B & /

& K —XEKHTOT —YREDE Y fHH

SFBIZIC & - THIET 3 B9 FRE2OH L LR

Dynamic Molecular Science Explored with Cinematographic Molecular Imaging

RE FAR°, BE

BE, BF R—"F

Koji Harano, Takayuki Nakamuro and Eiichi Nakamura

CWE - MOEHTFERRE  Jolin bR B SR
PHORY KFREE R RME

B B WO TERTOMERRS

T PEHE (SMART-EM ) 12 X b, A8, WS F OB 7k 2 5\ 2 LR oW Ba il LT

T % WG TR ORRERE L. ¥ T o@iy26Eho SMART-EM 42T, Bl 17 v —2aHich OB THEORE
MERE & 72 %, 32 1% Chambolle Total Variation / 1 ABrELE A AT %5 & & € SMART-EM 12 it & A7 ililE m) L F LA i L,

7 3 ) B OREE S FREE,

VT FE VT AN w— A DORERERE THFES LIS OB 2 RE L. ATy Fov v b

WEENC IR T BT 7 A S = A2EERT L L OfE LR OB e £, SMART-EM ¥ % BR i U 72 Bhi 5 T-BFE 0 B I 2\~ T
BB EELIE, TR BN DR O KA B LTS Ll 3 5 B TR (ZC #E8Y) e\ b a3 5.

F—O—F GRS, ERE TG, 1 ABRE, FoLBR, oy

1. FL®IC

%%@'%ﬁ@%ﬁﬁﬁ%?@@ﬁ(%@)%mbf,%
o THREG NI &R RN A Fric Te W E O 2B O
Faﬁﬁﬁﬂé’%@fﬁﬁ VT D (WS TR ) SO F LR
WFEE DS BRI oo 5 B Y. BT RHERE R 5 R TE
T-WH$EE  (Single-molecule atomic-resolution time-resolved
electron microscopy, SMART-EM) & #f513 5 217z & OBFFE %
FIE TRIE D T T RE & R BR O B A i D % A&
ThoHY. AL REE MMz S (ERIG) B 5\ ik
b EEZEL OLAEREERC S FHRE) RE, 510
51 & B 2 TEIRBL R ZJE T MRAED v < v T OS5
LHHETHD. oz (PR v < oD RPGEHILICED X,
[BHEBETICRE W THERS T8RS TR <SS 0BT
S LS MO FEIC B 2R D, 2004 Fio [THES T
B THL A | JST-ERATO v v =7 b BB L. £
DFER, Hh—HvF 5 a2—7 (CNT) Ofesbicd 5 <
BE Lichy T OWEZE I E 2 DBBETE L T &%%ELL
(" DY, W3 X ORI B 7228 D b, ARES
DONIAKBLEEE " = OB T& 5 & &%@@TL&LK%
BTHY, ThnE CHEECRBIER DH7ERE - i

*F 113-0033 HRUHR SO KA 7-3-1

TEL: 03-5841-4356; FAX: 04-5841-4356
E-mail: nakamura@chem.s.u-tokyo.ac.jp

2022 43 7 25 A% A, 2022474 7 25 HZH
doi: 10.11410/kenbikyo.57.2_59

PR TG X o ChR T 2B TR 0% L b F

%, HR X OMER ) T OBIREE) OWIEICIG T 5 E E 4R
Wie. IGEMIETE T M, EERETHRIE (DED) 4 2 5,
VA RXBRETATY) XA INTSE, VB0 1A

LS BCIZEE SRR T L — F VIR0 F DR 0
WTEh, BTREHCIEED XA 5 3 7 AR OFE
U T R T EmE A b TR D, @womt%“
2B O TS 2 b il T 7 = &+ B Ol R EE

R L, MMMEM&Tm%<®m%
IV Rl ¥ N |
7 Ak, %X

Bmcxn?.
SO T RS2, o THEBo X 51,
TE7o\w (HERRWICEEZ %) DTF0L 173

e 3 ,ms' L 11264 147
: "Wuu v o w4 s Mmu»

wmvbr e o g~ e (-unu ~. N WS By
m@rm*; ?"w”'

251 273
"B aabiaatanaadll v---w‘-n--

X1 W2 K e & RGE w28 2 % IRALKGR 1 O TEBAB G, STk
3 X I A TR

59



[ ]
¢ e (120 kV)
. . carbon nuclei

Nt (- A
=N amolecule
Y e

" lens system
E' | tr ﬂ %ﬂ ;l pixel
detector
C-C =>140 pm, 4 = 3.35 pm@120 kV
M2 EEOBETHERET LOTHIC L 2B OFM. B
Sl A e L el i o XY R (KX AL THTE TN A B T

DHTUNEL, FRDRETROABELILELTY, Tk
Doy T ERHEAEA T HHER D fied T/ E .

DGFOVPHGR TR 15 F Lz icBifTcEs L
AR D, 5T OIS E)I2EE) & I3 5 7o b Ol
NI TR TI8 %.

CIZTlE CNT®Z7 77 =vaEEL L THAREESH
BT B IRBBICE N 7N TR T o T OEGHRITH L,
60-120 keV 2 O T 7 nm® Bz b HF 10°-107 HEAS L
T, T oS roTEGE L TBET 5. KE - RERE
GORIIF10pmBETHY, BpmBEDF « 7 a1
£ b0 120 keV REDOE T A A &—D>—DDRFER
FH AL T D BEREDRZE LA = 08 Tk & L Cask
Tx5 (M2). COREDOTRZAF—%fo el T OME
D 0B RETHY, —HTFa7 P BTl aE%.
DFD, —O—ODBBTICIET P UL OREEBIRAG
NTwb. FTiobb, 100 ERRE O M 2 1514l
M5 e a Ly <L OFENREH L 5 2 uE T ) BT T
DENEBNELETE LT TH S, BIROBREM» 2 5D
REEEEY 7 SV PRECH LD, SERoOBEROHR
CEGAE Y 7 b v 7 ORI EiC X o THRTAS L B EE
A A=y I RNEHEIICABETH B LR TE 5.

BRI BN T2 BT 5 2 O F i) /M
Tedhtc > T, BHREZIRD 5 5 L3RR RO
DL TH S, cO—20BEHE (F—X) THSH. F—
REV S BEOFERINENDEROB S EmLBIEE Y, X
friaa o AME~ DB ORIIELE, — L CEFHEMEE oA
Tk [RUR o BA RS 7 D B S h s B TR & LT#
b Tb, ZOMETEETHIORHIhZE DL
D T | BURHCRIN I N D & ERHR E TR T 5. —T
T, SMART-EM B2 Ciified T [#] 5Tk 4 &
LTkY, ZoXslBcE T sl ToRE R
A= bSO BETIALHERTHY, KEOBEFIxRH
RO LI TH L. bbb, HARMS D i H R
ST hORTREMILIERT 5ETORIR Y 2 Ao

60

T, BLoHsEER AR E LcBEiIc T, miEY
7o) OWHETENFALE LTS &, BY T OBZITHEWR
IR OE N — X&h w2 b, £Dk®d, —5Fn1bz
LR TS THEs /b Do, LIELIEHRHE , 1 X
DHC TERIE S W CEIIA R 72 5. —5 T, a7 L
A FERBET L EDAY v M, HDFREIOHBEIER,
BEAR T I MBI 72 AR L F — D T RE T 05T
TE 2 BEHENEJIERTE L THS. Tibb,
SMART-EM BlZ& 4tk TO 5 F OZIL, o F OB 2ZEH)
FIUXET R E O—RHEENEHOME AL T TE 2 IR
WZ bieie s, ZAuL, RIS TABIESENRET S S
A A BB X 24045 FRESHITCRS T, 5 Falkh A i
LTV 2IERMBERDETRCL > TEMT A2 L0 X >
FHR2OBL I b 1, ZRINISHEER 22 % 1o
FAHRBEEZRD TR L TEAEb RV Lk E <
RICHHMTHD.

TR, BEISEMO Z DS T COPERE EBET S
L, BEROCNT R/ T 7 = v D EO—20bEMO LS
T, R ILECEGERABET S L /b 5LFE
%, Il OB T TR A A LB R O
SLTH Y, knock-on EWIEN AR TFOIXLEH LD LS
TR B O T L F — BB O 2 EE T LB L2 &
bhoTE?. ¥z, SMART-EM &4 F CoH KD T
DLEEDO—RIT, AREEDE W CNT R/ 5 7 = VN [ 7 —
A ELTUBEETRCI DT OA 4 v AbEB T 5i
DTH5H ELREMEIN T3, EEREEBZICK
TRBCEE T LS/ —F 1 v 7 LB A Ric+ &%
Z AR,

B—rF U ~r CO IR AL SOGE, BT 7]
WFehy, BEODLELHMIEAL TS, LirL, F
J VR TOSTF OYEOB)IZEE) e mdl TR B Tk s
Mo fefedic 2 E TOPEFIEZ L. AR Tk SMART-
EM & & BR{E U 7c B TRFFZOBefl & LT, mllmpE &
Wi A XppE 7 a7 7 2 %0 Lich FRUBARS > + b
VTR OBV, fEOREThO & BUERRR OBLRIc oW T
T D T D OBERE RN B fcdic T HAFTI iR
KU TR ZCHEM) S>nTh T 5.

2. /A RABELCLDERERSMART-EM 4 A= 5

DB DR A A Ay =L, EaBh v AT oS
IR ERL D & v 0% 7 OREEZAL T TEIIC e S, BIRE
B TATHRENR DED # 2 5 %2139 7 3 VB o &g
MNTE, TvDiney v b LBENA RN L3 TTH 5.
L2 LA U TR Tl 7210 % 1000 f51 EiFs &, 1
7V —ABHteh OBETHEL /1000 2> TLE 5. K 3a
s L7z, DED # » 5 (Gatan K2-IS) % f\~T 1600 7 v —
2fg# (fps) THRE L4 TFO77—1v v (Cy N
4% CNT RT3, BTENANELRESNHEE (SNR)
3 0.05 LIV, €7 2 APIETHIET 5 50 7 V— AR

BEEE Vol. 57, No. 2 (2022)



G hE D LTI 7 55 (B3b ; SNR = 0.20),
R fRRE AR T 2 7c o, @mffi/cmdlin 2 7 OFE0 Kb
ha., FoTkrex, v 7BEOEHKEMC L <HVHR
% Total Variation / 1 RERFEFICHEH L. Z OFEE,
HOBYER O CRERSCBEEET % 7 U — A [l DR %
L, ZUOKENESN A XTHY, BNl
B SY (0T BB, LuiREcESWT, B8
DEBEHHEFAMET L L5174 A2V v 7T 5LD0TH
%. #7211 Total Variation 7 v = V) X A ® T3 Chambolle
MBAFE LTz 7 2+ =Y X4 (Chambolle Total Variation (CTV)
) A RAGER) T DR ORBRCRLBLTNDEZ EXWDL
LY. T o v 2 ) v ZEFTIE 2 4 R ORI
RS THTF DT v DTGRDNE B AT 70 D I 7o RS 5 R AN
Fhpny, CTV / A REREREERH S &, TTOB)HO
SNR MEL Th, v DHFEFFLARDDERFKDO 7 1 X
HhRETHLENTE S, B3cit/R L7 CTV 2 1 XfrZE
A L7z Mif® (SNR =0.15) Tl 1600fps (= 0.625 3 V b
/7 V—2, ms/fframe) D17 v —2a TLHFOBKRN
MARTE, 37 v—2r0EREHLEECTV /1 XRrExH
RficqT 5 & (1.875ms/ 7 V' — 4, [X3d), SNR =0.30 TEk
KD Coo T ML TE %, 72k CTV 2 A Rk
GENEROF T 4 X Ny 7 L BT Al
BT THD, DED 7 2 512 X b RBIC S\ CILET
N VT 4 v IEEEE I (= 4 ADE\) RAHEE
K U TR Ic K & I R A R T 5.

BB T 05T D2 IBATE T & BURE) - BRAIEE
&L5g0®¥@@ VEL A, Ao b, SMART-

M %&E T CRRET &5 T OEEBE 2 R TR L, RO
ﬁﬁ@ﬁifﬁv%?ﬂ@ut@ﬁ@ﬂ%<@f,1%%K

a  (0.625 ms/frame,
SNR =0.05

b 31.25 ms/frame
SNR = 0.20

d=1.01 0.90

¢ 0.625 ms/frame d 1.875 ms/frame

SNR=0.15 SNR = 0.30
d=1.01 0.90

X3 SMART-EM IC & % @l BB & CTV 7 1 REREZDR.
(a) DED 7 » 7 THgfY U7z Cg 57 F @ 0.625 ms/frame O Ji [ {5
(EDR=21x%10"¢ nm”s™"). (b) 50 7 v —ax@EhEbHEic
R, Cy HOWHEd % nm T3, (o) (@ 1€ CTV /1 Xk
FEfiLtcl 7 v—adiff (d)CTV 2 4 XprEEBL3 7 v —
AExFHEREbELEEG A7y —n1"— X 1nm. XEE8 b
W AR T AR,

PR TG X o ChR T 2B TR 0% L b F

Lo THIER I INBFANFLRII TR T ML LIcHR &
B, KR, TR Lo T ERI SN FULIRED X
A 37 ATHNREE S0 ETHEE (electron dose rate,
EDR) s wEBfRCTH D, —H T, FHICE LS TOR
FEZE LR % v b Vi) T & O BIRE) OB IIREN L
IR &R REZ 5. T b, EDR # R CH
B 17Vv—2aphlch OETHRELIECT L SNR wa £
BHED, DFOXAF I 7 AT E R Y 2 I\,

3. CTV /A XBEEDH FEERE~DICH

31 VUFL—IMNEEMEERT COBE~DILH
K4ix, e©rFv5HF (£x3vB) LMK CNT ©
BhHH—KRvF s k—v (CNH) Jou s ZBk eSOk T
WL T OB DA 2 —2 v F~DILRAFITH 5.
vA vt (K4a) X CNH ECHEGIICREEZE L,
BO#K7 V— A TR HEGE S 2 ([ 4b) . v vFL—

?

HN" NH

" P g Bemg AT
OO0y s

M4 CNHicfier Liced s v T omGo s 1 XkE (a)
B LicerF v TolE (b)) e v OB v—
A o4 NEEE 80KV, 7 L — 2 X47- b TICHER] 0.4 75,
EDR = 2.5 x 10° " nm™ s™). U5 (X Bh i 5 B AA 4 o WS (FD)
wHERT. Wk LA G CEEH. (o) b CTV 7 1 Xk
ExM UclEfR. Ay —A 8 —1% 1nm.

61



1.93

5 533fps Citgkd iz 7 7 — Vv v oEs). (a) IRET 5
CNT 1 Td Cq —tfk (Cpy) DEB DK, (b) CNT PO
Cop RN E < W o0 #if5e EHAMI (S (EDR = 1.4 X 10" ¢ nm™
s, Ch B FORBERERMTRT. 38 I VBHO7L—20
BRI F O WAEER) U 7e (EAKM A B RiH OALE 2R
T). Ay —a8—k 1nm. SCHR 11 2 5 FF 0] & 15 TR

2 AP X BN AG#ET (CCD) # # 7 (Gatan Ultrascan 1000)
TR L cHifR o SNR (316t T < (SNR = 0.19), —#8D
7 U= AT TOMER#ENT L ELRETHDL (I :
X 4b © 31.9 B o). Z oMGic CTV 7 1 RErEx i3
&, FORKRNERILDIFEE LD (SNR =17.3), 55 F
DOREBEDWEICHRTE S (K 4o).

3.2 DED E{&~®D CTV It &9 FBENtE D fiREA
BOF U053 b EDH 5 AIOBE L < FHE
TEMS H1cd, = OBRIZETNIIEEE - OMERIIC D, &
D X5 T RTE IIF AT OB D FBR DR TE 72 D
D, F AN = NIhFEE R £ OB T DRI E
BTN EA EHFIEL I o Te. SR OFKZEM A 2 —o v
FHELLTIEAEY 7 Fu— THEMEERNILR T\ 5
N ZOFEAEHTE DDA Y FHTe E ORI CHR
D [FHENI) EHORTHY, MEERREHEES
GEETE I Bor ik, IERMIERRE DED 2 £ 7, %
L CHigk D CTV v 4 AL x4 Ebe, 1 BHEcHKb >
VR AR T A CNT DR TR 5, 77—V Yy FohE
w7 WAEEE (v b o) EB A CNT O3B & i <
BT szeaRR L (M5a)™ ", R5bicxmd@y,
THEiBAGA D5 3.8 S VA5 5.6 3 ) B ORIC Cgp —ifk
(Cpp) 72797 7 *— b ABEHL TKD, Lo TH

62

Computed 2-D
projection images

| Experimental images |

Automated
XC image

3-D molecular
models

matching .

6 hlEfEOREEMDRES LY S 2V —v g VER
e & TR G A BT 3% & & T Co R DREE 2 IRIE.
SCHk 13 2 B ERH

Witz bivteny, Z OWAEHEE) LT 2 F 2 — 7 DIEE O [
DD B, Tl b o F 0N T B INHE 2 e KIS Te 5 I,
G F DN )T NS [BIER L i N — i O b b 5 —
FoumE CHMAEBET L LW LML Rs . CNTHRT
BEEIND Cyy D ¥ b AN O TUE—I TLIREICTH
HINBBEELELZORTE LAY, Tox OBIEH RIS
BRI IRE) 3% CNT 2+ b 20 TIEE) = & L F — 25 D R
LS hs o bclE a5 FHEB)TH S L\ 5, IS
B LEEBEE TR TE R o e T v A ToOflH L T %
X —DBURNH DT T - 7. S RIOBIELTIR09 3 VD
0.01 7~/ # — b L OFEHEZE T— 5 F U~ L OREEEALP IR
JIEHR BT E Tk D, SMART-EM 44t F € o B fog {5 4% 5
XD RBEDOESNENNARETH S 2 E RN LT 5.
B 2 HALF TR A 5 S\ S BT L
DL FHEBEORETHS. K5 THES i CNT Ax I
HESEBY T 55 TIXE TR X - THEET 5 Co T OMES L
"Bk (Cp) THD. Z0XShEBASFXINET
B B IR T E D, REGRD D ORSEYE IR
THote. HrFHHHBC L > TEDOEENTFHII T
7o 24 FELD Coy ZEMA OGN Atk 2 TeMEN LR L
72864 DY I ab—va VEIBOT A 75V EERL, =
D7 A7 7 VKL TEdEhE & CTVARIc X h bk
G ABCHEEAHBE XC) BT s LItk - T,
BEI NIz Cpy D T OGN T2 (K6)Y. ATk
I S VB &S E A ORI A W E
HZELTRETH 5.

4. RIERROBEREIEYFV v lEik

Ty, 77 Ay — L OBEBIRE % L T\ % CNH
OHT, BEIEOKMPHREBREL T ETEHE L.
MgEk o CNH o B 22t iifbr b Y v 4 (NaCl) Of% %
DARELEL, FAREEMCZ 2%y v+ AHELCHES
RO F 7 A4 RO R G2 5T EEREZS LY. o2

s Vol. 57, No. 2 (2022)



7 CNHHToONaClfE B ER & =€ x % v v VRER
Bz 7o (EDR=40x10°e nm?s?). A% — AN — %
1nm. SCHR 14 55 0] 215 TR

Tix NaCl 77 T2 E & - TRIBR T 2B S L O hics| &
e < AR OEfE A, 1ECD X EE 15 10 g b
QIR LBET s EnTE (M7 Y. ok
9 Bl MBS 0 E VIR LB S e, & 2Tl
EFRAIEL <, 7V v A LEFERN AT O TEREES
LA B L7c— T, ffn Bl s2 13 v 7 H
RiigmEIk & < Rieh, £ ORFEILIERS MK 5

5 NFHREEOLHORERFESHES FIEE (ZCEE)
Lh Eyk <72 X 5 i, SMART-EM ¥#:12 X - CTH T 501,
S HIIELDEERDOBE & CRIEE BIco b o TN A 2
N EL WG E LTREETE S, LL, 20X 5 e
BRED X S I FREBICHRT 5 b DDk kD5 D%
mhle L . R8I RFE, KK, High, = vREr
B75 5 BB ERREERD 7 5 A 2 —Dfl%RT Y. e
B CIROKFECIRFE e & OB ITEHR O LR EAICHTH S
h, BEELIPUTH PSR b DO LD, S, 22H
FelE R IR T OB TEDIRND & S LR T h 5 D
XL, BTHEMEHBCHOONLETHRO [ ] 12F DR
ToORTES () HF LR FEELR T2 Kk L b o
LB nbTHAHY. - DI EHG AL HE LR 0T 5
LML IXEHORMLKORETH Y, HTEFCE
B T FREEBRBE D B At T B IRIN & 7o - T & .

OB ERZE N2 50T, HAEECKTLRET %D
BEIREFHESCKET 200, £OKE LG 1 X
DENFREA 72 R ie S TR T H S L3 & A MBI
LIERCTHD—HT, BTHREBCIECLEG, 1 X%
B35 L, BHECE O THRINBET Y 1 ANETHS

PR TG X o ChR T 2B TR 0% L b F

RFESHEA

M8 z=vHKFET, HHHETRELGL1F 7 A— Ay A X
DEBEWEAR? 7 22 —OBWPR L, oot 522H
FE R s X O 7 5 MBI (ZC ). ZC iz X v
E\ =2 v R (BEGOREH, EE Bt cEE) oL
&, KEEANAELLFEHERA A7 —1 =% 1mm

Wy

L S o |

X9 ZCHEDJ T4 1 RPEFH. [Efgr b Hrilo
WOINY GRERE) #RC, hokE &5 2 i<
2[4 R0WD Fic Rz by 77 v ONROMRIE] >0
LI EEAHMIT S L TZC BB DR TR R T A — & Ak
DY,

EA% ZCi=g
'e"

HRiIgRE ZRIFRIERE

B10 vra=vafifkE T vy 2 Ao bic b4 EA KR
1A Ui0-66 Ok i o B EBEAG &, &S cdisT 5
ZC B, BREEFRY, 22T, REITR LR v ¥ VIR
G OBOILE S S oh b X 5T, ZC BRI ANEEGIZEH N
LEBRT OV A Al L<HET 5. Uk 18 2 b iFal 215
TR

CECHIBA R T L RRR LY. Bl (V1 X) ohic
Rz ol (v 77 1) #F30E, BEORLL NIRRT
KEIICHZ2%, LWOFEMBTHSE (M. o)kl -
T, HmEHEG Y I av—v a VLB TLEOIREREL,
R EBRBEEANIC S 5 T OERY A 2L Lic T &5
B TR (ZC M) ARE LT, R7TerRT X,
ZC M2 A5 & & TREROZEM BT 2 5 L b &
WA DCIEREC r TS A HEE TE 5. BH LACETESOR
BHOBEZCHIE LT, &7 4 A5k, 1K 4 R&bTo 2

63



HOFRTHRIEY B THS LICRE L. iy —o
HED o0 THREE, BERTFCRBRBI 7 7 22—k E
D1~KF 7 *— 1+ VREOBENROGEY L HHL, #
FIATHO LA 7 1 F RFEE<w 727 1 b2, HHEY,
Y, ARERESH 100, 14+ v iERRE, Bx
T O OTEBEG E X < R 5.

6. &HYIC

SMART-EM 835 Tkl /b 4 & Lie [ ¥ — K44k
DF—2 L] OFITH L. HREOD I\ —H— B D EE
BRI LT CTV V A XrE 7 a7 5 2% o CEHBELZ K
IBEET 5 2 & T, @l A 7 Ol tEaRICIE 2 ik 2 Bl
L7z Ebic, @l» 2 5OFExEN LT, Rl—ofgsst
LAAE Y RKTHE « FIGT 5 2 L THRIBEO © 7 SR
AR A T AL B EREE T FRIBEEANETE S 2 E0b
Dyt

20 A B G O L E b TE 122, S TRZEOHR
Tlh s « S22 M0 Ry TR OEEESBADR D & &
WA E ek ot 21 kit A > TA L W4 H, SMART-EM
B XD EERS L OO T DX 1 3 v 7 KB &%
Jif v oBlifRe L TR TE BH LR L
fo. FRRZCHEENC X - C, o F okl & mEEE GO HEE A
IO RSCHMTHENTED X5 ITln-Te. B Ry TR
DFFIC L - T, A BB THET T - s T oMR
IO HEARbDLELTEL D Z EicleoTe. WIEPERE
DY BEHR S RS B

x

ED BEILTFOQR a—FD Y v 27 e CHERRETH 5.
El E E - E. E . E
[=]p> Ok S O]

B HTOMRE  RRATEBEE ZC 5T
= T O B iR R !

64

H2) ZCHANC X A5 THE Y 7 b v = 7IXFO QR 2 — KDY
VI RDPBERITE Y v e — N TH D MRS AT A A v
7y g THRED.

[=] =]
[=]34rem

X )

1) Keinan, E.: AsiaChem., 2, 96-103 (2021)

2) Nakamura, E.: Acc. Chem. Res., 50, 1281-1292 (2017)

3) Koshino, M., Tanaka, T, Solin, N., Suenaga, K., Isobe, H. and
Nakamura, E.: Science, 316, 853 (2007)

4) Ischenko, A.A., Weber, PM. and Miller, R.J.D.: Chem. Rev., 117,
11066-11124 (2017)

5) Egerton, R.E: Micron, 119, 72-87 (2019)

6) Liu, D., Kowashi, S., Nakamuro, T., Lungerich, D., Yamanouchi, K.,
Harano, K. and Nakamura, E.: Proc. Natl. Acad. Sci. U.S.A., 119,
€2200290119 (2022)

7) Chambolle, A.: J. Math. Imaging Vis., 20, 89-97 (2004)

8) Stuckner, J., Shimizu, T., Harano, K., Nakamura, E. and Murayama,
M.: Microsc. Microanal., 26, 667-675 (2020)

9) Gorgoll, R.M., Yiicelen, E., Kumamoto, A., Shibata, N., Harano, K.
and Nakamura, E.: J. Am. Chem. Soc., 137, 3474-3477 (2015)

10) Zewail, A.H.: Science, 328, 187-193 (2010)

11) Shimizu, T, Lungerich, D., Stuckner, J., Murayama, M., Harano, K.
and Nakamura, E.: Bull. Chem. Soc. Jpn., 93, 1079-1085 (2020)

12) Warner, J.H., Ito, Y., Ruemmeli, M.H., Buechner, B., Shinohara, H.
and Briggs, G.A.D.: ACS Nano, 3, 3037-3044 (2009)

13) Shimizu, T, Lungerich, D., Harano, K. and Nakamura, E.: J. Am.
Chem. Soc., 144, 9797-9805 (2022)

14) Nakamuro, T., Sakakibara, M., Nada, H., Harano, K. and Nakamura,
E.. J. Am. Chem. Soc., 143, 1763-1767 (2021)

15) Xing, J., Schweighauser, L., Okada, S., Harano, K. and Nakamura, E.:
Nat. Commun., 10, 3608 (2019)

16) Kirkland, E.J.: Advanced Computing in Electron Microscopy 2nd ed,
Springer, 84-85 (2010)

17) Xing, J., Takeuchi, K., Kamei, K., Nakamuro, T., Harano, K. and
Nakamura, E.: Proc. Natl. Acad. Sci. U.S.A., 119, €2114432119
(2022)

18) Zhang, D., Zhy, Y., Liu, L., Ying, X., Hsiung, C.-E., Sougrat, R., Li, K.
and Han Y.: Science., 359, 675-679 (2018)

PHfgEE Vol. 57, No. 2 (2022)





