CACS I 'RUM

Comprehensive Analysis Center for Science, Saitama University

No. 8 2017
CODEN: CFAOBY



(& 8 &§)

IR A e o AT N/ D ¥ 1 = RN Wi R R B e 1

GEE R

$+$§U\$E§T7§—Ey§_@ﬁ%ﬂﬁk.$+¢%$ﬁ§§ky§_%§§§é%?\;@‘; ........................................................... 2

e A A L = L 3

(XALE21—)

FHRIQETRIAE I O~ b T TT7 4 —DRRFEE e BT R E R e B HESE e 6

K BOKPED B S i3 T AR E Sy 1 A s HAl A~ DI H

(BEFARBOREN)

ﬁ%’g.ﬁ%’g/\/f79/]\ ...................................................................... BT e R R )| E ............. 14

a7 RAIA N EREK G E R ORSE

(EZ3+—)

jb‘iﬁ, EE%%%;UE#@{%T@%F@ET%% ...................................... Rl ey 2 — %ﬁ Igégj ........ 18

7(}\5»_—.}\]/]\\‘ t\:-jﬂ__ ............................................................................ RS AR 2 — /@j Eﬁﬂ ........ 19
~vArRE Ny Z—, pH it, AtEOEME~

CRISPR/Cas9 v A7 AL DE s TR ETIERI LT e gt a— JBNL BN e 20

iPS Al B Ce ZE A 2 DR AR E R 522 WFSE T 0D Bt AH 7

(E232—&Y)

%%%}%@g@qﬂ.}%fﬁiﬁﬁ@@i@;&% ............................................. Bl B A *D% ........ 21

Ilzhjz 28 EE%%@#@E}%E&] ................................................................ Bl iy 2 — /@j Eﬁﬂ ........ 29

qZEJZ 28 Qg&w%*?ﬁ*ﬁi*ﬁkyg_{g@ H % ........................................................................................................ 30

thz 28 @E%*?ﬁ*ﬁi*ﬁkyg_{ggi&%% .................................................................................................... 49

SRR 28 ﬂi}_ﬁ%%%%%ﬂ]ﬂﬂ g@%ﬁ ....................................................................................................................................... 58

qzﬁjz 28 ﬁﬂ?ﬁ:ﬁﬁi%*’z‘/&H %%&%—;ﬂg{%}iﬁ L/f:%i%:' .................................................................................... 70

Tk 28 AERLRASHT KB L H R B FATF IR IERE oo 74

1 e

HHEO T OHI]

ok WEHES  PUNEA AT TS SU510

EE BB BHRERE ST T RA
PRI By — AT SRR 0t

EF BB moFrsLivyavkE
PRI B H— AEHT AR 0t



(BEE)

BRI R =~ DI fF

MREBER ik B

NI E R, BFIE ) D584 - FF I OHEME 1 I ERFZO R T REREAREEN/-> TRV ET. T
XTI, FEEFHEESIICD LT ML S Ok~ 7ol L K FZ NI T & HE E iR
T, kDDA )R = ar o X — IR ERELOEFREEED A A —T A AP EELTE W
MIEEIL, RS L OB EEDORE R T CTETRVET. SDIT, MAEE4R I MmEEEBEIRTR
U—DNERE S, FEPE S LR O R L THEENVEB AL, oAU A, IS —7RE
Z B L T A = E D L R E B IS AT ER 2 2R VAR AT - TE TRV ET.

At L oE L, BFSE ) sRAL, DFSEHEREICBAL C, Bt g X — DRI &K
MREVWZETEIETOLHVFEEA. RO KE L Z—ZFNORFIC, B TSROFE, BT
MR OBBFEBLOMZELITOBRICRERT IR TANTE TRV ET. £, HUAIEICKRFELL
TH G T D20, Mt 202, R, FFERERE OIS AT LIRS DIk~ 72
EEZEDDULENRHLEEZTEVET. ZRODIEEIO T2, Bt gt 2—n#H-T
WHEERIEEEL THIHE R DO EEHDLVIIRENSDKBE ST BHVET. LI ->T, B%50
g2 —OiE 8z 45 % LkRER ICHER R L TIHSZ 8, RFEORRICE>THETT.

BRI SR Ly 7 — R, B — BB OBEROINETOTRNICEH L LiFpLLbic,
B E R OB OMBIRL, B XIEER - E 2 TEYET. B%IC, B —
RAINE LISRA 2 5 0T SR 7 — DT E I BIRL CON BB O 0, TRIICEHIL, 51
GrE—BOMNIRAZBEORL LT ET.



(EE M)

MEIMXEEL 2 —EERE

BERFHRSEREONZEL L4 —2BEE

RE 29 £ 4 A 1 AE(E

AFH BE Bl n izt 2— (EREER) #iR
BRIR (R B n i Eo 42— (EBREER) £EHF
B BAA H TR RE (R ARFEHER) £HE

=X B BEn i E 42— (D FEYER) #E
ZH B B XEro2—(UCHEEEERD FEEm
BN EF BEothXEto2—(WEFR) B

=M B - HEF HR ¥ 3043 A 31 H
M B EIZHRHWEEH) EER ¥ 3043 A 31 H
R Ri EIFHIRER(EREER) FEA ¥ 3043 A 31 H
B 58 EIZHRM(OFEDFER) B ¥ 3043 A 31 H

2l & BT (ERHRZER) EHR i 3043 A 31 H
IR BFE HEHIZPHEH(EIEFIATLIZR) HEHIR 3043 A 31 H
NE B—  HEHIZHRBOSAEER) EER i 3043 A 31 H
AH MR EIPHRHGERMHEIER) EHER ¥ 3043 A 31 H

LA BWAT AT EBRE2— HHER ¥ 3043 A 31 H



(EE R

MEMTXEL V2 —REHSGZ—E

HER4

B HLIREEE (AV300) BR R O O O O
RHE S FISEEE (AVE00) R [ER) O O O O
HES RSB (AV500T) IR [ER] X Ax1 O O O
ERERSRIEIREE (AVA00) R [ER) X Ax1 O O O
BFEHMIREE AT AF O O O O
Pulse B FHHAMHEIISEEE (Laser) AIE N X O O X
B GC HENTEE =W & X X X X O
FATR R EEDITEE xE 5A X O O O O

SRS E SN EE ESTEE Y/ X X O O O
BRAIORN STBENTEE JE EH O O O O X
+/70—C BENTEE oE BA X O O O O
X SFHEBFOEE Fapk EREA X O O O O
REEBREDTEE TEH B®H O O O O O
TERES REWAITEE TR B O O O O O
EBERTO—T BB HEHEF B O O O O O
EfRREERE IR oK # A2 O O O O



NAREERNITEFIEHE
EREEZEETE FIRMER
He e EE IV E TR
EEEEF MR (200 kV)

BB EFERMER (120 kV)
HERL— — RS
FEREETIAIRNDITER

B ERRR X fREHTRE OKFR)
R X fREHTERE OKFR)

T X ROITEE

EHEE T RTTXHRETEE
ZHREM R XIREHTER

EEMR X AREHTEE (kTR
CCD BB S RIBEMITEE
EiEE CCD BB S RimEfTEE
B — I AN EST
AT )T EETRIND IS ET
SRR — ) T TRV IS ET

= =\
C C
Sy Sy

A*2

A*3

O O O

O O O O O O

X

o O

A*2

O O O

O O O O O O

A*2

A *2

A*2

O o o o o o o o o o o o o o o o o o

O o o o o o o o o o o o o o o o o o



=Pt 6 fiE =i O @)
U TR E EM O @)
ET7L TS5 E EM O @)
FAZVLO—HR— ik y o
SRR mk y y
RERIEEE ok y «
BAE LN SO0 L o o y
L2001 ek 5 v o
TR )—<— " 9 y
BHBMETTRANTEE e 2 y

RARY, WA OWTIBIWEDELTEENY,
¥l HE—AHTH A4 ET,
*2 RIS BV ET, ST BV EDELIEE N,
*3 10 A LB D F ER A LR S PN E o TD T L,

O O O O

O O 0O O O O 0O O O

X



(RALE2—)

R RIDERIEAE o~ 777 4+—DFA3 &
KBRS NSRBI AIRE Sy o An i~ i H

Development of Surface-bubble-modulated liquid chromatography
and its application to the investigation of solute distribution
at water/hydrophobic interfaces

HBEIZMEMYERTFIMM 2211 HEE
Graduate School of Science and Engineering
Masami Shibukawa

Abstract

A new high-performance liquid chromatographic method termed surface-bubble-modulated liquid
chromatography (SBMLC), that has a hybrid separation medium incorporated with surface bubbles
fixed in nanopores of a hydrophobic material, is presented. The incorporation of a gas phase at the
surface of the hydrophobic material in an aqueous solution leads to the formation of the hybrid
separation system consisting of the gas phase, hydrophobic moieties, and the interfacial water on the
hydrophobic surface. SBMLC provides a novel technique not only for manipulating the separation
selectivity of various compounds by pressure but also for elucidating the mechanism of accumulation
or retention of solute compounds in aqueous solutions by a hydrophobic material.

1. [FC®HIC

KA HEREE T DAL W D 4y BTG D %1%, TRV IEEREALFZEM LTSI LR
VAF Ly =P = _ B BmARBHIE 2 8 OB Z LEM EHE A WT, WhpDiifH & T
ToNDIENEZ V. EEEER 70~ F7 4—HPLOIEZE I KIET, Rt oRTLEICEZ Hsh
LEMHICBNTE, ZOLZDEAKMEZ LEM B ZRELIEDZ L2 W T ThiLTWa. Wit
RICBTOWE S EEOMAEL, x OET MCIVBHSTERZ. Mk W TE, Mt oql
BWHDHNFAE B Y O FERRIE B BE BN B L TR W E M A2 KDk T, BRK A B
REIZERETHEE 2D, Wb DLBKMER BAERIZIE SRR Horvath HIZk-> TIRES
Mz b2 BUKMEAR BRI B K MR R 2 1 38 K ONA L 4y F D IR F LK ED R O R IS A
L, MRS E OV E 8T DI E O I MM 3 O R ML TELET/IESLLHETHZ LI
InAErTsEEND. ZOERICEIE, BEM T COBRE Y+ ARXDEILIEREZDZEIL~DE
BT OBENIEITDH B3V — LR E R FFOBRE) 12725 1. ZhUzxkL, 1980 4L
H LU 72~ C, BRAKMER BEF NI ~DIEE 5y F D4yl & & 2 5E 7 /L5 Dill X Dorsey Hi125->T
JEBA S, WERFFOIREKFES, 5 T ORRICEDRFFOIE W R EE)EFI TEHIENIR
Shz e,

— 07, RO FEHE DX, BUKMER ML EEOKS TIXEE 5 T ORI/ V7K R X R 72 5 H



AAERZRL, BEEARL L CTHRET D22 LCLT: *8 EROMEBLI O ELET L OV
AUCENTS, BUKMEREICEK T 5, VI KET R biEEEZ LD KK EZ BRI 7eb
HEEMELTITEEL TV, B KR E T /L TIE, BUKMED AT AT = m S E 5y 1
TEEOKRPEDEEMEZ LD, = e — 2V NEUVREEIZR > TOWA SR ESNAZEAHIFEEIZL T
WA, IWE S FREPINDLHELTEZTHDEDIE, HLETH/ LK T 03D\ T B K M [E A
REDOWTNNTHY, AiBEZBEHE, BELEEMLEOZ TS, ZHUTH L TREE LT, BiKME
[ R R TSV 7K EVT R D K DFIEL, ZNEAT OB T 03B CnHZEa
L, RAWESE O R OEERFFEIEL R K ~DDEEL TELZDI LB,

ZOIDNZ, BRDETIPYHRICBIT OB LL TIREISNVTED, ZNHITL T LE X
DB DO TRV, WA SRR ITE — OB TSI TWD D TR, EE Oy EEA %
R ERELEE GBS CTHHEZEZDNDINLTHD. LvL, ZNE D5y Bl 3 F € Db
BEYDOLSBEICEDRE GRS L THAONEEBNICHOLNILIEHRIZZNETHESN TV
AN

EZATHIERSEEICIB VT, KB O HE O BECHI B IR OO IR B E DO KX
WBRKMEZ FLEM B2 VY, ZORED TEXLE T KBEREELTREZ SO L TEIEEZTIT.
UL, KR ZE T 7 L TBIR T ARSI &2/ NS08, [TENBMETL, KEERNZ FLEM O
AL BHERSNAH SNBSS TS 712 23 LLF @ Washburn O B2 AW TR 45
ZEWTED.

0 :_ZycrOSH 1)
ZITp IXEEES, r TR, ARRIEORE RS, OTH A ThHD. B 130D E R
FHEELSRW (RENLIEILHND) HATE 900k KEWE LS. ()05, BiAKMEZ FLE A
Bt FRIELI2 T L1 p JO/NEWE ) TR EZ R T D50 T, MR EOMILNSKRDBPEFRS
HZEMDOIND.

KRBT U728 DA FLIN 22 HE KR KA R) IZESTHEDLATWDEB 2 b5, TRbb5,
AL NICR A E ELTHZEIEo T, BiAKMERE EKDORBICKM ZNLS A AT/ N 22 ] &5
ST ZENTESD., ZNICES T, BT7ANITIE, AR, BKMEMEA &, 2L TKBKMEM £
KPR R LTI ANA TV REEHE PR SNDI ST 5. KA T~ T8
INENDT, KFTOTFEERBRRKEDE LI RERIEEDERNTL, EEMELTOREIT
INEW, LIz TRIFLNICK A Z B AT 52 81F, RPLC 2B W THEEMEL THRE T 57K Bl K
PERF B S BRI BB S A BIL, O REOmEBEEARAD ST LIEEERT D, SHIT, K
FIXZFDOEREEENCES TRERGICEZDIENTELDT, K BUKMEM B m O mEigEE 17 A1
MADIENZES THIEN T HZENTED. ZOT &I, JEITITE > THy Bl s PR 2 28 il i C = 58T
7272 HPLC (surface-bubble-modulated liquid chromatography (SBMLC)) Z4 /A H 32N TEH72
TR, WA R T BEIZ IS T ABUKYEM BB & oK BOKMEM B O F 5 A2 EEE AL A2 LN
TEDHILEFEWRT D M, AR TIL SBMLC MEFDBLBRE VB SRIRME L, SBMLC 2 W T B
LR W Ly BERE RS\ O W TS R R 5.

2. BKEZAEREFEILIRN~NOIHEOEE L

WFE R B B E L TIRBZ<SH OB TNDA T X T 2L (Cop) T AL FERTLTZS U T LD —
D T&5 L-column2 ODS(5 pm)A#RL, ZHAFELIZAT L AAT (150 x 4.6 mm 1.D.)HIZ
UToOHETRKMEEE L.



(D) ERMEAIEBE A2 DT B ZEIR LT, BT LN OZERRZ R Clii7-7.
QBT LSO T Z 7 EN L, TEH AT~ N T7T7 —HA—7 U NIZEEEL, 70 °C THIEL

HRd 5.
() E K DIEFHEFEN — E /2D ET, £/ 2 MPa, i 0.6 mL min! THT AIHi K Z @ik 9
7.
HEHEELLTT BN BIORY 7oAy % 16

HAWizltEn, hT7 LAO R ICIDE KD
RFFETV, o DEALZK 1 IR T. TR
WA, 15 25% 120 min HNZELEL &
FTHIEILE 2TV o 23— E M (1.010 mL)IZ < acetone
FELTWADIZXH LT, Yraar& 2B nWA e dichloromethane
L 30 min LA F CRICMEE2RDZENDOND. =
DEIE T T LN D2 2E AR FE Vo(1.634 mL)&
DER HDMT/INE. ﬂiclgyUﬁ%H}?LWG:?\
MNP B BEE/L TETWAZEELRLT o
WA, FZT, MOBFEDHR Cig VBT A 1.0 p--2--8-——— L e P D
IO W TR DO #A/E CRAHDOE EAL 21T -
7. %ﬂ%“ﬂ@ﬁﬁwiﬁb\f%%hkvmOD
fEa2E 1 ITRT. WTFoLTLHIZIERLT 0.8 . . . . . .
Vo o A RLTNDIENDMNS. 22 THUVE 0 50 100 150 200 250 300 350
HIFGLDHARZT RTFELTHHIE(150 x heating time/min
4.6 mm [.D.), %‘J:U“ Cig VU FIEH D FeE 1 Cig VUANSLIZEBITHEKDREBEREDAH
FEAT KL *Lu\g{}jﬁ(gé*g SLMEBEEBIE&EME. H5 L L-coumn2 ODS

75 % Z DR i}ﬁtﬁﬁl % FL PN 22 [ 231 ‘
150 x 4.6 . 14 £KY—2Ep % E
BICEA TSN TWAT &%,ﬂ,m\é, (150 x 4.6 mm). [X#k 14 LY—EREED LEIMA]

14

Vp,of/mL
=
N

£ 1 [SHEZEETEIL: CigYUHHSL(150 x 4.6 mm)IZH TR EKDREFHEKE
[XHEk 14 &Y—EEFEDO L5 A]

column temperature/°C Vp,o/mL
L-column2 ODS 25 1.013
40 1.009
60 1.024
Capcell Pak C18 UG120 60 0.985
Capcell Pak C18 UG80 60 1.015

3. NLIK/RBKRKEIVNILIK " TILFIEEREDELDERILEYDIEFZEIY

Cig VU N%EFIH LIz SBMLC 7 LN TIE, EikUL7=I52K T AF ARG fE fm, 7% ik
&g, ZTUTKMBNAT VY REEMHZER L TWDHEEZLZENTEL (K 2). LIEn->T, NA7
U R TE AR O 45 4 i B2 38 DSIRANL. D43 B\ U CREBE T2 LI E 375 &, SBMLC IZBIF AL &M D
REFAE XL FTORXTEZONDZEIZ25.

VRS :VBSW + DGVG + Dc18Vc18 + DIW(G)VIW(G) + DIW(C18)VI3V(C18) (2)



ZZT, VBSW1 Vo Ves: Viwe - V"S’V(Cls) i, €

NENSIVT KA, KM, Tkt e E, B&
LA ET VX L5 A T8 32 1 O F o K o R
T®Y, Dg, Dcis, DIW(G)a DlW(Cls)wl, S ey
M, 7V LG g, KMFRmoRimkK, 7v
TS EE IO R AKE NI KEDM DAL
Aoy ERRETHD. FAFED S 13 SBMLC
HITLTHDHIEERT.

— 75, BT LNDZER N EEITK THI-Sh-
W DOWAH HPLC(RPLC) A A TlE, K HHBTFE
FELRWOTIL A O FHIEIZA(B) TH 25
n5.

R R R
VR :VBW + DC18VC18 + DIW(ClB)VIW(C18)

(3)

ZIT, EEDO RIZRPLC HT7LTHLILE R
7. X (2)ER) D, ITLNIZKARDE EfLSi
LEWEDRFFRENEAL T HZE, A EE
HOEKERHLUO RFEL LI TWIUE, REF
EEOEALZEF W T D LI L > THEUK S 7k
DRI Diwcrsy& BRK PEA B (77120 L i
B8 WE~D 5 BAREL Dors R OHTENTE
HZEMOND.

Vit 13 Viwerey {2 TR SRR TE D &
ETEHDT, RQR)ER)NHLIRA D GELILS.

(VRR _VRS) + (VB?N _VBSW) + DgVe

DIW(C18) = VR VS
IW(C18) — VIwW(C18)

Diw(cis) Dcis Diwe)

~ae
e

2 ZBHETILXLEER D VDERIELE
SBMLC A5 LIZEHFENA4T)yFE E [ Xk 14
KY—HEFEDLFIA]

(4)

ZZT, Vo EVaw HERE A4 27 00— T L LR BB E S B IE o TRIE T HZEMTED B,
72, Vi cig Vo &V o Vi ERABLOT AF LA T8~ O3 B A T2 B A ML S
W) SBMLC IZHIT BIRFFIRTE VS v & Vaw E0°5, TNZERU T OLINTRDHIENTES.

R R
VIW(C18) :Vo _VBW

S S
VS _ VR, NV _VBW
IW(C18) — D
IW(C18), NV

(5)

(6)

R (B)ZHBV T, Dyyersy v (EBAKMEALE B DL 7K /B S K B D43 AR 2T, A TRE
1% RPLC (2B DIRFHEFEV, \ D DRODHIENTES.

R R R
VR, w = Vaw + DIW(C18), NVVIW(C18)

(7)



SHIZ, NV IREKIEDH D53 BlFR U Do 13~V —E L ky TIRADIDIZEESND.
K,
— H 8
e (8)
ZZT, RETIHENENTEKEER LT MRETHD. %I, Vo lZUL FTORUTLVKROHHND.
Ve =V, _VBSW _V|§V(c18) %)

L7223>7C, RPLC 38X SBMLC (ZBIF AL AW ORFHERFEAZ N E T H2L12L-T, (@)~ (9)IZ
59 Dy R T DZEMNTED. Dyyer VR ENIE, Dyl IR AUCL S THINT HZLNTES.

S S S
Ve Vaw — DeVs — DIW(ClB)VIW(Cl8)
Veis

(10)

DC18 =

T T IFER B OETE Voig 1%, T NS TO n-4 2725 T30 DR JE peig (= 0.7768 g mL™)*°
LW EREL TRz Rk e, Dcw%ﬁﬁ?—éiktbf:.
Wp ~ Wilica

_ Tsilica (11)

Pcis

ch =

ZZT Wy & Wiica I3 EAVEIL Cag VUB AT AFHAI B E L YN IEM OB RETHED,

EFREOEIZL TR D2 RPLC 3L U SBMLC R IZHB T 5% [ EH DT, Vew, Viwcis), Ve, Veis
DIEZE R 2 \ZRT . Fe, A2 OABILEWIZONTHELNT 2B AR L Diwcis)e Des 3K 3 IR
T. ZNHDORDND, Cig VI TIHEZLDAEILEDIZOWNWTEEMEL THREEL TWDDIET ¥
NAEATE TIER< K THEN, 7aai/L bl OB KM EREEZ 2V EEWIET VL
A BNIEICLZL R T 228NN D. KFITE D ILTZBR K PER B2 DN ERIZIAE 4y 1% B
DIAT> DD, HOVTIKEDO R EIRFFT 200 %, EERICEL > TEEWIZHALIZLIZF R IXI N
FTITHENR. UL, WEZWHEICUVEEL T, £OREEEMSITEALSED T ENRH)
STz TdhD. SBMLC 1%, IWE 4y 1 D S ~ORFF L5 BN S8 ~D 43 BL 0 25 50 i B 19 31l &2
MO TAREIZ T DT ThDHENZD.

% 2 RPLC £&U SBMLC &IZFI1+5 L-column2 ODS A5 (150 x 4.6 mm)AD/NLYK, BRKFE
K [SEELUTILERILEEBOARE (ML) [XHK 14 KY—BEED L5 A]

column Vew Viw(cis) Ve Vcis
RPLC 1.40 £ 0.02 0.29 £ 0.02 0
SBMLC 0.994 £0.001 0.0018 + 0.0006 0.698 + 0.001

0.368

_10_



& 3 L-column2 ODS £33/ (150 x 4.6 mm)IZHE T EHHILEWD Dy 88U Dy E. [XHK 14
FY—BEED L5IA]

compound Dcis Diw(c1s)
methanol 0.076 £ 0.006 2.8%0.2
ethanol 0.16 £ 0.01 79+05
1-propanol 0.46 + 0.05 29+ 2
1-butanol 1.6+£0.2 122 +8
benzyl alcohol 1.8+05 307 + 22
acetonitrile 0.92 +£0.01 6.3+£04
propionitrile 2.37 £ 0.04 24 + 2
acetone 1.04 + 0.03 211
2-butanone 3.1+0.1 795
nitromethane 1.23+0.01 6.2+0.4
nitroethane 3.63+£0.04 24 £ 2
1-nitropropane 99+0.1 95+6
diethyl ether 17.1£0.3 193 £ 13
dichloromethane 28.27 + 0.07 31+2
chloroform 93.3+0.2 112+ 8
bromoethane 80.7+£0.2 75%5
methyl acetate 2.94 + 0.07 42 £ 3
isopropyl acetate 23+ 1 610 + 44

4. SBMLC [ZHIT5 57 B Z IR D IE 71 H

%L DL ALEMBHIY — 2 RESOMILEE > TWDDITTIEARL, ARSI M RH5. L
3o C, R(D)PHDLDINNT, BT LNIZEEALSNTZEADOERTEEZ BT TN 2D E &> THE
I 2 HZ LM TES. K 3 1% L-column2 ODS 157 N D& AR 755 &k F8 /K (18 D 1E 7 i 174
ZRLTIELDTHD. ZORDG, BT7LIINZDHIE T INEL<RHIZ LTz > TRAAK MM LN IR A
L, TSI TRAMIRFEDN /NS0 TWDLZEN LMD, ZOFREAI OBk %2 /377 42220
THIE SN TOBHE (= 1110 I LW EIREL, SHIEHHIALER r 2 FORICk>THEEL T,
X (1)Z AT L-column2 ODS D E & EAFHH L.

VClS
M= — 22 (12)
A

silica

_11_



ZZT, Fica (X A— B — (b = & 5Tl BF 5
RN IC LV & STV D U F b O S22 i L
WEETHY P, ATE R A EICEORE L Fe
HoORMMBTHL. EOR/E, FHEAEIX 12 MPa &
720, K 3 HRDODONDMALNIEFED 1,72 D=
M2 KD EHLEEDE S 15 MPa IZIEIE —
Uiz, ZOfERIE, KIS PTO Cig VUHFIE
FAM LIS B T DKM AR SR, X(Q)I2k->T
A CEDLZLE/RL TV,

SBMLC [ZXvBEbn/-fEx o ibahorn
VNI T LEX 4 RT. JE IR R EL IR DIZLIED
STHIEIKDIERTE, 37 bk, Cu #AJE K
DEENRKELRDLDT, TXTO/LEW DR FE
R ] A R &< 03, W HIIEIZE HIZk->TELL
AT HZERN DD, ZORERIL, £ 3 1ITRLIZL
IZ Dgyg & Dyyrgy PIEICHBEINZEA LN E
IZEDHDTHY, SBMLC 23 FE 11 K- TIRE R
BN AL TELHLWSEEE THDHILETRL
TWA5.

5. BHYIC

BRI 2 LB A B ORI ALV IC R R & [ & Ak 5
LHTEIZEAT, WK ZEEMETHIRE 7~ T
TI74—ThHAIRR /A~ N T7T74— &R TEDHE
WIOT AT 4T 1L, $CIC 1983 4E (2 Giddings 2k~
THRBINTRBYY, KIBERTOBESLEHZEHDN
EEEREAE BSOS CHE I THDHIEN
THRIZN TS, L, [AHIEE E RN RW =0,
DL EMITES>TH A REEMEL TITEREL
RN, RIFTRIE, HTL~DZARDE AN, KB
ARAE S i B PR BE B & OFE S e RESE 2
X, TN THBERIRMEA B ICE LS E D
HPLC #4A AT 2L oML, TDOREKET,
EEHDIIZOFEERERIWERRIEK I a~TZ
74— (SBMLC) &4 31}7=. SBMLC X/E/112k%
Sy BRI OHIEH A TELH LW EEEE LT
T TR, KBRS T OB I R RE & E B Y
ICHEBRIZ L TRl CE 5 HIEEL TEETHS.

_12_

0 4 8 12 16 20 24 28 32
pressure/MPa

3 SBMLCASALIZEFAREAKELIUVKHED

HKEDOEAKEFEM. hH3 L :L-column2 ODS
(150 x 4.6 mm). ;RE :40 °C. [3C#k 14 &KY— 5B

EEDL5IA]

A 28 MPa (a)

]:lpRIU 14 MPa

A
CE

D
BHFJ G |

0 5 10

1uRIU

AT I 2.5 MPa

C
W"'B ° :I:l RIU
i e cl . W

1 0I 4 1 8 1 1
0 50 100 150 200 250

retention time/min

4 SBMLC [ZBIT2E®IELEHOIOTRT
SLDEANIZEBZEI. B5L:L-column2 ODS
(150 x 4.6 mm). FEN4E : #iK. ;RE:40 °C. &
B " ERB OO

B:dichloromethane,

A:1,4-dioxane,
C:2-butanone, D:1-nitropropane,

E:1-butanol, F:1,2-dichloroethane, G:bromoethane,

H:diethylether, l:chloroform, J:isopropyl acetate. [Xfﬁﬁ
14 KY—EBEED L5 A]
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Development of Organic-inorganic hybrid perovskite thin film solar cells
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Graduate School of Science and Engineering

Ryo Ishikawa

Abstract

The pore-free and compact FA(3Cs(,Pbl; organic-inorganic perovskite films were fabricated by a
two-step method using reaction of a porous Pbl,-(Csl),, thin film with FAI 2-propanol solution. The
thin films were characterized by XRD, UV-Vis absorption, FESEM, and AFM. The thin films were
applied in planar structure solar cells, giving a maximum PCE of 14.7% with Voc of 1.02 V, Jg¢ of
21.4 mA cm™, and FF of 67.5 % in reverse scan. Further, uniform surfaces with minimal roughness
FA(sCs,Pbl; thin films by one-step method using 1-Cyclohexyl-2-pyrrolidone having a high boiling

point and a low vapor pressure as additive.

1 5
T, BAFRBT LY —NEHZEDTEBY, P THLKEGEMEZ W KGR EOE N &
IEFRUEICHONTEY, ZOEMITIZAEE I Vay KEEMTHS. Va3 —7%T2EKE
CEPREITEE THOIN, BEADNLOEIC AR K N p/n S 7 2 RI21X 800°CLL Ed & il /e

ERVETREDTFNX—EHEL TN,

SE W AR E 3 15 W 7 v A7 150°C LA T DK IR TR 7T BE 72 A 1 - R A 7 Vo R X
AAAN ABX(K D& NN E &35~ a7 20 A KB L 2 ZHUE B A RN a0
FUEET221%D N EEB RN EINTEY !, MIEKEEROT Ty 777 ADMRET
HEHAZEDTERY, SHICHEB ATy R a7 2 h A MEEZ W6 - X B R 203808
EAZL—=R~DIs bW ST\,

AR~ 7 2 A A A MZ CH;NH;' (MA'), ® A GENFAY
B #A T Pb*", X FA M & H\ 2 MAPDIL; % U 7= © : BERE

EHIREH SR, MATIZIE O XNRTY

CH;NH;" S CH;NH, (#55-6C)+H"
DA 30 5D CH;NH, 28 100°CREE O [ %8 1 ROTRAhAMEE
HICHE T DT T T4 B BLEEL, MAPDL; A0 fRLCT W EVORTERHD. A AR
CH(NH,), (FA"YOL A ZIE EFE D L5 72 VA 13 72<, FAPbI; X MAPDI; KO EVE 23 ECTERY, &
IZHF R RE vy 7 H MAPDL; O 1.55 eV 5 1.48 eV E/NELR0, HEEA O KB I E AR 72
NURX Yy 1.4 eV U725, 20D FAPbI; (IZIXZE M #E P3ml CTRA DAL, ZZM AL P63me Tk
EOSRDREE BAEERBIFAEL, EIRAHI T BEE B2 RS WSEN L E THS . FAPbI,
D A B AR CsITH B L 7= FA | Cs,Pbl; X IE Taff N ETHY, @il e 2R L
BN BEEREEEZ R TZENDIEHEZED TS .
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TEB R IC R A0 T A A NEE DRk
B N7 2 A b N N-UAF LRV AT IR (DMF) R AF )L AL RF VR 7L D B
IR, AL a—R KO =— LU CHEIEZER T 5L 2(a) DA A - RIS Bi(SEM, H
N S4800)4 D X7 S DUREIRSCE LN HDENGOLND . KI5 E M IS mICEMET S
TIRARIZDT, FEERCE LTS DOIRIE L0 F L7, 22T 2(b)DEHITAE 3 —
rRIZZmaRoB oo 7 LA a AT T 8 =0}
NRB IR E DR A A a—
Mg I F9 27 F UMk
OTLMEIEND FIEICKOBUE » o
RERREESELNTNS. 20T B
EIERENEEL, F AR
ERWTELT, BIZERE AR O
WR B2 R 8T 50O D
5.

WD POX, WA BB, AX VIR & SG S T ABX; W IR A A3 5 T Be L (1% 3)12 kb
FA | Cs,Pbl; DRI Z G 7=, ZORS, LT D 2 /L— R E 2565.
Pbl, (thin film) + (FAI),(CsI)x (solution)

: s 500 2 (b)
2 (a) DMF BEMSHIEL: TUFYILRUNED
FA sCso,Pbl; EE D SEM & BEXX

— FA;CsPbl; (thin film) (D
Pbl,-(Csl)y (thin film) + FAI (solution)
— FA,«CsPbl; (thin film) (2)

CsliE, FA,xCscPbl; Z¥Efi# 9% DMF R°A% ) — LT AT

HDHD, FA|CsxPbls ZIEMRE LI 2-7 /X ) — U ZIE ARV

ThHoHDTR)DN— LTz, £7 PbLIZEIRYE THY, FAIL 28 PbX, RS ETREL T
SERICISLEHOWEN T HRINDDT, DMF EREIZ 4-tert-7 FLE YD (TBP) Z WML T,
PbX,-TBP A% — B R L7t AT =— WL D85 R D3 fRICEVE U DL 4L T AX AR
EDREPED = PoX, IR ORI &2 MFT L7z °.

FERELTT7VHER—TEILAX(FTO) 300 nm = —hSN7= AT A BIZ, FL VAT rRF
VREA(TBF AT B —MEFEEL TAE L 3 —hET 40 nm O TiO, @Bk Li=b D
% V7=, 1.2 mol/L Pbl,~(Csl)g, ® DMF X% DMF:TBP 9:1 v/v I8 & 5L, UV/O; Peif L7z
Glass/FTO/TiO, 24K 112 2000 rpm, 20 # CTAE'=—kL 70°CT 10 43 7 =—/L L7z Pbl,-(Csl)g.»
5D SEM 4 23[X 4(a), (b)ThH
%. DMF IR L 72
PbL,-(Csl), XM TRtk
&%~ L7225, DMF:TBP &
BB DRI L 72H D 1X 2 %K
DZEFLEA LT, i R
470 mM @ FAI 2-7F 118 )—)b
YA e %3 T~ LC 3000 rpm, 20
oA a—hL TS SHE, REIFEE LR E O FAIZ 2-7 08 ) — L THRWEL, 150°C,
10 537 =— VU7 % X B [E1 4T (Bruker D8 Advance Eco), S84+ - Al R WU 5y Y (UV-Vis, &
A UV2600) TREAME L 7= 23X 5(a), (b)E725.

3 ZEREZNRAK

4 Pbl,-(Csl)o, BIE®D SEM & (a) DMF, (b) DMF:TBP &%
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B 5 (a) Pbl,-(Csl)o, BT X5 (b) RATRAANEED
ROTRHAMEED XRD /33— UV-Vis ARSIk )L

DMF & B> 5 B U 72 #0572 PbLL-(CsD)o, 22513 PbI, 0(100), (210)I2)% B I 12.7°,
39.6°DE — 703 S A, FAL IR &S HITHT2IZ 14.07° PN FEE =27 DNa T 2L D alkd
V=N RBND0, REJED Pbl, DY —27 D J7 RN TS, —J7, DEM: TBP IB BN HAK
BEL 722 FL'E PbL,-(Csl)g, L FAI IR & G SE o7 2 A MEE ) HIE Pbl, O —7
F ST BUSPAERITEITL TWD . ZHUSEY UV-vis A7 ML TR I EHHE
810 nm THDN, WL IHGFAS 530 nm D Pbl, NIFTE LR LE Pbl,-(Csl)o, TSI L T
T AHANERBD J5 78 810~530 nm [ O FE AR Z 0.

130 nm

1.0 um 0 nm

6 RATRAANEE®D (a) SEM 12, (b) AFM 1%, (c) KIBEMEE D SEM &

% FL'E Pbl-(Csl)o, WM NS R LT= a7 A0 A ME RO 2 i SEM 4 4 X 6(a)lZ, -7
A S (AFM) 2% X 6(b)i, IEFLEREE LU C2,2,7,7-T hI7F A(NN-V-p-AhF LT 2= /)L 73
/)-9,9'- AL 0 7 )L AL L (Spiro-OMeTAD) & AL o — ML, $RFEMA B 22K 5 L CIERIL
7= KBGO Wi SEM 4 % [X] 6(c) LTT ATBRAR D Pbl,-(Csl)g, HRIZILZ D22 FLOMFTE
L7223, FALIRIRE DO LD RFERZ SR ICED ZZ AL ED, U 72 245 MRS D 7.
AFM P 53R D7) A ST 21 nm SR VR THY, Wi SEM 40 H1E Tio, @/ ~r~
AHANE, X7 AHARE/ Spiro-OMeTAD J& F i IZIZ K BGIZFEE T, AL—AR /L mTh
2.

TERIL 7= KBS A AM1.5G, 100 mW/cm® D5EE{LL A
B5 6 FRS N CREM L 7= & XA S5 17 (FS -0.5—1.5 V)&

W5 (RS 1.5—-0.5 VIIZAF v L, A7y 7 10 mV, &

FERERE] 1 ms Tfro7z. jiﬁf‘ﬁﬁb‘&ﬁf T Voc 1.02V,

RGBT Jse 21.4 mA cm™, Hi#RIA+ FF 67.5%, Jt

AN PCE 14.7%, NIEJ7 18T Voc 0.916 V, Jsc

20.2 mA cm?, FF 53.7%, PCE 9.93%% /R L7=°. A% % 7 ROTRAALKIGE D

VNI RIS BIRE E B EE TR LD, I RUABRABS TOERSE-BTHE
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I Ra T 2 A KGR CIT i ) — R a2 E T, JIKEL a7 2/ E Ok
HENE, A WE, R OF v XU H U RRENETHN TN,

3 — PRSI A Ra T ADA NEROMER

TIVET BB a7 AN AMNERZ KB L TE2R, ZEBIE T e AR L 00T
FRHE R AR <720, N RXTA—=H—PNEHER VO ER DD . E 2 TEih A(286C) - KR & E
(7 Pa, 25°C) @ 1-v7m~F 3 /L2-t'aJ R (CHP) ' % DMF ¥4 120 BRI L CIA 78 38 1 i %
T HZEIZE0T o F YN MNEEZ WD LML, — BERE 1L TRUE C¥ — e ~a 7 271 A M
DO %Z HFE L7, 1 mol/L FAysCsy,Pbl; DMF:CHP(CHP=0, 3.5, 7.0, 14 vol%) & i %
Glass/FTO/TiO, 247 12 4000 rpm, 50 F TAE L =—RL 170°CT 10 43 7 =—/LL7= SEM £ 53X
2() BLOX 8(a)~(c)&72%. CHP D s NE 7.0 vol% T 8(b)D %2 FL N2 KB 70 26 #ik il T i
DEHLIT.

-+ > PR > NS A Joe e ¥ b ¥ GV
LA R PRV S ) EEERCS 2 L PLE
> g “ - ¥ (SR A

8 ROJRAANEIRD SEM & (a) CHP 3.5 vol%, (b) CHP 7.0 vol%, (c) CP

COHE A KBS EMICE A LI-EZAW T T Voe 1.08 V, Jsc 19.1 mA cm™, FF 69.0%, PCE
14.2%, EJ7 161 T Voc 0.978 V, Jsc 18.9 mA cm™?, FF 49.8%, PCE 9.20%& — B¥Pvk L1 FIT [F] 25 Dk
RENSHNT-.

4 FE¥

BRI L L CZ FLE Pbl,-(Csl)o, M A FI U FAL IR & S5 2 L2 K0 A i O Pbl, BAEAE
L2V 72 FA sCso,Pbl; TR Z R L 7=, 23L& I K mE 2o H L2 E 2 A 7 [ A v
RF I BB AN 3R 14.7% 03507z, Flombh A IRARIED 1-v7a~F o v-2-E a4 &
TINT DT LT L0 — B BE1E TH — 8 72 FAosCsooPbly MEAERIL, ZH B B L HR R
ELT 14.2%E " BBEIELIFIERIS ORMEN SO NI,
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(£=7—)

a7, BBREXBLOEWIEEWE RS

MESWZIELS— FFIR FEF

AR H BRF Rk 28 -5 A 17 H (UK) 14:40~15:40
EASITR TS SCPRR S SR AR gET Bz I #E
H 13 4

BR324 — O FHT'I T —% A 28 H5 A 17 B IR ot 3ciEtr 2 —3 b
DT T ol S SCER P A S ST B D) | e A Bz L, REOHEETT
HERAWZTEE, 13 L OBINENGHT=. WINEIXT OTHEL A S EEBH DL TRY, #iE,
LA, RSSO 4y - W SR e AR B B SN T A HEM L S 5 O [E BRI T 5.
FAEDOTHRICHLT, H—EEEFSET2E, BEE2TE, BEEENE, Yy 7%y /U EH
BYE, BAARPAEREZHOENEOSN TS, A3 —Ti, BHEICBETIHZICWRRE & T
AEEVER 0 B WO F X EFHEICOWT, RIFIZOIEDEIEEDOTHZE R 2 LG HZ L
TWETZn e,

FT, HEEHOLFER IOV TOREEZ I LT b, #EEEITAEMEL ToOREIT, R
NS RRERIDHNEETHY, - NI L EEZR2YEII 720728 BB F RSN 7D,
ENHDORR T —HAUIE BN TLE -T2 VO ED Y DR -T2, LinL, IR 45
SRR DEEE S, FRICE LRy OFFEICFE B LTV ENT-. R E CHRESN T4 7B
POBERIBLORRESY, JUEE, Huoy, 2A, JuUEs, o, FURETE, JiRgl, S~V 7 iEMERE
BT TN IARRHEEFACA O BEE, #OERE, ABEMERERS LU R0 B P eIkt
T HRHELUMERLZ L TN 272,

£, AR R ST T B D
T/Y, Wil a2 o AEMIENER (B3 20
TERRR, BLEXRVWERTHLIT VY
LUICEREY T, BROENICEENLL
TR, FEICEDFLZWE DOREIZ DN T
FELU MR Z L TV E N,

ENNSEAIIIT A ®L T, MHEa D
LIEFE TOMFIROHL A T7, I3 5 HE
FEATGEL TV RFA, RFEBEAEREITH
MO, REIZIER LS RIS T —E T 242
X CBHEWZEE, GERFRZIEI 32
LINTET.
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(Ez7F—)
ART—hLR £ 3F—

~ wAr/ae XX —, pH i, FrEOLMEE ~

MESTXELS— B HA

R B I Rk 28 455 A 25 H (K) 14:45~17:10
%k AT — - U RRER A
H D121 4

ZOEIFT 1L, AN — MRS HARO T I B Lo TERL 24 FICB S Bz, v 7nm
By —=0, pH i, BRI, (b5, AW FEOERIZE O CTHFIICHEHAIN TODDS, AR
ERH % DAL T F U RIp L% BT, "I Az SN &S T FER F 00, IELMERE
MBS TVDEITF VDTN, ZDT2, FrEEPIEEOMI R LW R AN AT Z ORI,
FHASZR D TE L Ml R, 2R EOMEREIZ SO W T O AR O E 217 -7-. BiEE RIS, BRI
BEFPOBE GHHE (3%, 47%) T, Lk 3 HEIZHSOWT 1 KHga0iEEEZzEN2ET D, O
NBRIDGEFREAT oIz, TORR, ZilE 1 TEBOEROZENTREL7RY, FRlZEBRZ RO 72130 D
AFEAITEEGEROZHE D RZITONT. ZROOERZEL T, b 13am B0 ol Hike
FOIF A BRI HILNTE-, SBITE IO EBEHT524T, EBEEEOBRMEL S
D, WFFERCR ORI M) E2MIfrshD.
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(34—)
CRISPR/Cas9 v AT AZIAH B EEY/ERl s L

iPS el e ZE VB SE DR S AR R S AT FE AT D B L 7

MEOWXELS— B HA

B f H Iks Rk 28 4 11 H 21 H(H) 16:20~17:50
EAIN BRAS . Feksa 2T e P R
HE 19 4

WL OB R T HAE, FROER T OXRKRIZIE, ZhECHFERIEZIEICED BS Mla(tEs i) o
B THEAEIELO 2 o7 lod, B8 F B OERIZIT 2 D& FH LRI D030, 1A E OIS
B TIHE G WA OERIIRNEE CH T, LLIRND, ZOEDT ) LA OEF 725
BT T, (K2R, SR CTOERIZMZ T, ES M AERS N TORWLO B C O 14
iz B ERLN ATREL 22> 7=. CRISPR/Cas9 XE D H L7285 B H i Chb. AvIF—Tid%
DFHTIIR NN Z T, FEERGIEF SR ITIC B T D 8E T WA BMIEROZFEY —E AT OV TOR
R 72& . REIFT—IXZORFOBAR FWETIRZ DS L7220, & I H O A RS
5 ETETHABERREREILOS o7,
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(5 —&Y)
SRR R BEIR NI » BR T S0 AT DFE B 5

MESWXEL S— =0 %

2o B 3Kk 2 — Tk, FEBCRBEIEY) 0 [ - SR AL BRAK FE 36 O N K DK B i A & 5
FELCUNET . SR 28 AFBE D FEBRRBEIRIEIIN - BREE 53 4T BB D15 B IR L L FEIR D[RV &, PN HEZK
DHHERIZOWTHRELET . Fhk 28 FEEDOIEENRILEL TUE, A OFEIREINR 4 A DRSO
Bifee, BREE T =2 — AL 2 —%4 H RBATL, FEERBEIR DRI ESCHE N HEK O 53 BTl 5 K OVBE IR [E1UX
TOREBREZBIHL TCWET. £, HEEREPMAL TWEREERELZEWEDDRSOWHE
B BIF—HEAFEMAOICSIIL, RKFOHR Y F LR LR MAE 5T, BEIEW R RRRIE P E 2
FEFEY) DEFLOLEY 7, HENPEK DRI KE GBS OF R ZT > COET . BRIEENAIE
# 1 2B RTESV. Fe, RYPFREZ W a EGH ERS TRV TER 27 FE X0 RF 0%
BRPEIR D RBHLH O F EREH 70y =/ M ST TN T E T,

TR R BE W) (R R - ARG SRIE IR I ONETE B ZE W) DALBRIZ S\ TS, A A 2,000 ~ 4,000 L
DEERFER 2 BI L EF LA EFEL TOET (A O/ EFELHL B> EL TR 2 25 <
TEEW) . BEHEPEIRICI T EL CTZ L 7 DT & K OBEIRD pH MUFRESE ECOR BRI KEE
HEH CH DT, LU 7= BRI S 7 2 C OB &, pH OfERE FEML COEY . AHEBEIRK
T, FR 25 FEND LI 7 DT T = AL LR, BT 8725 16L 725 20L ([T H &7 > TVES
OTUURNZH LTI BORMSTF 2 BBWT 2L LHICH &, NEOTROAT, FERORIEM RS2 I
LLTWET.

B HEBEIR ORI &L 20,0001 %8 % 7R BBV VT, MEREFEIRIE 5,000L 22 CTREEY IR
e, FEEFEFEY ORI EIL 10 RN ARDE 2 fF1278>TWET N, 22 4 BV 2,000kg AL T
BV IRAEL 22> TVET .

F7o, BIKEINFHI B W TR E2OBLENLRITR> TSI, O BERGEMRFEZ G HEDEERY
VW FEETLEIZEDHD, @ Vo FIVEDBY THRIKAZEWRT D NE/nT5, @ BRI V%
Az CGERTH2ANE AT HZETT. BIRITE M LRFEOMBRENHVET O T, 48 LOBLENLL
IELVERR T EA T RSN e ET.

HENPEK DT TIE, SWTeETTOBRICESEAREL R N IZBWTH 4 BOKERA
(VOC: H#i AL M ELEIE) &, KEBIO pH HELME HFEHL, Ok ReSWi=xif
~EARELTOET . Fe, KT E ESGHITUSMNTE, SWeETTOE T 2K EMRA DT 28
T 4 BIEFESALTOVET . SWCETONAREICBEEL TUL, #1, IRITLEVST-HEMED
H AT TIE<, BOD, HilEWE &R EDATEH B 250 -2<OHEA (25 HAU L) THRAETH
NTCOET. (SWCETTORAEFRICHOETELTUIE 3 2 HTZEW) 2o RICOSEL TLE
HREITLUTCWABRE ST =2 — AL X — Ok ETHEL, MUICAEME LRIV E EE L
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LTV ET.

YRR 28 AR FE DRI MBI DK E AR RICBEEL UL, VOC TIEv 7y (FEWE
W E) BRI SN TWET. £, YV Flo—F )L, ~FH, yaafkiLh, FipsTF L %o
VBEEE (FREAN) DA BRI SN QO ET O TIVERLIZS . Fz, & mBE CIXHEn 2350 & o OfE
THRIHENELTD, TSN RAFZRRED N TOET . (B EOFERICOTEL CUIRIE SR
<FZEWY)

YRR 27 4 6 A KVSEARETHE D ILIEARITSELZ. 2075 ERFT AR LA KE
SR RERFCTIERLICEBEGFE R - REA 20T, SWEf~BLLEHLIOHEFEY
BERLETFAIEESL, FRICHEINTWD FTKBEEDPODRNOT =y V%, SW-EH Dbk
LTWEREWTWET . 5%, TAEEDIEEICIRS T O TR KT D ICB W T EWE N
BHESNLZENRNID B EHIMIZE - R = 2L, RULASH EWE RS2V 32T
PR QU R E R EA~OFEE BV LET .

BRI 0 O pH IS ELTE, AL 1 A 3 2T T 8.8 #~9 OIRIENHEZITRAEL
TWELZ. O DRERERZAT TR R, FIRITLL T O 2 RICEDETARRKRENE-RDILET.

1. AW OPKIREIK TIZE2 pH EO AR B

2. BUIEL MU THERRIRRD TV AV EEAIZEBMER SV TOET D, HiK~OX RO BT,

MSNDKEPFD L TCWET . 2DTD T AIIERIFIZED pH EPKEA>TNDHEED
WET.

HZOZXFELTUIRISD FERHDFEEAD, 2 IZHOTFELTUIFNTHEAL TWBET LV HUBEARZ T

DI H ORI A~ERTHILTUETELEBONET OT, T HZBBEW-LET.

K1 Fk28 FEOXRBREREI-RESTEEDFTHAR

T 28 R ERBEAEIR - BESHEEOEHAE
THWEREEN 2 £ RE [ERAEEER I ZRAITVR]  (BHE 65 2) 4/5
%510 FERLEHES (FHE 154 £) 4/14
B2 FERAEHES (2HE 66 4) 4/20
%340 AYSBELLHBLNS FERELS 7/21-22
%320 AFPSBERSHBERREMABESI 11/17-18
IKEBI L DBEDF RO LSBT 55 GBI LK) ST 2HBAasmM  1/25
pH, KR BA
TAEBERTODKEM T X HESER A4
EREG LAY A4
SVEEMRRA TAES TKE#EEERE~ORE BA
SRR BEEY SO EHIEIR 5H

BIEO 21— ALAR—34T
FERER BEDZEORIURT B FRBFKOKEDTIERERE
KA A — NS IZE SN TEEL TS

=95
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&2 k28 FENBERNES

BB EENEOIN R TR B &

BHRER 1,554 L

%1 E ZFEW0IE 4/27 MR ER 339 L
EibiZ) 91 kg

BHRRER 1,789 L

%2E FFEOE 6/2 MR ER 467 L
EdfizY 149 kg

BHRER 1,896 L

% 3B ZFUE 6/28 MR ER 584 L
EibizY 202 kg

BHRER 2571 L

%4 B ZFEA0IE 8/4 MR ER 417 L
Bz 223 kg

AHRER 840 L

% 5@ HFEWE 8/31 BHERER 228 L
EibizY 37 kg

BHRER 1,838 L

%6 B ZFHWIE 9/20 MR ER 244 |
Bz 189 kg

BHRER 3593 L

%7 [E ZHFENE 11/1 IR ER 669 L
EibizY 224 kg

BHRER 1,940 L

% 8 [ ZHFEANE 11/29 MIERE 508 L
EGbiZY 169 kg

BHRER 2,053 L

%9 [ ZHFEWNE 12/20 R ER 408 L
EibizY 172 kg

BHRER 2475 L

F10E ZHFELE 2/17 ERRER 800 L
Bz 151 kg

BHRER 1,180 L

%11 [E ZFFELE 3/8 IR BER 214 L
&4 78 kg

BHRER 1124 L

% 12 [ ZFFE0E 3/29 IR ER 178 L
B4 42 kg

K 3T, WK 28 FEEICEWCEN T T R PO FHAMLE A CONRERER R A FCHLET. £,
KEAA=PBAAITEESNTHERMEL TS, B ESHRERICOSEL TUIE 4 ISR ET.
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F3 FH28FE SO =FMICLDBBRTKOKERERR

© TGP ¢ B R KE F A& A H

BREEE HERE X 5/27 9/15 12/8 2/16
T T T [
< 380

TUEZTHERSE 15.0 33.0 32.0
KFATVEE (PH) 548 9 ki 7.9 7.4 8.1 7.7
EYIEFERNBRERE < 600 250.0 89.0 210.0 420.0
FiEEE(SS) < 600 220 120 160 500
JILRILAFHY = 30 11.0 <5.0 12.0 26.0
EREE=E < 240 54 19 48 57
HERE < 32 6.0 2.0 5.0 7.0
ARHEE < 220 10.0 <10.0 38.0
AREVLRUVZEDEEEY) = 0.03 <0.003 <0.003 <0.003 <0.003
ST EY = 1 <0.10 <0.10 <0.10 <0.10
IR UVZDIEEY = o1 <0.010 <0.010 <0.010 <0.010
NoOLIEEY = 05 <0.05 <0.05
MREVZDIEEY = o1 <0.010 <0.010 <0.010 <0.010
S ELT TR < 0.005  <0.0005 <0.0005 <0.0005 <0.0005
ZOMDOKEEEEY B

N)yoOTFL Y = 01 <0.0100 <0.0100 <0.0100
FhS/OOTFLY < o1 <0.0100 <0.0100 <0.0100
SHOOARY = 02 <0.0200 <0.0200 <0.0200 <0.0200
Mgk 3= < 002 <0.0020

Ry€y = 01 <0.0100 <0.0100 <0.0100
LU RUTEDIEEY = 01 <0.010
F5RKRVZDIEEY = 10 <1.00 <1.00 <1.00 <1.00
TvHRRUTZDIEEY = 8 <0.80 <0.80 <0.80 3.00
Jx/—IL¥E = 5 <0.50 <0.50 <0.50 <0.50
AR UVZDIEEY = 3 <0.30 <0.30 <0.30 <0.30
HFRRUTZDIEEY = 2 <0.20 <0.20 0.20 0.20
BEEHERVCZOEE = 10 <1.0 <1.0 <1.0
fff;;ﬁy&u = 10 <1.0 <1.0 <1.0
IOLRUTZEDIEEY = 2 <0.10 <0.10 <0.20 <0.10
14-SF %4y < 05 <0.0500 <0.0500

BANZ: pH 2RV T mg/L

_24_
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K4 TR 28 EE REBBROSFIERG A~6 A)
Bifirimg/L

S HEPR 4 A 4 A 4 A 4 A 5H 5H 5H 6 H 6 H 6 H 6 H
- g 6 H 12H 19 A 25 A 12H 18 H 24 A 2 H 10 H 16 A 22 A

HRIT LR OZEDILE <0.03

RO EDILEY) =0.1 <0.01 <0.01 <0.01 N.D. <0.01 N.D. <0.01 N.D. N.D. <0.01 <0.01
MEXOZEDIEY =0.1 N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.
LU ROZEDILEY =0.1 N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.
R DAY =3 <030 <0.30 <030 <030 <030 <030 <030 <030 <030 <0.30 <0.30
High K NEDLEY) =2 0.41 <020 <020 <0.20 0.24 <020 <0.20 <0.20 <0.20 <0.20 <0.20
B OEDICED =10 <10 <1.0 <1.0 <10 <1.0 <1.0 <10 <1.0 <1.0 <1.0 <1.0
< H R OEDE <10 <1.0 <10 <10 <10 <10 <10 <10 <10 <10 <10 <10
7L DAY =2 <0.05 N.D. <0.05 <0.05 <0.05 <0.05 <0.05 <0.05 <0.05 <0.05 <0.05
RUHZ R NEDLEY) =10 <10 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0
Da=1=5.2 % =02 N.D. N.D. N.D. N.D. <0020 <0020 <0.020 <0020 <0020 <0020 <0.020
[N g=i=55 2 A2 <0.1 N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.
14-UA %3 =05 N.D. N.D. N.D. N.D. N.D. 0.093. N.D. N.D. N.D. N.D. N.D.
FrFrapTFL =0.1 N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.
R (drEs <0.02 N.D. N.D. N.D. <0.002 N.D. N.D. N.D. N.D. N.D. N.D. N.D.
NP =01 N.D. N.D. N.D. N.D. <0.010 N.D. N.D. N.D. N.D. N.D. N.D.
12-ranxiy <0.04 N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.

ND.: Tt H
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K4 FR28FE HEBRASERT A~9 A)

Bfirimg/L
ﬁéﬁ 5H 11 H 18 H 28 H 3H 8 H 24 H 1H 7H 13 H 26 H
ARIT LK IZEDLE <003 D. D.
RO EDILEY) =0.1 <0.01 N.D. <0.01 <0.01 <0.01 <0.01 N.D. <0.01 <0.01 N.D. N.D.
MEXOZEDIEY =0.1 N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.
LU ROZEDILEY =0.1 N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.
R OZDILEY =3 <030 <030 <030 <030 <030 <0.30 <030 <0.30 <030 <0.30 <0.30
S K DAY =2 <020 <020 <020 <020 <020 <020 <020 <020 <020 <020 <020
R OEDILEY =10 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0
~ U ROEDAE =10 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0
7a b OEDLEY) =) <0.05 <0.05 <0.05 <0.05 <0.05 <0.05 <0.05 <0.05 <0.05 <0.05 <0.05
RYFZ K/ NEDLAEY) =10 <10 <1.0 <1.0 <10 <1.0 <1.0 <10 <1.0 <1.0 <1.0 <1.0
Truanirgs =0.2 <0.020 <0.020 <0.020 <0.020 <0.020 N.D. N.D. <0.020 <0.020 <0.020 N.D.
[N4=1=5 2 =0.1 N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.
14-UA %3 =05 N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.
FrFrapTFL =0.1 N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.
H bR =0.02 N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.
oV =0.1 N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.
12-Yraaxiy =004  <0.004 N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.

ND.: Tt H



217 -

=4 TR 28 FE mEBRONTTHER(10B~12 A)
Bfr:mg/L

A HEbx 10 A 10 A 10 A 10 A 11 A 11 A 11 A 11 A 12 A 12 H 12 A
e Fne 4 H 11H 19H 27 H 2 H 8 H 14 H 2 H 6 H 13 H 19 H
N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.

HRIVLROZFDE <003

RO EDILEY) =0.1 <0.01 <0.01 N.D. <0.01 <0.01 <0.01 <0.01 <0.01 <0.01 <0.01 <0.01
MEXOZEDIED =0.1 N.D. N.D. N.D. <0.01 N.D. N.D. <0.01 N.D. <0.01 N.D. <0.01
LR OEDIKEY) =01 N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.
R OZEDILEY =3 <030 <030 <030 <030 <030 <030 <0.30 <0.30 <030 <0.30 <0.30
SR DAY =2 <020 <020 0.26 <020 <020 <020 <020 <020 <020 <020 <020
B OEDICED =10 <1.0 <10 <10 <1.0 <10 <10 <1.0 <1.0 <1.0 <1.0 <1.0
~UHUROEDOILE <10 <1.0 <10 <1.0 <10 <10 <1.0 <10 <10 <10 <10 <10
7L DAY =2 <0.05 <0.05 <0.05 <0.05 <0.05 <0.05 <0.05 <0.05 <0.05 <0.05 <0.05
RUHZ R NEDLEY) =10 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0 <1.0
Da=1=5.2 % =02 <0020  0.054 <0020 <0020 <0.020 <0020  <0.020 N.D. <0.020 N.D.
[N g=i=55 2 2 <0.1 N.D. N.D. N.D. N.D. <0.010 N.D. <0.010 N.D. N.D. N.D.
14-UA %3 =05 <0.050 N.D. N.D. <0.050 N.D. N.D. N.D. N.D. N.D. N.D.
FrFrapTFL =0.1 N.D. N.D. N.D. N.D. <0010  <0.010 N.D. N.D. N.D. N.D.
R (drEs =0.02 N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.
NP =0.1 N.D. N.D. N.D. N.D. N.D. N.D. N.D. <0.01 N.D. N.D.
12-Yraaxiy <0.04 N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.

ND.: It H
X 10 519 BHD VOC 1%, EEBFED=HAIELTWEE A,
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Bfr:mg/L

AEEH

AR LR OEDE

SR N EDILEY)
MBEXNEDIEY
LR OEDILEY
i N EDILEY)
High K NEDLEY)
DAY
~ T ROFEDE
7a LK EDILEY)
RUEROZEDILEY
A 1=50
NZonxF1L
142 F%H
VANZA=1=5 a P
et {drE
R

2= 7auxis
ND.: T4 H

=0.03
=0.1
=0.1
=0.1

IA

3
2

IA

IA

10

AIA A AT IA A A A g A
S 28232253 5

N.D.
<0.01
N.D.
N.D.
<0.30
<0.20
<1.0
<1.0
<0.05
<1.0
<0.020
N.D.
N.D.
N.D.
N.D.
N.D.
N.D.

=4 FRL28 FE EBGROSHTEROAA~3A)

HLHE 10 H 18 H 26 H 2H 8 H 14 A 22 H 2H 8 H 16 H 27 H
N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D. N.D.

<0.01
N.D.
N.D.
<0.30
<0.20
<1.0
<1.0
<0.05
<1.0
N.D.
<0.010
N.D.
N.D.
N.D.
N.D.
N.D.

N.D.
N.D.
N.D.
<0.30
<0.20
<1.0
<1.0
<0.05
<1.0
N.D.
N.D.
N.D.
<0.010
N.D.
<0.01
<0.004

<0.01
N.D.
N.D.
<0.30
<0.20
<1.0
<1.0
<0.05
<1.0
<0.020
N.D.
N.D.
N.D.
N.D.
N.D.
N.D.

N.D.
N.D.
N.D.
<0.30
<0.20
<1.0
<1.0
<0.05
<1.0
<0.020
N.D.
N.D.
N.D.
N.D.
N.D.
N.D.

<0.01
N.D.
N.D.
<0.30
<0.20
<1.0
<1.0
<0.05
<1.0
<0.020
<0.010
N.D.
<0.010
N.D.
N.D.
N.D.

N.D.
N.D.
N.D.
<0.30
<020
<1.0
<1.0
<0.05
<1.0
<0.020
N.D.
N.D.
N.D.
N.D.
N.D.
N.D.

<0.01
<0.01
N.D.
<0.30
<020
<1.0
<1.0
<0.05
<1.0
N.D.
N.D.
N.D.
N.D.
N.D.
N.D.
N.D.

N.D.
N.D.
N.D.

<0.30
<0.20

<1.0
<1.0

<0.05

<1.0
N.D.
N.D.
N.D.
N.D.
N.D.
N.D.
N.D.

N.D.
<0.01
N.D.
<0.30
<0.20
<1.0
<1.0
<0.05
<1.0
<0.020
N.D.
N.D.
N.D.
N.D.
N.D.
N.D.

N.D.
N.D.
N.D.

<0.30
<0.20

<1.0
<1.0

<0.05

<1.0
N.D.
N.D.
N.D.
N.D.
N.D.
N.D.
N.D.



(Er52—&Y)

TR 28 FEEHYEER

MESWXELVS— B A

T 28 A FEE E A ERBIMR RS 10 H 19 1 (OK) 14 B 40 50 BIE 2 BAEH— 2w
CBVTBIBSNELE. BRI R, 2L TR B 7 — BB R RO W 2 0L
BIEL. 3, A%, L CHI%ED B CRRBIMZE LT B 1« , BITEHHC R+ 5%
WE, 2L CEMOBEBCRHIL LRI EHT07 0 NS T & | 126 £ DOBINE b0 ELT-.

R, 2L AR R AT B 2 — B E RSB ERERAER) DRI LEDE
NEL. U — ERHEROR (B E R B ERE B2 E B R) ICLAMROLIEITHNT, /M
B (B TETGERN) Db\ SH MBI ELT. HRISTIE, BEBERA BN TS NADRILC
SNTHIISNBELBIT, b TR OFHIOMFT 5L DEHICONTHEELSHIELE.
WCEE ORI A R LI NS (B T 5e R SV O - g s T EL
o A OEEE BT ECEA I T L e T, Tk 1R ICH B AT B _XThY, BIEED
FIRICERT L0 D22 BT 57O, Lo B~ D 3L RO R b
B TEA R E LT, X510, BIWIEEIEDS 2 CR b R e, MR ORROER
BRAMOBREL TR 525 BT, KICBINE 2B E>TEMET O, BT 5L
kT, EREMWI DT3B R R BRI BT E L. S\ S FIRES « B4
B —REOZ I THDHUBEL .

B B R OBMRAEL T, B 52, BFAEH DN % B EDE B BHIC SOV TE R TR
PRI ET. T, BIERICOVTOBIAIEHITELLTBYET . B0 i 71—t
HE R EBIERE BRI T, RO LT b, ER B TR LB 3
TONBIHNTA BT E AR £
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(tr5—

1H

6 H

7H

8 H

11 H

12 H

13 H

14 H

&Y

TR 28 EEREMMTREL L5 —FHER

4 A
HEEEE
EERSO—TEMEE 14
HEEED
RITEEEMEENTER 24
EEMER X #RETEE OKFR) 34
FIAAAT R 218 &
EEED
RES ISR (AV500T) 34
HEEE
RATHEMEENITER 5%
AWML —Y—I< U NN EST 34
MR X fREFTEE OKFER) 2 4%
BRI X RETEE (KFER) 34
FMAAITVR 150 %
EEED
RS ERERE (AV300) 5%
RS ERERE (AV500) 5%
RESFISERE (AV500T) 14
BRBRFEILIR
EEED
Pulse B FE M IS EE (Laser) 14
B FRER X RETEE OKFER) 4 £
LHBEM R X IREITEB 14
AT R
HEEEE
RS ERZEE (AV300) 6 £
RS EREE (AV500) 5%
RITEEEMNEENNER 2%
NAT—ITEBRN DA EET 2%
Pulse EFE M HEISEE (Laser) 14
ERERME A ERLY
EREEATLERAEONBAS 164 4
HEEE
R R ERE (AV300) 4 %
RSB ERE (AV500) 4 %
NAEEIHITE FIRMEE 34

-30-
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15 H

18 H

19 H

20 H

21 H

22 H

25 H

26 H

HERL—F MR

RS FLISEEE (AV300)

RS FLIEEE (AV500)

NAEEDITEFIEME

Rl EREE (AV300)

Rl R EREE (AV500)

RATRKEREEDTERE

BEMR X AT E (KFR)

Rl R EREE (AV300)

Rl R EREE (AV500)
eSS d P N S ENON

B

MRATRHEREEDITERE

RIS

& (AV300)
R ILIREE

=

&

(AV500)
DHTEE

B OKFER)
BFIRME

TR IR E

3% X AREH

BH BRI

EBRFEEIN

HEND

ROBELEEDNEE

S — ' — 5> 5 KR

BT HRMLHREE

NEEEDSHETFEHE
=R

SEHD

HEi S SIBTE (AV500)

RATHERERSTER

REBT—UTE RN

St AL — — SRR

B ERFRIR

EPEL S P

HEND

IR (V300

%ﬁﬁ%?ﬁ*”ﬁ% M ITEE

EHEVRT LAERGEDHAR

4 %

14
14
3%

14
E
2 %
3%

134
134

66 %

4 %

2 %
2 %
3%
2 %
2 %

2 %
3 %
3 %
2 %
2 %

3%
2 %
14
b4

22 £

4 %
4 %
14
2 4

-31-
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27 H

28 H

6 H

10 H

11 H

12 H

13 H

17 H

18 H
19 H

20 H

21 H

TAIN—TEREHRREFTLERE

HEHED

NATVIEBRRND LS EST

EFEHERISEE

BE R R

EEEE

SRS EENTEE
5H

EEED
NAT—ITEBRN DA EET
FEHEATIAIREADITEE
EEEY

BN RS ESNITER
XA BFOREE
RETHRE A IR (EIR)
LEFE
FEHEATIATERLDITEE
BRBRFEILIR

HEEEE

F/70—-LC BEENHERE
tUa—RFE mIEEER
EEED
FBEHEATIAIREADITEE
NAEERSHTEFBEMER
BYERZER
23T — 278 ERER
BIUEYEEYERER 50 5
ABYITRE

KRG HRE A Bl (A EE)
BYMERZER

HEEEE

RS HISERE (AV300)
RS HIERE (AV500)
MR X RETEE (OKER)
REEBRENWERE
RETHRE 3R (G IE)

3
FEEATIRTRAD LR
HE X BHITEE

EBHT

NAEEDTEFIEME

3 4%
3%
14
14
34
14
14
14
56 &
2 4%
14
14 4
2 4
24
13 4
45 4
b &
54
2 4
14
66 £

2 %
3%

3%

-32-
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23 H

24 H

25 H

26 H

27 H

30 H

31 H

1H

2H

3H

EEED

RS HEREE (AV300)
RS EREE (AVL00)
RERES REWONEE
BARBRTEIR
FAAAFTX

LEES

MAR X fREHTEE (OKFER)
X BHEFONEE
REEBRENTEE
ARS—hR E2H—

EEED

MR X REFTEE OKFER)
EEED

X BHEFDNEE
SEBR R [E]UX
TAI—TRBREFRRAELRE
BB E I GERE)
HEES

Rl KL IREEE (AV400)
RATRENEENTEE
LEES

BN RIS EENNEER
L HEREIN R X fREHTEE
EEED

RS EREE (AV300)
RS EREE (AV500T)
Rl IBEEE (AV400)

N R B
RV IT R

6 A
KEHFD

RATFEREEDTERE
N7 —UTEBFRND IS EET
NAEEBDITEFRME
KEFE

Rl EEEE (AV300)

Rl R AEEEE (AV500)
XRIBEFDIEE
BAEERFIEILR

EERE

RNAT—)I BRI EE

3%
2 %
3 4%

21 4

4 %
2 4
4 %

121 4

2%

3%

15 4

2 4
34

2 4
14

2%
14
14
2 %

14
4 %
14

14

14
2 %

54

-33-
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6 H

7H

8 H

9H

9-10 H

10 H

12 H
14 H
15 H
16 H

17 H
20 H

22 H

23 H
24-25H

28 H

SEWT
AmT—

SEHT
RATBELEESTEE

SEHT

R X RETE R Ok T5)
&R

SERT

X BAEBTFHHEE

UTT AN SRS

55 42 BIEI KFEANEYRBRER

RSB HE
BYERREZEER
NAT7—TEBRN DI EET
MAR X REHTEE OKFER)
NAEEDITE FEME
X RABFHIEE
RNRAT7—IVIEBIRND S EET
ARV TRE
BAEERFTEIR
NAEERDTEFBEMIE
TAI—TRBREFRREELRE
RS EREE (AV300)
Vﬁ?’&'ﬁ#ﬂ%”*% (AV500)
EREE BEWONEE
%E%E
RS HISERE (AVS00T)
EER BRI
% 8 MR FHEBmAER
REMREEF
MR X REFTEE OKFER)
ARy TRE
BABRTEIR
7R

50 EE#T

78

Rl EREE (AV300)
RIS (AVSOO)
BAREEIEEES

B
B

2 %

34
2 %

14

2%
JE
14
2%

14

14

14
14
2 %

2 4

34

14
14

-34-
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11-

8 H

11 H
12H

12 H

19 H

22 H

20 H

21 H

22 H

23 H

25 H

26 H

27 H

28 H
29 H

30 H

1H

2 H
5 H
9H

19 H
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