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() | FH) [ | FH) [ W) | GFE) [ WF) | GFH) | () | (FH)
1992 (H4) 11 28,200 2 1,000 1 100 2 650 16 29,950
1993 (H5) 16 | 27,800 10 2,200 1 100 3 725 30 30,825
1994 (H6) 16 | 27,100 13 2,645 2 180 4 1,500 35 31,425
1995 (H7) 23| 42,300 11 2,030 0 0 5 1,500 39 45,830
1996 (H8) 23| 43,250 10 1,530 1 100 3 1,200 37 46,080
1997 (H9) 21 40,600 7 1,360 0 0 7 2,600 35 44,560
1998 (H10) 21| 41,800 15 2,560 4 390 6 2,300 46 47,050
1999 (H11) 19 [ 40,040 17 2,540 7 615 12 3,300 55 46,495
2000 (H12) 24| 47,800 13 2,050 0 0 7 2,560 44 52,410
2001 (H13) 22 | 39,200 13 1,670 3 281 10 2,900 48 44,051
2002 (H14) 18] 36,400 19 2,530 2 180 8 2,380 47 41,490
2003 (H15) 27 34,190 10 1,620 1 100 11 3,350 49 39,260
2004 (H16) 23| 30,700 21 3,010 5 344 10 3,180 59 37,234
2005 (H17) 23| 29,430 28 4,310 1 60 8 2,920 60 36,720
2006 (H18) 21 28,920 18 2,760 3 187 6 2,090 48 33,957
2007 (H19) 26| 31,390 33 4,701 5 362 8 2,350 72 38,803
2008 (H20) 26 | 32,000 20 2,730 2 194 7 2,450 55 37,374
2009 (H21) 26| 31,740 15 2,380 1 30 10 3,260 52 37,410
2010 (H22) 25| 31,416 13 2,220 1 80 6 1,398 45 35,114
2011 (H23) 24| 26,868 11 1,874 1 100 12 2,600 43 31,442
2012 (H24) 24| 23,860 11 1,903 0 0 5 1,132 40 26,895
2013 (H25) 21 22,970 5 650 0 0 4 742 30 24,362
2014 (H26) 21 18,180 7 1,110 0 0 0 0 28 19,290
2015 (H27) 25| 22,650 18 2,830 0 0 0 0 43 25,480
2016 (H28) 22| 20,380 11 2,140 1 90 6 2,200 40 24,810
2017 (H29) 20 19,404 5 1,000 1 87 2 800 28 21,291
2018 (H30) 17 16,510 13 2,660 1 100 7 2,700 38 21,970
2019 (H31) 19 17,720 12 2,400 1 100 6 2,000 38 22,220
2020 (R02) 23| 21,890 0 0 1 60 1 400 25 22,350
2021 (R03) 20| 19,350 1 11 6 451 2 800 29 20,612
=i 647 | 894,058 | 382 | 62,424 52 4,291 | 178 ] 55,987 ] 1,259 | 1,016,760
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THRIEARSHEITL ., 3aa &8 W HEEIN R CE7-
(entry 12) o, 2D XHIZ, entry 1 THRUAEUHESSAN
B CHHZEEIALNI LT,

4,4'-bipyridyl
0] (4.0 mol%)
©/ N solvent, Ar N
100 °C, 24 h H
1a 2a - O(Bnep), 3aa
)
4aa
. . . Conv. 3aa
Entry 2a(equiv.)  Diboron / equiv. Solvent o\b] o \b]
) )
1 2.0 Boneps / 2.2 equiv.  CeDs 99 (gg)
2 2.0 Bsnep, / 1.1 equiv. CeDs 87 68
3 1.1 Baneps / 2.2 equiv. CeDs 99 78
4le] 2.0 Baneps / 2.2 equiv. CeDs 99 92
5(d 2.0 Banep, / 2.2 equiv. CeDs 42 40
6! 2.0 Banep, / 2.2 equiv. CeDs 18 <5
7 2.0 Bapin / 2.2 equiv. CeDs 88 34
8 2.0 Bocaty / 2.2 equiv. CeDg 99 25
9 2.0 BAOH), / 2.2 equiv.  C¢Dg 14 N.D
10 2.0 Bonep, / 2.2 equiv.  CDyCN 99 87
11 2.0 Bonep, / 2.2 equiv.  THF-dg 99 78
1210 2.0 Bonep, / 2.2 equiv.  Toluene 99 (80)

[a] Standard reaction conditions: 1a (0.20 mmol), cyclohexanone 2a (0.22 or
0.40 mmol, 1.1 or 2.0 equiv.), Bsnep, (0.22 or 0.44 mmol, 1.1 or 2.2 equiv.),
4,4’ —bipyridyl (0.0080 mmol, 4.0 mol%), and solvent (0.40 mL) under argon
atmosphere in a J-young NMR tube at 100 ° C for 24 h. [b] 'H NMR yield
based on the molar amount of 1a using 1,3,5-trimethoxybenzene as internal
standard. Isolated yield in parentheses. [c] 4,4’ —bipyridyl (2.0 mol%). [d]
4,4’ -bipyridyl (1.0 mol%). [e] Without 4,4’ —bipyridyl. [f] In 1 mmol scale
reaction.
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2L, 3dijuES Af BuES HEHIH L — IS
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£ g BReTE
» 20F 259 7
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>
0.0E ! t f 3
20F 453 7
1.0 \*’\‘
0.0E } t T
20F 735
1.0 \/x_‘i
0.0 - t f
20F 100
1.0 V\\‘
0.0E 1 ! J
-15 -10 -5 0
Energy (eV)
T T T T T T
S 50} . :
ﬂ_’, ' _,‘f—\__'\/EIJE
c
S ¢
bl - =
S 40 EEHERZH ]
. /  =_paps . s — 4
T o it GEHURITE) ]
& ]
I6 4
2 30} i' * o
1 1 1 b

0 20 40 60 80 100
Gd (at. %)

M2 Fejp,Gd AR DUPSZ~Z kL (£)

B L OHEERBBH E GAERDER (T) .
RHEDNELEL TRY, mWIRIBE A AL T VD728

E—7 U THER T DZEMHPRIZEB Z TnvD. 2D XL
VTRRERFE DY — 73T E SDSE O KIZ I35 T
HRTHLEEZ NS, FRSBENRLEMRO YN T T
TIEAE AR DWW TIRE R FTRE ThH D 4, KA
B DB =y MEEICBIE T /T A5 RO HT
LI T2, WRIT Fe & Gd OE4ITERT 5. Gd #

A% 20%~100%IZ3B\V\ T, WE [ ZIEEAEZED LTI
3eV T8> TIRY, LT O Gd M TIX WE 23
PHL, 4.8eV IZEEL CVD (M1 FXZR). Bl A
T HUTED 20%DGADFNINZLY, Fek fHAL$
DHEIERD WE % 1.8eV H A CEI-Z LA HIRL T
WD, 1% T 5L 0.09eV DEFTETHZ D
TEIIHRD TREW. AR —71255 WE OZ5RE R
STAEE, NHEINZOEEITITTT O U NG

EERLCLEIRND DD, — 7, AFIEXGTHS
FeiooGd, A4 CIIIEF DO AR e TREL
WE 22500 T, F2BE, Gd25%LL T FeigGd, D
UPS A~ MU Fe DAY ML HTENEEEIL T30,
TNV DAED I 7R TS, ZOZ LR
MECAUREEOBIE 2R EL, FEFITDEDO AR
M TT NIV ERETEHIEEZERL, AF5E
O HINZBW T THRRAER THD. AR
Gd B CTHONIAEMRRET DUEN S, BIDIK
HHFEESTHETHLH—aE Y AEWE Fe [ZHINLT-
MEHZ I TH WE ORIEZEFZ, S ayhe— 074
AF—RREIZLOFEEL TD.

UPS DAY NUFAE AT T D RREDN 2N,
SDSE # E#EAHE 952 13 TE7R. 4741 UPS TR
AT D IE T DAL Afia E R E T2 FEEA
L, AEUAED UPS A~ MV aRiH 5. Zhicdy,
SDSE Z EHZEHli§ 2 FHEDHN I AFIL QO TET
H5.

3.2 SEIEEHEHCHT5 SDSE sHMiiFEE DB

KA SDSE 13RI LT REE IR S DA
T SA RN DN DD, AL T /S ADNERL
(XTI THAR DN ERESND T8, I D
D, EOET 7 SA AN LG 2 PR D203 B
0, BEWMED I CAF]THD. T2 TP SDSE %
Al CE D FEDOMEN AR LTz, BARBOIT R x
NV ANHE (ANE), B HR— L h 3 (AHE) BL O
— VR (SE) Z[F—T 7 L THIRL, DO REX
25 SDSE OZNRAFHHLIS SV THD. SE 1
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BAARLH DTN ERRS LS. JERRZ T BV A T H)
(LAB%, x J7EiESS) OFBml BT £ a0 3L, £
DEFREGINEDLZADEFIRAEL /2D, DF, BL
Bz, & x FOBERPFHEAET S, ANE (3
Bl AR LTz x IO R (BB 2R ED08, Z
DEFTNAE ARIRL CTNDZE, H LI E NG RO
NY— R E T HZEnOH M (DI v e e
DOEFEHFAEL, EFRIRETITEAELE v FROE
WFEAET D, —J5, AHE Tl x FEOEFTD v J71A)
DERDFEET D, AHE OEJRS BITAAL RARL
TWNHZELLLIIE DY —H=RITERL TD. B
FEREADE, ZNOOREIZ I AWICERRHDE
9T, Fz ANE TIIEVABL DA AL s
SDSE ICR0WFAT%. ZDOAL ik y O BRI EH
B35728, SDSE DL ELZLY AHE & ANE D KEED
FERNEDLATREM D, EDT=HOITIEL ANE, AHE,
SE % IEREOEICIE CE DT AT LEEELT HH0
TRHD.

Z 2 ORI TR 72\ BRI CHIE C
&% ANE, AHE, SE liEds B4 BELIZ (M3 . K
SREII A H BT A ALY BRI E LS E (PPMS)
BT 528128, 52823 T&ED. A BH
B LT RSN 7 SRS, B N RTREZR SR
RafBELTWD. Zoakkhaditdo ScRpas B2 it
RAIATTE CTROATS. 2 b0 X FFERBICIXIE
FEZRIE 3 HEE TN I AT HALTIY, il (Hot
) O FrgR Bl i — 2 — B ST 5 Tn5.
Cold Dz EIT PPMS OIREERREIZ LIRS A1 T
VY, Hot IO E T e—4—{Z KOANAL IR EE I AE)S 7]
RECTH 2. JEN FIERBHL D P IEIZD A —R
V=T HZ LI, BRI ST 5w (x FT)
DB NNLSEE B, IREAE LB 7 (7
J71m) OFLFESIOANEE Sa R IR T& 5. o
x D2 AT, IRE AR ORI ET A
T AUTAHEZRE T HZENTED. FEHEE 7
DI I L O Col DRI IPPMS#E AL
THIEZATS. W3, Hot, Cold MIDIRSE, 45 2 i
OEFIT Y arEANCHlESh, 2B CTEED

Hot cover

(lcmxlcm)
ﬂ >

‘ Screws to
fix covers

Bakelite for thermal Hot support
isolation of hot source

_Cold covcr

Body
(cold sink)

Bakelite with Cu pads
for electric
connections

Screws to fix
holder to PPMS
puck

M3 BfEL7-tE—Rv IR, EEXILYX MR,
REF—NIHRBEARE.

INTA=BEPERET HRED FTRETHD. FRRIIIC
AA o F R 7 A AT, BIERIE (SERIE), aa;{fﬁ
IMAHERIE) DY 2 & f[REICT 5 TE ThD. =

AU RV IRIE A £ M 57217 C, ANE, AHE,
SEIZDOWTEEDWREE, IREARL, B T CHIETE
2.

—FIELTC, Ztah Fe O (S 50nm) & VT
AL RE R A 4 1 RT. ZSORIE CIERR
AR ANZEIIIL TvA. 1mA OEINER CRIELZ
AHE JIEIZEBT, BH O SKERI A B 2R — L
BING AR LTz, FEPIEOHED HDADRSIZ
9| L7235 (down sweep), FREDISEA DRSNS ED
RS ZEIINU 72354 (up sweep) Z7sLCWVA. [liETHIE
EFRICIIRE L QDI END, Fe IR XHRINBEAS)
JECHY, HE S NI MEREZ > TRV TS D
LWy ID. E77, down sweep & up sweep CTIEE 512
ZEHPEOLIRNZEND, K4 D(b), (¢) TIXmE DN
BJamL b, IRIZ, A SuAFTINL7- %550 AHE
DFERA AONTRT. £2T LLTFIZB WO TSR E—A
Y RDEER G DIAGSEEEZ IO 2T LLLE,
-2T LANICHI Dfafnd A IMEE T& 5. Lt
Z OREHEIIARD T/hEL, 150nV FRETHS. WKIT
ANE HIFEDFERITIER T 5. M2 HIRE 2T
9K FREETHD. AHE (FHLEHRC 2T BLE, 2T AR
(Z BT DEAFNT 2258 ) RS TE, ANE OHIEIZHE)
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5 pA
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300 K
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©

AT=9.0 K

b 1000V

300K

63l . .
3000 -2000 -1000 _ 0
B[mT]

! L L
1000 2000 3000

M4 HI5REREICEEL#ERED (a),
b)EBF— LR AEHERE LN () EFE X
v R R EhERBIERER.

LCWDZENGD.

ZZ TR Ab)E 4(0)z b3 5. ANE OJITERF (4 4(c))
(ZiE SE JES [FIRFC ML T, 9K DiREZ«ET-
13V DORFESNFELZ. 2T AHE ORIETIE-
13pV OENAETHALHENLE (5uA) ZFIINL7-. i,
Z0D 2 SORIEITBNT x FENREL QD EN
FRICIETCTHD. —F, TNBICE>TRETD v i
MOEFESIT AHE: 150nV, ANE:600nV & 4 50> Tef
RO, ZOTEBEDJFRIZ DWW T EA A EE IS
EITHLERSHD. Bl IXINTENE AV -CEREIN
#1795 AHE TIIBARGER D ANE LEHHZLC, B D
PN —PEASHERLIZ V. ZOBE, BROREET
AHE & ANE CTHEp->TODAREMDHD. EOREEY)
—REREHINTETODINE, 5% COMSOLES
AW 22— ar & O THREET 5 T ETH
. ZIHDWL DDA ER ZHEBRL Ch 722 ds i
ORI BREN AL, —oo Rkl
T SDSE 1245 ANE DOHEIEZNR/2E OHIFFbIEHA T

B, FOIH7 MWD T LT BEIZ1 T, (87715 CRE
CEDAY Y MIMRD TREL, Bx 2RI EAAA B,
REHIR COFRELZ D TNET-NEEZ TVAKRE
THb.

4. F&&b
AMFFETITFIZ 2 DOBEREZT HZENTET-.

1 D EDMED 1%E\ DD EDRA RISt RORN—
TNZIY, FREGIEROA SR 0.09eV AN TEHZ
LEFER LT ThHD. BRI DWW IHIEL R A
THY, Fe & Gd DEEIZEADOBGT20), SFF
IR CIEEZD D 2 WA BI G2 O N TR AL T
VST ETHD. FTFERINZIEL UPS TAE ARt
ELTZNEBEZ TODD, ZHUCHOW IS B ONFEE
LD THD. ZOEI7RIEENRIIHUE, SDSE D
MEHRZRIITREBAIZ IR L9585 2 Q5.

2D HDORRD, B—_o 78 (SE), FHR—15h
F(AHE), B AN (ANE) Z [/ —70kFCHl
TECEDIEBE O THDH. TRIEOHEHESR CIX IR
D> OREENED @\ Gl THED B 72D, SDSEIZOUWNT
XA ORI TFAED EARIEES) FE 3 i<, MEHASRD
72— AT TEDL L OY TlI -1, Ala
VR EZEEC, BIRZ: SE, AHE XY ANE 17
FERHL. F-F—0OBR FICBITHE—/ViEE
FIDKESIZANE 53 AHE D 4 {5 K& EDHIBALT-.
FEOL AV XEIE A2 & VX HHEOMELHY,
R CREITFTRE R DD, D72 &b T v R VERFE
TR L2 VT 22 DA S % L T
FRHD. ZHUZ DN TITZCOMSOLEDELEATS
2l —3al W TG Z D TS T ETHD.

MR TFEL TN — B R S LD TR R D17
SRIZ DWW TR BB RSN TV D, Lol
FERIANERCEDD, BIOAE A3 B AT
BEMNRE, FEBRINDEEL S8 D7-0, AN Tl
L7z, 9D UEBROKSE N B> TODE - EBR oD
W CHGREE D TNETZNEEZ TN

P
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ABFIEE . AR EE N =k L — U A 7L
FBHER RIS O BIp A 52 CTI TV E LT, &2, R
BFFEITI I QN2 ENL KRR AR SR
R TARFFER R D Livio Leiva SAAZJELH
FLHL BFET,

B TR
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BB TR X — I [T T
SEENER ZIRTTA M BO B 5

RBRRZERE e SR TR « EESER FHTFERT

HEHR NRE BT

1. #&

il

A MU ER BB 0D SR B = L — REE DN B L L
DOBHY . AR DA T BB RE AR
DR IT—EEEMENEESTVD, KEEEIT, 48
NG IRMEIRICED T B — RN Rl BA A
LTW5, LU s, BEFEO MBI O XD
JEREREPEA B CIT, FITEIMR ORI & AT D
—HEIREL TR T DILEN L0, 5 %O
REPEM Lz . KGO R LB ET 5L,
BRI ERAMERL (3700 nm)D YEITh & T2 0k
REMEMBIOBRE N E EN T, [1]

— T Inar A, 757 2 R R~ —
ICRESND ZRIOMEHE, T2 =—7 R EX
1« SALFRIEE NG, FEH STV, [2]2160
TR B GRT DT ED— 2L LT IR TO
JERIE G D RIBEE D DD, Bt I TOJEkAk
BMOHRBEO LT, ARG VA B E Ak IS
(covalent organic frameworks, COFs)23H\ 4172,
Bl 21X, Zamora HI, B E I T COFs Z#IHE+d2
LT, T I IARDEIE N E IR~ T- IR oAb EW %
AR L7z, [31F72. Dichtel Hi%, WA TO

COFs DOEFNZDOUWTRRETL TWD, [4]ILLRR D,

INHOFETIE, N7 2= b _UB U EHD I &AL
B 2=y L THT % COFs OFIFEICIRSAL,
BUIK T, COFs ORIBEO— i, Frlo ks 7%
2=y heLTHT S COFs TOHIBEICEIL Tk i
PEEAE Dol b L, 22 =y LT
A9% COFs ZHIHEL ., —RouDOIL&Em R~
—EB T HIENHRAIUR, BT ZIRoTHERENE
RY~— B OAIBUZ D ATREME D B D,

HIEEE 1, IR A | SEARSMEIR O ST h i
BT DIHEREEOM B O E L C Ll EITH D7

W RIS ) T2 B LT, iR OBFETIE,
BN 7 4V COFs OHIBHEDBIREL T, R
N7 AV DHLEEZRDRTH LB B ~DY TR
DA Z R T RIEEZ B LT, A I )Y
VHEE NI HILET, COFs DM DOr—nAZ ¥
TaRRAEL ., HAEHINZ COFs Z RIS 2 51k A
7o TOREFR, P BEL THlZ, Bl &L T
4-TF NV EHWDIET, JES 1 nm FEEDOT
AAZIR ZIR IR~ — " BT DL LT, £
7o AL ZIRGCT A ARV T AV @y 1%
AW BT ST7 2 b S5FFF IR EDES
RETERS IR 21758 AT BT IR E
WETOMWERNEEDONIRE L, KEDRFHETD
ZEERNE U, [SIL L7203 ARG RIE T,
TR eV SR R A OB KRB
ZHDT, 1. TTLAr— )V CORIGITEB N TL, =
A EFCROBHESLVORIE, 2. AEESOGTIE,

Metal ions
. Solvents
Pyridines

v

Exfoliation

Disordered the
structure

Dispersion and
deposition

- e-CON(metal,
pyridine)
BEDHRK, RILT 1) > COFs DRIBEICERLT %
AWSZET. BMMOTARIRYI—%ERKL. TD
Sefh b E M Z 5 L 1=,

51
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BUAZL TS E D A TR P2 P HE L TD 7
EDRERDDY | B2 55720 DB 2k B78
USSR~ — DG RUEDN LR EN TN,

AHFZETIE, SOIES e B REE L CTlhEsr oK
TRNNR—ZH B LT B LR A7 A~ D TR
RS DR R RIBE A OB A ARE L7z, B4R
HIZIE, BTk oo A O R =1
NV —ERIBEEE S E R T RGP EE D BIRZ ST
L. g Fmb —Rochtm oy Faa il ., Dt

SRR L 72, =5 FOFEEs A T o8 T,

JEAEAEDN ] 3 D28 a LD THAEE 7%,

2 FAHIEOBZE, HELAETIRTRIT—EERL

1=

2. EBAE

HIBE COFs DAL

B COFs DAL 72% DhaTapp COFs | %, Banerjee
SO THEIZL S THRMLT, [6]50 mL OF A7 T 2=1|Z
5,10,15,20-tetrakis(4-aminophenyl)-2 1H,23H-porphyrin)
(28 mg)& Dha (14 mg)x AfL, =& /—/L:/mmy
B L (5:5:1)FHHTC, 120 °C, 3 HEERT 52
ETHERLIZ, ISR, IBREWE AL, =4 /) —/1 T
el . B25 T CRBRSE52E T, ADfkE
W)%457= (39 mg COFs (93%)). HI¥f COFs DAKIT.
50 mL J~A7Z A1 Z, DhaTapp COFs E&Faia bz
Mz, 25°C, 20 WEERERL AL, Z0H%, RS
EOIL, R TR, B2 528 T Ry
DACEWERFT,

FIBfE COFs Ot EHIE

IR Xeray [EHTARZ U, Smart lab (VA7 274H8Y)2
FoT U TFToOLEMETHELE (target Cu-Ka
(1=1.5418 A); voltage 45 kV; current 200 mA; scanning

HsCO )\\\ B HO. A
| |
\RJ\OCH;‘ CH,Cl Z~oH
CHO CHO

(b)

CHO

HO =
=
| HN—\

" OH
CHO
NHz
—_— DhaTph
EtOH/dicholorobenzene
/CH;COOH(B N)

=5/5M1
3 DhaTph D&RGE.

speed 5°/min), 7 —U 2L HLRIM AT LI, FTIR
4100 spectrometers ( H A3 AL >THIEL , 42
FHHHIET—R T, 6004000 e O EkaEE% 16 [[]
FEE T DL TAT VAT, R B EE)
7E1%., SPI3800/SPA400 AFM (1= —4LH)Z >,
KA I THE 7R THIELZ, 7 Vi,
DMF H1Z 10 &I NS TolL sk, ~ A
7 BICAE a— 52 828> T, TAIR L
IE. BLTFIC &> THRAEL 572 (Aspect ratio = (the width
of COF)/(the height of COF)), it/ & 1-HfkBia .
JEM-2100 (HARE 8% Hv, o7 mE Cu 7V
R IR T2 YRR, No W AW i
HITETX. NOVA4200e (Quantachrome Instruments £1-5)
ZHWTHIELT,

S MO R

BAfE (D PYRGO [ ZEEHUC IS TR LT, [T18
% L7 Y ~— & 0.5 mg/mL 5082 KIZ /RS
BT, 10 Sy EEH AL L TR & L7z, PYRGO
ORI, RN 5 /RS EALEE L 72, 30 mL
ORBEIZ, RV ~—, PURGO, A0 2 &7 /
—IVEINZ T AT HAZTI0HEANT I 7L
Wi Uiz, /KFBOFRARIT, TCD fMiligs (GC-8A,
BRI &2 VW= A 7 < 7T 75T
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(a) (b)
DhaTph ———» e-CON(solvent)
Solvent N
20h &
-~
g N
5 CH.Cl» MeOH fl\ll P
CHO N ~F
Ho\l) T NH i
| NO»
2, L/} N
\/\L : _<—’ﬂ_\—u HN— = ’ l H:0
CHO =
Dha Tph
NH,
(c) (d) &0,
= DhaTph &':;
~——e-CON(H O)atrt =
0 e-CON(H O)atbp € 404
= 5
T @
3 o 20
3
— =
. , . ° 9 .
0 10 20 30 40 0 100
26 (degree) Surface energy (mJm’)

H4 (a) FBERIGDRF—L, (b) RIBEHCAWBE. (o) KPTRIEE L5440 PXRD OFER. (d) REAIR/ILF—& PXRD DE—Y5&

EDETEE DR,

M L7~ —&ESNT 600kPa, v U 7 HAET

300kPa TL7=, 7 LDIEIL 100°CT, MitHEsD
Bt 60mA & L7~

3. WBRBEIUER

AHFFETIL, FEDORNT AV T )T 4 AT BT
BTN, — 7R O T AR A1 T 72
(X 4a), BARIZIL, v7mrm A% (CHCL), AX /) —
J (MeOH) . BV > (py) .
(nitrobenzene) 5 L OVKD 5 FEFADALLZ = (X
4b), 15 ml DEEEHIZ, 15 mg DX 4a [ RUTIAEED
RV7 4V COFs (DhaTph)z, i 7 CHAELADD
FOGSHE Tz, LT, 2N NORBE GRS 7=
TN, e-CONAIL) EFEET 2,

F£7°, PXRD (ZEAREMEDE & T, RIS E O
FREGH Z > QDRI L 72, SERTD DhaTph 13,
PXRD I (A = 1.5418 A)ZE~T, COFs @ (100)
FIZFHY 9% 20 = 3.6°, d = 24 A DY — % W8 LT
(X 4c), ZOREMEE 100%E L, EIDBIUSHE D
BREEMENKE TLEZ»Z AEL- 2,

gl N R IV V2

e-CON(MeOH) Cl&, PXRD DOt —Z7RIZR-7-1
DD 30%FREDOE — 7 FRE OB HBITZ (K
5a) . eCON(CHxCL) . eCON(py) # £ O
e-CON(nitrobenzene) Tl 53552 40%DI DM F5
e (¥ 5b-d), — 4, e<CON(H0) TliZ, 52% D
PXRD DY —ZFREDR B AHHI, K TOSIETHE
FEER G S EBIK T 528300 -7 (X 4e), 2D
DGR BT D10 BRI TR —L
BaPEDJRIN DN T T my LTz EZ A, 1 OFRER

&, 5 n., K=

N —_—= 0~—0 )2 ) © s

Vv T ( G “sol =20
mix bulk

e ZHAWLZ

LIZTFBEMEES T,

LI FORBRCIE, FEENLETL QWD EEZLND
OGO FAALIZ e-CONHONIAEH L,
FEERAED T,
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(@)

(b)

DhaTph DhaTph
———e-CON(MeOH) ——e-CON(CH,CI)
0 0
5 5
o L=
Q Q
bl bl
F] @
] $
= =
0 10 20 30 40 0 10 20 30 40
28 (degree) 28 (degree)
(c) (d)
= DhaTph = DhaTph
——g-CON{py) ———e-CON(nitrobenzene)
w W
€ €
3 3
2 Q
2 =
7 2
= =2
5 £
0 10 20 30 40 0 10 20 30 40
2¢(degree) 26 (degree)
K5 PXRD D#E (a)e-CON(MeOH). (b)e-CON(CH.CL). (c)e-CON(py)&& U (d) e-CON(nitrobenzene)
(a)
= DhaT ph
~——e-CON(H,0) w’o Stirring 20 h
2
3
2
r-J
H
i)
c
10 20 30 40 50
28 (degree)
(b) —— DhaTph (c) |
‘ ——@-CON(H O)atbp.2h B - 1 .
: u M
— &h 1
w 20h = ! !
[= & I
E 3 ¥
> ) S — '-
F 8 L. —— ——
z c :
£ o i
= e-CON(H,0) at bp. 2h—— 8h
. S i 4h 20 h !
0 10 20 0 40 50 4000 3500 3000 2500 2000 1500 1000
26 (degree) Wavenumber (cm™")

B6 e-CON(H,0)TMD(a) PXRD =& B DHEDIRE. (b) PXRD DRISERHKIEHDHE. (c) FTIR 2<% kL,

FIBEDIR AR D720 | LR SO
ZEZEIRD 100°C |2 EF-EH, PXRD OB —25RED
BOIRIZOWTRHMIEL 72, ZDFER, Bhal CORULT
1, 0% DD HDI, SOGHIOHETT 228055
otz (X 4c), EOIT, BUL TORHROR A~

EZA L o T3 B CIHIZIE PXRD OB —7
FREEDRD BT FEaRPEOAR FIZITEET 2
ZENEBE/RR A D—2THDHIEN 372 (K 6a),
Fo, POSKHRO RESITHESE O FAMKAET 275
RIZEZA DN, BOSRER-IDSEEIN B IZHE
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PXRD DY —ZFREEN DT DT LD RSN,

F72. 2O PXRD O E—7 DDA, HAHES O
BECEES LOTIH AW & 2 RGEET 572912, FTIR
BEEFT 7=, ATR &— RIZCHIE L7z FTIR JlE
ML, Ty THEDO-C=N O Ry F I
B 51612 ecm! ODE—2 250 FEEZFHL LT,
ZOFER, KA TOBI TR K DiE A
FIIRZT oNRoT, ZDOZ LB S, PXRD
TOE—7 DRDIE, FRHZE 56D THD Z L
SRR STz, CHN OBLZ 3176 & BULHIT% CTORE
BB SN o T, BUGHTE COMFLOZE
{BIZOW TR D 728, BET MIEZIT-T-, Dk

(a)

8
<

—=—adsorption
—s—desorption

%
L
S

Volume@STP (cm/g)
@ =]
< <

)

‘\

o

00 02 04 06 08 10

R, E#HD e-CONH0) TIEA YV AR—T A7phEiE
DRDILTND Z LR S, FBEDE Z > T
DL aNET DR O, I 51T, Kbk
DX T L 2 HBfEZ BRI CBIZE T 5720, TEM &
AFM (2 LY | fEERHiT 21T o 72, ZOfES, TEM -
AFM & 6O, FHBEZ R THRERDG O, 7 1 A 70K
DRV ~—WELENTND Z ERShoT, &5
2V AFMIZ L DT 4 AV RARY v —DES - RE X
ZAHliL7-& 2 A, JEXIX 12 nm T, B 50-60
nm FEETHDH 2 ENDhoT,

WIT, T 4 A7 ARIR Y ~—DNA AR 2 S
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DR —L~YUT, 54 eV, WIGHIED D Rk
HONTNY Ry v V=L F—[T14eV ThHo
7o D728, LUFIORTKFERAFER ORIV
F—HIITHFRETH D Z ENDD0 ., HEOTLLFD
IKFEFAEFTIRA AT T2,

IKSEFATHRIL, ARIERLTZARY~—&, PYRGO %
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LT THAAZROR)~— B E T D HIEZEIT
RN LTz, F U TR, AKRFRFEAEDICffHEE L TRy
HNCHERET DT L2 LT, ZORESI S, @itk e —
RNF— B OBRFEOREHEEN D230 L%
2 BB,
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ABFFE T, AR HTEABE = — UA 7L
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RUVFHT T URATFHBEOREEY |
AT UTRICED T4/ BRI

SRS RER A SO
Bhgk AR A5

1. #&
MIRIZIRE 252 D5 & B ) 7 I miRi)-
BRI A~IEELL . ZTORER, HEREIOEEEN
EFEND, ZHUTBEBIG L DL, =) /L% —[E
EIRERA DI DN FIED—DEL TEZ LI,
ZDOFEFEISNZ T T BEMBIBHF I EN NI B W
LRSI TE T,
EVE TAOEHCBIL C L AR, ASEVEA S BH D
W TAITHFZEAHE A TUND, AT BN 25 1
BRI AR NSTeBMRER A G | SRR 21378
W LF U7 R R I TOD ZENBIR
TAROBNEL B L TSNS, BVER
BECITm MR BGEE ) 2 DT ENEHE T
BB, ZIVETICHFEE L, MR PEE i s 21
HLFE ) A RO FHEEROBRFEIZ BN L T D,
ARTL I = AR 2R T ATl
VR A= ZEN T L — s 2 L—bip o7 (1,
ZIUCED, INETHEAESN T oz [y 1EE
ROBEVERE) L OB A FN T, ARFZETIE, X
I TFFT oy TR U T 5, AL
U TROBUIIEC T2 4 /a7 L
TR A AR A B DO RREHE S A HE LT DT> D)
BRI EREEA T,

il

P

2. EBAE

2-1. R —S3 BTV NI T4 O VERL
BEDT-BDT JEATAFFED G RIEIZIE SV THALTE
(2], ZNBORTF =53 FHAWT, FUNNVATF AU
ONERIAF3 27370 H BARID AT 2 TR —
/3 (BEDT-BDT %) 5 mg) &, A2 —T=A &
LT, XHEMRE (TRTTF LT =T L—T )L
L=l EHI50 mg) 2/ ma L 15 mL AR
ST, EO%, BeEE VT, 20 ‘CT—ERE
FEIS I EREIZERIEL | 0.1 pA DO EEFRAFTA]
Uiz, —AZEIZ 0.1 pA TOERAIEMSE T, &t

FIRIte 0, 1 LA IERO A&z 7o v
NF A AEORERD TEIED T, DR mARE
<IeBHET, HIR[EROHEMARN T, 2 HERRE
A2 NADBiERE LT,

2-2. MEIEfRHTE Sy FHNER A

X BHESEAENTIZ I Rigaku Mercury 2 CCD configurated
with the Rigaku MikroMax-007HF %% 5\ /=, 45
FEAEM (R 27 7—F850) 1L DET 1Y 7 3o r
—Y ADF 725 5%& W To7- [3], Zhenfil
ZFWT, TR — R G RHGET P ERC
JORE ML [4],

2-3. BEEEIE

TYNNITF A D BFES T — R _R—ARNT 2
K(ERIT 4 K)OE&HEWMOTr—AL —
6221/2182A TINHE—RIATLEMHLT, 2 Wi 1
15, FT A AL > TRBUAEZ B 2072, HH
O AT ~D72D12 IRERIFEZTIIE LT,

2-4. BHVRAE

(REX )T DAREZHALFEOREBI 772, (SQUID)
6775t (Quantum Desigh, MPMS-XL5HG) % VN T,
T B X OBSHPIZZ N 2-300 K BLD
~5<H<5 T THIEE LT,

3. BREIUER

3-1. FHRSThIVHFAIEBEDT-BDT)PF,

la 1%, BEDT-BDT)PFs Dififnf#itia ~mL TV VE
T, ZOREMBEIT, WhWwHeR THIE I
BEDT-BDT 43 FDZHDEE, PRs 7 =L D@
OISV TN D, ZIBITENENRIFRESE EiZdh
L1280 R =055 LRaA T D53 DIFERTFREAL
\AFHET D, LT23>C, (BEDT-BDT)PFs DR F—/
T=AUMHIE 11 THD, ZHUE R =5 f i le D
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BRSOl S Iz = LT — R RETEAL
FTHIEEEWT D, LD, ZOWEMNE MkkIA
THDHILERLTWNET, flidhRiE, 25/IFE C2/C
DOHEWELT Z E2 4 THDHIZD, BAabh=h 4 -
@ BEDT-BDT 43F& 4 S0 PRs T=Fr b5,
PRs 7 =437 RIRFOIRER A D REND
T =AU TARE = — O AREMEIEE TERY, T
CHNHF A AEOIET EICN = RS
%72 BEDT-BDT IZ& H 35, 2O TIL,
BEDT-BDT 43FD_ PF A7 = F T
TN, Km=TF Lo UFAFEETEATHDS,
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® H-F La—harzsh (2585 BIOY 2.524 A) 23
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Sl BT 32297 Lo 2 >® BEDT-BDT 4y

TN, 2 Hfh 114.6° TESIL TS, S-S =
—h arHrk (3562 A) & S+C va—bk av#sk
(3.470 A) BRF—2Zv7 (X xa) MIT/FEL, S+H
Ta—h A7 (2.816 A) BWNEIZHIET D, 70 1
U AT 7 —FEMEL t] = =33 meV, t2 = 22 meV T
o=, ZHHOfEE, [FU 054% A3 % BEDT-TTF
WOEEOE)720/NE [6], ZhuE, BEDT-BDT 23
BEDT-TTF KOs 7037 d 05 F-DlE A
OMEIZHRL TV,
[ 2a 1%, FEAHHEROIREAFMEZ R TD, 2
To=3x10"S/ cm ThD, ZOLHHEGHNRN EFEZRT,
o MR ARIZRFA OFRWVEFFEIBIZI R A R L TVD,
ZHUE, SIRT 1000 S/cm ZHEZ DV EERE R
L= LLRMCH % AN L= BTBT _—ADT VL
NFAAGLTIRRAITHY, HFLN D T EH AR
Lo R D—2EE 2 2, PTRIL=IRLL T Tl 1
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ThHEBDONLIAL AREF 2 —HIIZD L5 TT
—ZDHZELG TS, RO KREE1T 300 K T
7.3 X 10" emu/mol THY, —fxAI7253 TAREARE[F]
FREECThH D, WAVRDIREARAFNET, 156 K PLEDJA
WRFEFIFACX 2 — - TUAADIER] x = C/T-6w)
209, AT ayhél/y7ay b a)—EHC &
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(X BCORBEMEFR HAEIDMAET D, 16K ARl i
AL NS ETFAE L ~DOZEBIZIY | B bRIT, =
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AT EIZ 1/2 AV ZFFD 2D NAEBr LT
T IR IINTI0D, ZDEED RCEREMAR B AEH
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THEEEFFD, NUREEIE 308 meV THY, Ziud
0 F—F BEDT-TTF ~X—2Z®D RC DO/ RIEX
DH/NS, TIETICHESN TEZ ZRoeEy M
BIRTZENDIXEEALE  BEDT-TTF 24 A~

—F Mg AR L LI, «BLF D REET 72551
LTS, kBOTIE W T NV F-A D —
RICTEy MEZARIT 1 FILD A B2 08, 2R
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L& TERDASIHV 2 TR TRV Fa VT
TIRICEy Mg A VERCE T AR D AR 3R
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MW= XU TR —E 7210, dod TEVEEIE
HATHTETHD, i bE, IREEkT J=75K
D 2D ZANABL LT BT U, 2 K £T
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BREWY =TT 7 VR ERTDBRFE

AR TR AR TR
#HHIz AL &E

1. #&

HEHFRT R Z 720, B2 2700, B Ze g Ok
HICERNRoNWR AR | Fo REITHRIEL
T DL HRI R E A 725 9 I a7 R
FLERLE T D, FHT, FHZERCRIFBISD L7
FEEHBRIRIHITE S 7oA EREBREE Tl St D H
HRINBHHP D F L FEDIEN TS T2 ZDBIGD
FHALT OB BT R IERICiS Qb ES -

TONESS, ZDTOBS T, #UI<HEZFHIIL

(EANBAL CEET A ENEBE 2D, TR EE G
P D IS ESEHON TS, UL, BRI
WEELREE N COEETIE, HITET TODDORRUTAR
BN B VIR OB G AT, 8 ARG
TIIREYICToHLEMbinD, Fio, BHEET D
B RREFTOSE | NIRL T/ Sy T U —DF
PRB) 7 T k3 D MERS S oD R C R OB E
TRAEDEEL O EV O RS 8D, SHIZHTERDE ML
TWDHNA T ARREG T, PR EE D ITIT R
HOFHEA R IEE D LEETHY | RIRH YRR &2
HENTERNEVIREIRR DD D, EIVESRRT
DITIFBEAFORELLE LG T | HEHHRE O
EURANCHER TE D LN AT LD BN LETH
HEEBEZHLND,

rayJRpERt L, eIy 7RO LB
R EE LD EN TELERRAL TV —5—D
— DO ThD, —fRHNZIL, TUA ey IR E S D
AUTNDDS, ARFFEEE D BFE LT/ ey VB,
NHEENRREL B2 D120 | B2 Cruy it
LA LIZHLDTHD, ZIVET, EDOBELA Al
(ZHEA T T DR ER O V& a7 A haly s

B3R, ML (I TAH) v TFL—F KORH#ELT
Drsy e O TERL TR, LT, ZTOFIR
IRT ATV IR RHER E 72 IABATRITIN o8
WFREFFEL TIREBL TE 21, LinL, ZOBRLE
By uy 7t CROND AT TIRAL T
LEIRFEALTND,

ABFFETIE, TN ETREL TSN ZER 7 m3
IR RO BLRND B3 2 TAEEIRRED
B il Tr RIS T 97528 T, &b
FERWRD =757 b AR T,

2. EEBAE

BV ER  ay BRI, nA2 AR 2-
(phenylamino)-6—(dipentylamino)-3-methylspiro ~ [9H-
xanthene—9,3'-phthalide] (Black305). 2 FL—H
(2 YAP:Ce, g3 EANC 2-(4-methoxy styryl)-4,6-
bis(trichloromethyl)-1,3,5-triazine MBTT). =45 1#flg
(ZARVAF L (PS) & V=,

PS L7 bR ZATHR)OFARLIE 10.0 wt%E 35.5
wt%IZ[EEL . MBTT & Black305 OfRkbIZENE N
1.0~3.0 wt%DHIPHCHTHFEL 7=, TP IRATRIRIE
FIRIZTRI=F LR —L (1/2 A2 F) W CGiFE
A OXF ) — (ARE-310, 2o —£) 2 T 2000
rpm T 30 L, £, f#E%ED MBTT &
Black305 DIRAFRIRE PS TAIRIZINZ . SHIT 4 I
PRUTZ, 10y e A B L 7o DA R 25 & (Tomy
MC150, Tomy Seiko Co) (G%ABhikIZ TIHE) 2 FV T
BEHRHEA BRI T, OB, Jediig 90 FEIC
1o N7 2 ROPEHET (NEE 160 w1 m, itz 5 mm) Z-fif
Z77 32 mm DAL F L b7 AC £—4—T 0~
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15,000 rpm O ClEERSH7=, RV~ —IEROMHS
WEL, VU VR (KDS-100, KD K.D.Scientific
Inc.) Z T 100 mL h ™' 12725 IONZHIFEIL 72, AHFSE
TIX, FEATHFELIOR R RIS, [T
15000 rpm. FHEERREEL 10 cm (ZEE LT, 15578
EIIHEIT, SBIR CEZZRRL | T CIR LT, E72,
P TV OFEE, Bk R RrEREA e X T
DOFNEL, BFZENTITo72,

Tz, VXTI AR ESE DT M T
L — R a Fe B By i E RO R LT,
ZAUTIIARV AR (PLA) R EAMA ATV 7T
AEEW 10,12-~Z 3D A R (PCDAYE V=,
PLA XLy haraaiLhbzy ) — L OIRA TR
(8/2 w/W)IZHRL . 30 iU 7=, WIT, H7pD5)
FD PCDA Z#¥SRIZINZ., ZOIREWE 60 SRR
L. PLA/PCDA 1RAVIRZ T, ZOTRBTIRIL,
Dy B FR A s U7 1 D R 2 1 (Tomy MC150,
Tomy Seiko Co) (GABLR%IZ CTEENt) VTR LT,
LY, JeiA 90 FEIC Y LT 2 ADTER
FH(NEL 160 um, Bl 5 mm) 22 72 32 mm DALY
FLo kb7, AC F—4—"T 0~15,000 rpm OHi}#
TlhlfizXE7, #oleimlar 72— oL 10
em [ZEELT, £72, YU PR 7 (KDS-100,
K.D.Scientific Inc.)% IV CHEkG &% 100mL h™ (2l
U7z, ABRHTEE T 30 =5%RH, #E 1T 252 “CITHERr
L7z, SO EHME L, SR CEZZEREL | BEATIC
RAFLTZ, F-, U7V OFRRL #5. 5 BT
fiZ2d | TR TOFNRTHEENTI 77,

R~ —VRIROREEE L, SRR CHRENZCREEE & (SV-
1A, A&D Co.) Z T 3 [ERAIEL | KGR A RD T,
BoNT-BEMHEOBIEIT, B E T THKEE (S
3000N, Hitachi Co.) % v iz, HAFHED B 3AT
(N=200) (%, SEM [Hif% (300 1) 2 HIE{GALEL) 7 Ry =
7 (Image]. National Institutes of Health) Z fVNC{To7=,
AN AT IVRENL, ~ VTFF v R 5y
YEIREEF (HSU-100, Asahi Spectra Co.) Tf7o7z, T
I ARRHIRIL, = 7 A#E RS EEE (HW-100W, Hitex
Co ) &AW, oy 7 ZRPEERFEIE 70 KV, it 7 mA 12

BUIFDE T AT DiEfgiry J A EAE R LT, =7
ABROBREFRIT, 7V T ESIR OB E LD ALY
0.71 Gy min! Th o7z, T 7 ARG RO B I,
FOHNH AT (TG-3, OLYMPUS Co.) THREL . Hifg
#EE 7  (Photoshop CC. Adobe Systems Co.) % U
T, 2Dt AE #REb -7, $o, =y 7 ARG
FRBRI A U7 ERORH L, B 20 mm DA —TC
BIWTL . 5 mm DY AT 7-#HR (w100 X h100 X d1 mm)
TEV, Ty ARG E Iy U, FTRICEIES
AVTABHMERRER Fr OBAIRAEI L, = —RE/L 100N, 5
FERER 0.5 mm s, 77— 10 mm O 7 RES | iRERIE
(TENSION RFT-1210, A&D Co.) Z AW CHIE L=, %
7=\ WRHERER DRI, v A7 2 A—%— (Mitutoyo
406-250, Mitutoyo Co.)ZHVNTHRIELT, & aiRix,
TR 222 °C., MIxHRE 35+ 5%RH DOZRPHR T7<
&t 5 [T,

3. BRBIUEER

3.1 O ABRETAVERRERIOIVVRERT

LI, R VIORUESRM R T Ak ED
SEM 4 SliE A3, Black305 DA ZELSET-
PS BSIKOREEE 1L 148~150 mPass OFIFHTHY , 7RV
~—IAHROKEEE I, Black305 DIEREDEEII/L 15
DIVTMHERI T, B9 pm ZoRLTz, SBIZ, 55
NIBEEHHE T T E — R & £ lifETH
0, ZAUTE LR AD PS TN ) AV ibE S
HEXITT T L A= REEMNE RS I T 2%
SRR TS, F72, MBTT OF2EEASHEHED FEZRE S it
BURPE |2 5.2 DB OWTH RS-, fEREL T,
HEHERI X PS IR OO REE DS KRR T D ST D
N5, E77 Black305 <2 MBTT O#MIFHNIAE A e T
I3 TQNBZEDN o Tz, Black305 &
MBTT %53 S E 7oA A HIHED R O D e
HRRA R 2 (R, #ifR B 7 L —REI T, SR
KIEEFe MiA 7, AFFETIE, 22 10(AE = 10)
AR ClRk CEDBIEL EFRL . TORFOR A EE
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LTz, FERLLT, MBTT/Black305 F7s 1.0/3.0 w/w
DEAHEHEDRLE 1L, 33.28 Gy @ AE =10 Z7RL7=,
ST, MBTT OIREAEINS TS L tzEdhiroNrh
EpsdeESIL, ORI 15.36Gy @ AE =10
] U7z, ZAUHDRE S E S E i i Al
(3.0/3.0 w/w) AR T U 7=k A KB~ T, —
FIEOFET, =7 AR RIOAHICTHY | ELL
AOFHIT, Ty A% 20 Gy ORI TR S
EOEBEO I ERLCND, T ARRIRFTRTO AR
MO AIX, MBTT O ATV L HH D Th
0., BB O BT, Ty 7 AU L DEETHY
Black305 D FMA k% DBUEA A AN RLR 358 DT
B2, HAROY =757 N EG DI a T
578 ATHIOMBIIRAED T L 72, ZORER, A5
HID B RS 3G S71E 0.36 = 0.01 MPa, fic kB3RS
ROV 1.3 £ 0.4% THY, RYT AT /UIIHEO ik
BT R Y S e e /A v Ry
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3.2 U7 EFLALAYERWERRER IOV
.I.

]
ol

ARICTEFLPDANZ, EFHTCOELSMET =

=1 BREL. ARFEE. MR Copyright (2021), with permission of MDPI.
PS MBTT Black305 THF Viscosity Fiber diamet
MBTT/Black305

(g (g (g (g) (mPa s) (um)
1.0/1.0 w/w 10.0 1.0 1.0 35.5 148.40 £ 0.55 9.16 +2.49
1.0/2.0 w/w 10.0 1.0 2.0 35.5 150.20 + 1.50 9.20+2.21
1.0/3.0 w/w 10.0 1.0 3.0 35.5 149.40 £ 1.15 8.85+2.23
2.0/3.0 w/w 10.0 2.0 3.0 35.5 150.60 £ 1.35 8.61+3.01
3.0/3.0 w/w 10.0 3.0 3.0 35.5 151.40 + 0.90 9.58 +£3.25

1

e————
200 pm

8.62 £ 3.01 pm

=1 OFM TR LD ERRTEFIEMERE.  Copyright (2021), with permission of MDPI.
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B2 MBTT/Black305 (3/3 wwHEEHHEDKEHREI T HEREMR. (RBIR  BEHNBHTHR TS HRA, AE=10).
Copyright (2021), with permission of MDPI.

3 Ivo REREBEHRH (TS MBTT/Black305 (3/3 wiw)ESHHENEE. Copyright (2021), with permission of MDPI.

before X-ray exposure

after X-ray exposure
e

“
F

4 T7OARIZINT L7z MBTT/Black305 (3/3 wwyiEAHiHE (£ : Tv o RGBSR, A : Ty o RERIBSEK). Copyright (2021),
with permission of MDPI.
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FL L2y BEMERCIFRIE I PR A/ T 20 E
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X LRV T 'F LT/~ —THY, PCDA D

HAMFE, Ty 7 AR T T LA-(INBIs iz,

RHIZR)~—HER T 220 mbT5[4], 2
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=TTy IREHERRILTZ, R~ —ImR D
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PCDA #AHE FICEe — XSRS LT, 13 wthlh
O CIIE — XD 72\ NS HE) B T & T,
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L. B2 DR D PCDA ZIREG L, Fcili/ethR 521
L7z, PCDA DiEALEE 0.0 255 1.0 wthlZHIINd2
& HBHERRIX 2.53 £ 0.81 7°5 3.24 &= 2.51 pm [ZHEAN

UTeo ZOMHEREOBEINE, Y~ — RO REEE SN
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608, PCDA@PLA 5

(b) PCDA@PLA_10
T =T T
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400 10 20 30 400 10 20 30 40
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5 PCDA {Z&HIHEDMEHREICKTT HBEMIR (RER . BEABRTHETE SRR, AE=10). Copyright (2021), with

permission of Elsevier.
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X6
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ZAUE RS BUIS I, O RIBRRIZ TS A LT FR Sy
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PCDA B EHRHED e #R R T3t D e zEdhi#ia X 5
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AL, B R ISR L C RIS EZ R,
PCDA@PLA _10, 20, 40 ® AE = 10 |Z351F W
1%, FREH17.5, 6.1 LT 2.2 Gy Z/RL7iz, X613,

Ty RIREBEIRFC (TS PCDA BAHM#ENDSE. Copyright (2021), with permission of Elsevier.

PCDA #EAMGEAATIRITIN T U S ABE R, i
ZROGHET, |IRIZBWT 10 Gy ORF Ty A
a2 BB AR LTI-b O Th D, =7
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#iskiE%& T PCDA %8 A72 PLA B ATHHED /ERL
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BIZ, 2O NEREZ A T D A HHEOBEARAYIRE X
IMTITHL T+ THY, =7 RIS T3 528
W TET, ZLC, 2O RITIM T Lz =757
M ay JRREFHE, Ty 7 ARORREITIET THES
DN, SHIZZEDZEMAIT0 CTHEE TH-
Too LT2MH T, PS Z2_—Z (2 MBTT & bA={h3%
Black305 Z & A SE/EAMMEL, HERTEWEOAE
AR RN CHER T DN TEDF LR ERFE LT
RFCED,

F7-. PLAZ~_—2Z|Z PCDA &AH S - HAHMEA
B ORARIE T TV ERIL | B RS 2.2 Gy TR bR
BT LAY =757 ViR OERLC R ThL
7o 2OV =T T7 N ruyIiER L, nAa i
PV AHEL VD T 7 AU L T OE 2 A
LV,

LIZ3o T, ZNBDY =TT )b raly JigEit o
PRI, S50 MBI AR R T DM B G,
KA, K OFPRIZ L TR ED , 2SO EFE A5
HZEZ Lo TR A e I FTRE Ch D, LT, 2
DFLNT =T T7 V- ray JRERHE, HEOBIC
BOWTCHERBU IR LR E OFT D2V it o
BRI C& L OV TR E D RS

BB DVAT < XA N L THEBCE D LA
D,

e
AT, NS AR =L — VA7 L
BRI OB A3 T TV EL T,

ZE R
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OF B EEHTC L0 T SRZE R I AR 2 B
CiAHOHZ & THE AR RO/ NI T 7/ AL
TV E A ORI TR E LT D,
H B A O KA D AT v 7 HBTZE L
% FET @ On/Off BfEICERESEHIET, 370 b,
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Fig. 3: (a) Hall voltage at 300 K as a function of /.. The left
inset shows a micrograph of the fabricated Hall-bar device. (b)
Temperature dependence of p for the 50-nm-thick Fe>TiSi film,
together with those for a 150-nm-thick FexVAI film (black
triangles).
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Fig. 5: The lattice constant of the Fe>Tii.MniSi epilayers
estimated from XRD measurements. The inset shows the
RHEED pattern for the Fe>Tio42MnossSi layer grown at 350 -C
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Fig. 6: (a) HAADF-STEM image and (b) EDX elemental maps
for Fe2Tio42MnossSi/MgAl04(001).
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Fig. 7: (a) Temperature dependence of p for the FexTii-Mn,Si
epilayers. The inset shows a micrograph of the fabricated
Hall-bar device. (b) The values of p at 300 K as a function of x in
the Fe>Ti1.Mn.Si epilayers.
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Fig. 8: (a) Seebeck coefficient S and (b) power factor (PF) of
the grown FexTi1.Mn,Si epilayers measured at 300 K.
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