o EEL TV,

10wt.% BSA KWEETIE, 9 180K X ) i Tid Cole-Cole B % 1 S5+ 5 2 & T LA
FEBTLIEATEL, L, ZOmEETI TR E T EBH% R8O B 2 8 i3k A0E
C LMY 2 BB A MRS 52 LA TE LV, 180K £ 0 KR T LS 2 FH8T 27
WIZ 3 ODMMELET 2 BEN B 2. O TERE BT 2 WHOBHOREIERT 2 &, ik
CIRGE L7238 T OBEAREDIT X & 1AL, BHl T, L Ip ORESENLZ. 20320
FEHOBMBE L L LEDEHEEHO T Ty FORT. B, LEET 58 Io OB IZHA
TH S N2KOFEHE I I 1TV S &5 S TRAIKICRAT 2@ THH L ELLND. ¥
Fo AR O 1-5wt.% 5 K [12] & RS, 10wt.% BSA AW BV T bk OB LR
THEBMN Sz, ¥ 5 F KRR PVP KER T T ERNICAHY T 2 1550 T ORESRA & T
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2 T T T T T

- A
@) RW
AT kA
0_ AAA*AA .
L Ay AR h i
— X A fAA
— =)L A -
= 2 XX AA
%% _4: m A : Pure Ice:
-~ x : | [4]
| I AE L1
120:(b) AAAAAAAAAAAA :
1000 AAA“AA Ag+De +Agy, ]
_ e i
w 80r A&dﬁﬁunmn‘ 7
b | i
A
60: m AL i :
o MAMAAA:::: ;
207 %gmﬁw’ AnAA h ]
A
0 1 1 1 1
1Hc) AMMMAMAMAAMAAAAAAAAA A'A ]
L %“ 4
AldAdAdaa
0.8f " AAMAAAAAAAA A A
Q
0.6+ .

3 4 5 6 717 8
1000/7 [K ']
B5 HACHEI SNk (a) S, (b) BABRE, () BRIOEAY 2 355/55 X — & ORI (4],
ARSHOERCHN S LRHO 7Ty L Cho. Ae OTFOTT v N THERBM S L0 &5t %
R EEE Ty MEE— 2 R AT R AR BB 2 720 LR Th D, x & %1
Ref [4] T S M7KkOBHIER O 70y M Th 2.

ZHRS S 2K OB S 1, IKOFEF O B R RN AFKOEFAEIM S T 5. KT
2-10wt.% BSA /K& T H BAABIA & 72 B EdeiE 200 K LL o iy i ¢ i i o K i
RHIK OREAAEL S 7z B PEE L —33 545, KIEREIT I H B OB EIIARSUK & IAIEF I
NSV F 7, RBUKOBANLRE O T IR EHIA~NKE Y7 ML E, b HERIZHRTRE
V(8 11]. AR S AL7z H AR O FEFIEE B Ol BEARSE PR A SR DOREFIRE R I R TIER I & <
E, BIEFINEV, ZOOHERBMSNTELAHKRERZE ERLREKFETHLI 0D
ANHFHRIER T LHEMTH S L1F3E 212 HENOEFEZHO 22T 5720121, AR O#RS%
HCEATSTH Y, HEMOBERRERTFEY L VFEL RS L L DI, RERENITEET S
PRDERIR S > 787 BIKIEER B TR T O MRS 2L EDH 5.

7122, 5, 10wt.% BSA K& TR & 7z TR OBAIRER OMREKAEEZRT. £ To BSA
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2 T T T T
o

logyo[ 7 (s)]

o -

l i i T 1

000000009 °
1 1

(b)
1000

Ag | \+Ag g+AE |

s 100k %&Qééééézz .
O (o) .QQQG\&oa
3 (o] IO

10 ¥ 3
o A

1 L ]

0.1 : : : : :
T oo ™ L
A
I 2022202 ]
0.8} ®%00 1
= . A : Purelceg coooo0

x : |h[4] o

0.6F % - Ih_[4] 000000000 O .

-re:10wt.% 1

3 4 5 6 7 8
1000/7 [K ']

6 10wt.% BSA KW (@) THIM S/ (a) FEHIEER, (b) RAIBREE, (c) MHMDIED Y #HEF /8T X —
5 OREREE. IKEOHKE 70y MIREHBTH S, HIREOT Oy MIE =27 205/1 2 TWiangs
FEELFIT L 7OGE L8R, BoESIT D EHOEHNER 2 100s 1GELZRES R, 5O
Ty METEMEZERT 2BMOMEOEFT2RT. AlZSHOEBRTHN S N MAKOEMO 70 v
FCHhD. x bk Ref[4] THE SN/OKOBAIER O 70 v b Th 5.

KB TH 170K LUTF OGRIE T I #fl &2 3 5 20 I 3EBORM e ES 52 LE P H L. 5B
LU 10wt.% BSA KEH TIE 3 2, 2wt.% BSA KEH TIX 4 DOMA 2 E L7z, BEEH Sk
IKDFEANEE R DI AR B, OZLZ & OEMAMERTFTZ R L. 2 14wt% €7 F 2K
VI [12] 12 3 W TR IS TR S 7K DR AN O fie b ARE 0 B TR S M7z iRATE, 240K P b
D E, DR E iR OEMIR 2 R SMHE L 72 EEH EICFET 5. 2 OR S IREERMOKORE
&, Sl 5 E, 25K S 20 2 M LA ORI L 2 v Auty BEOFRATRE R Ol
FEARAEAE DIRDFAE T B Z L 2R L T 5. 2O &) KDL BSA KBEED 1M TILHES
Nhholz, EIF KEBIZBNTET VA Y M7 — 7 BROFZET Auty T OEHRH Ol BEAKLE
P R$ LR S AL72 [11,12]. FHUSH LT BSA KBRIZTZ VA Y T — 7RISR L R\ iz0,
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7 (a) 10wt.%, (b) 5wt.%, (c) 2wt.% BSA KM CTHIM & A7z TR % M3 2 REAN DA AR ] O i EE
A, IRBORRE 70y NI TRANCEE S 2 RIGHBTH 5. BRSO Ty MIE—-277RRT
WRWHTEERE BT 5 2OIBOE LRI TH 5. x & *1d Ref [4] THE S 7K OBAIFEH O 7
Oy FThb.

W o {0 LAEERALT 2KDPFAEE T Auty T OBHIRFR O 2 RO KA ER L v & # 2 72
KOFEA 14, I, 1o, Ip OFEMIEEEI AT BSA /KIETIZE T T > KA v FE 1 [ o #E PR L2 A7 AE
T 5. FIKOMERM I, Ip & BSA KEWR TEUH S 11720 DIZHARE T F 2 KB O F7 25 25K
EV. ZHEBSA LD ETF U ORDKICEZBHENREL, EIFrOTr VA NI =212k
BIKDILH DO BEHIIKD BRI L TRV B E 5 2 BRI OK S VOKAER IND EEZTWA.
NS DRERD SARSEWANAFTET BIKDBEN I, Ip IZBWTIFHICAEORE 2R 2T TER L
72KTHBEEZ D, F7z, BSA KEH CBIE S NKOEM 1A, Ip 13X T F L IKEH TR S 7z
DO LB OMEAN. D& ) ISEREEN LT 2 KO 15, I 1d BSA KL £S5 7>~
KB D HIEE DG TSR TEBOREN LR WKk TH L LEEZ LD,

B 8122, 5, 10wt.% BSA /KIEWD 1 BAIOFEAIRE OIRERAF M2 RT. 10wt % & [k S
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8 (a) 10wt.%, (b) 5wt.%, (c) 2wt.% BSA REW THBIM S 7z TR 2 MR 2 M A R H1E B 0O B
B ARE D70y MIE=2 PRI TO AR WD HEXR 2T T2 7-0E LB TH 5. IKE
ORKE Ty NI THEHICHET 2 RESBTH L. FOTEy MITEMEERT 2BMOBEEDOH
FHERL, KO 70y M TR ZERT 20 L RESBORM % 7R T.

MOFET D 2wt.% O Ig & 5 BL U 10wt. % DM [o I2BWTH ZOMEHREDHAT 5 imE
BT, RIRHCHO TR Z KT 2B, ZOMESEMLZz. Fho7ay MIK 6 &Rk
VCHBUGE L7 TRAMOREO AT 2R L7z, THRMOBED G % /5 & 200K LUT ClEiRE KRS
T —EIl %> T 5. 2wt.% BSA KBEBOMEN Ip OEWEM &, 58 L0 10wt. % BSA KEHD
F Io OB 7 B L O 8 ITIKEBOHIKE 70y b TRLUZEMEZIREL TV 5. Z O
VT NORED BSA KERTD 210K LT ORETHBl SN Tw5, ZO#EHIE 200 K £ TiEH
52 TR AN AE L TW52Y, 170K LUTF TR Ip 7203 Ic IS WENEEcEl s
TWw5,

912 T RAOMEHATELEE, AR OREKAEEZRT. K 318 L7 & 912 TR O BRI A%
A AE L 2 OFBHIOFEHIGRIE & AFHIER 2 X 9 THIKEOHEE 70y FTRLZ. ZOREBOHK
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9 143K TEIM & 17z BSA KIEH O THRMZ T 2O (a) BAGREE, (b) KRAIREH O K.
IRELOHIRE 70y ME LRSS T 2 REABTH L. HO 70y M LEMERERT 20 M
DEEERL, RGO Ty M T2 S 2 %M & RO BN 2R

& 70y MR L7ARADSBIA S 05 R s TARRIAYE S L2 RIS E W L6 2O D
KICERTAUREERH L EEZONDL. LAL, ZOKMOMEZ TEMOBEICNZ S EIKED T
Oy boEB) THEMOMEZEDOHAFADEE L) KE 25, BSAREDOHIME &b IIKERY O
KOEEDWY S5 L %EE L, BSA KB OKDBENFRAOKDOMREZ B L L idhnwE
WEST DL, 2O TEMOBEEMAGE L 2ERIIOKTIE 2 RAESBOFGTHLEEZHND.
B IA~Ic 2\ L Ip OFBFREOGFHIFAD S 10wt % (22 TUTIZERAISED Lz, 2hud
BSA REOME & b IKBEBF OKDEEG WA L T2 2 EAIKIZERT 2 THRMOEFTTREC
HNTwas, ZOBEPOSBN Iz ~Ic 2L Ip 29KICERET 2EMTH S LR LTnE, 20X
I TR AT 2 8H 1A, Ip, Lo, Ip EKISER L, 10wt.% LUFOMREE O BSA KEE T b KR
W CKDOBADPBEBAAAET 5 2 L 2R L7

K 9IRS £ 9 IKDFER 14, I, Ic OFEMEFRIE 2wt.% 205 5wt % 12T T/REL o T 5.
C AT &) IRIRERE 2 K OIK ORERI O T HRIREE DB % 2T 9 <, BuB 40K X ) KD &
A 2 DFRAF LRI DN S WK SN LI L T 5. F 72, KOBEREM O LA,

40 —
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Ip OFEJEIX BSA BEEA 2wt % 205 5wt % (27 5 LA 5. —J7, REEMOKDFEM Ic 1& BSA
WD 2wt.% 25 bwt. % OMICEBUIITREDSIENT 5. ZOZ &b, 2wt.% & 5wt.% DR DK
DFEFIGHEEE DI ERIFEDOZEALIE BSA AVKIZG- 2 5 HEDPEAL Tn D720 L EZ N0, O
BERAGEHICOWTIE, X ) MIA CIREEZL S OKDEME AL LEN D B, F 72 Rl &
WCHTES 2 IEE ORI o EHEW L 7RO 1y, Ip, REERAHFET 2HEEOEEEKREL
2T B EHER L 7K DR I, Ip OFEFREH ARG A SKOBIOFER % S 5 ICFHE L CHFHET S
7eONIIEE M OBRIK Y v 37 BRAKE S F 2 VD 2 & TEIKOERNZ G- 2 2 EE DO BEDEN
DR CTEDLEEZ D, FLERVIRETRVIEE 1wt.% DT OAEERLIEE 40wt % ML E2 S %
fE BRI & T OMEE ORIE R 2 SMRIL VIR CREEEMIE 2179 2 & C, RESMAVKOEMIZG 2
R, OKDFEFIREH R ARARE OB R OB OND EE X 5.

KB DK DFHEAFFNIKDIEHD DT LB AR OMMICKE CHEL, HIOKOKROKE
WARCKOBH OISR LY 5 2 2 ERNEFE LN HE L 2\w2 L12iE, Koz +5 1 mH
T50IHREETH L. T RSB X OKOBHOREE A RE§ 2 LRSS TR S LT n
O, BB CHE 2 AKX TE TS b TldZa .

4 L

208 K-123 K O E #iFH ORI 12 B 1T 5 KfE L 724Kk B L 082, 5, 10 wt.% BSA KB O EE
F1% 10 mHz—10MHz o J& % B P Bifl Lok R 2 T, K L7z BSA O41#E8) & Fifisr
FRASE 22 o 72 AR, 3B X O TRAO @A AN S R OIRERAEENIIEFF IS W H
BN L7z, 203 20BMofTRICERT 2 TRANER L CEmz1T- 72

1. BSA KEBIZBWT 180K U EORERT 1 DOFREIELY — 7 TBI S 72k 0N,

180K LT OIRIH T 5 3 & O 10wt.% BSA KIFE TiE 32, 2wt.% BSA KEWTIE 4 DDk
DREFBEA S 7z,

2. B S NROMEANIAERI B R O IR EAR A ED 170K fHETEET 2 (A2 okt v

¥—, B, DWEALT %) BB OEREKEEA R L7

3. MBI SNz TR OEEORANL, ZOMEOMEMAKDS O LI L, % 1A, I, Ic, Ip

VOKISHER L 2 QAR AN S AL S 5 &R L 7z,
4. JREEWH OKIL BSA & O EBRLCHENEHOREN S TH 5720, HEAFEH B L 20l
JEARAEVED N 7 B MK DT S BB OB BB S Nz ZE 2 61 5.
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