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Research on data acquisition and 3D atomic image reconstruction algorithm

Matsushita, Tomohiro
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In order to treat the atomic resolution hologram and to reconstruct the 3D
atomic image of "3D active site", we carried out research with four subjects. [lIssue 1] "
Construction of common 3D analysis platform”. “ 3D-AIR-IMAGE™ for reconstructing 3D atomic image of
active site was developed. [Issue 2] "Development of high precision, low noise measurement system".
A measurement system of atomic resolution hologram which works on "3D-AIR-IMAGE"™ was developed.
[Issue 3] "High resolution reconstruction of 4D space". The research to speed up the calculation for

image reconstruction of a large amount of the hologram was carried out. We achieved 4,200 times
faster. [Issue 4] "Hologram data processing” The background processing

for the atomic resolution hologram and so on are developed. These developed softwares and systems
were provided to other research group and many active sites were elucidated.



1. WFZEBRAAE S D5

LT L F— WE I CHERE A L S 5 I BEDO TR (F—

HOE X fokm 75 1 3 DT BERINT 2 Z LI3E @I T T 5 Hifi T
ey bbb, ZOR— NIBMOFT-LELRLZY
ZEBUC AN -T2 0 BEE L2 LT, {EERE YA
MR TERT Do IEMEIR T A MEF v U 7 — <o,
BRI & U CHERE T D72 & HREIME DR BL
DICIT72 %, FEREFEBIME 2 N 2121X, 2o 13
DIEMESA b ORISR N LHTH Y | i1
IMREER T 7T 7 4 =32 D 3 DR OB e
Thod, WEET =0 N 2B XM Chbi L
’ T, F=R I b FRE X ME i S8 5,

BT L E— i S BT X BTE O FIc k- T

WL X RT Z'5 L WAL S, A E SR Blcha 7T A ETERT 5,
L t INERE L CEHE CHEER TS L F— FDJH

PH, [EEE 2~4 nm (2> ORI ENEHN D,
ZhERFATIEL T3 DIEMETA b ORREF B
BWOMRAZITH Z N TE 5, 3 DEEEMHEKGT
51T Barton 23 1991 4E(C 7 — U =AM HS<
EERE Lz, ZolEiEEs X#RICE LTk
L7 ETOLEEIIRE Lo =(EK), 72,
T AN =R RN R > T2k S S ET R
NX—Ru /T Ll L, EREBESMLET
D, TNSEMRRT DD, KFFRNAERFIINEFF T T 7 0 —0OH LWEtEE SPEA-
MEM(Scattering Pattern Extraction Algorithm with Maximum Entropy Method) Z#&"& L 7=,
7=V BT, T4y T A IR AOREIET, ool 1 OEB T T At
IR~ EEHEAETE D, 0, B FFAR T T 7 4 —T R—_2 EBRJHIEFRETH
HZEHIFEFELT, EHMIC T3DIEMEYA ~ Z2HET DI, EBRPITHH L, Ei~D~7
4= KNy 7 ZRRRICT HMERDH D, &I, FHIEBOMRITILE G EIC X DR FAE O
WONRZE RO MZHTH Y | KIS ISt HHEEMNT CIIRZEMBAENLE LD, &6
W2, FEEE A02 CTiHE L CW AR HEE DR ZLIC b XS T2 0 ERH H, # 2T, SPEA-
MEM #RBEIY, T X CORFHRERT 7T 7 4 — % CE 2@ 3 D7 v b7
— LS JRNZEM & E S REE 2T D T2 O DO EEE DR 1 7T A O FHA] - I R O
WETHD EEZ T, 62, LT 2R T8 &fF58EL. AWM OB AR &N
BERIZ72 DO KGR 2 — FOBRNLEIZ 25, LRGN %I X
ThHDEWETHICEST,

2. e BEM

[BREE1] #£B3IDFMNT ST v b 7+ — L DOEE

SPEA-MEM Z#¥ESETI_XTCO R—TRIEul I 7 4 —% i+ 5KEST7 v b7 4 —
LEMET D, X—7y MIEMERE Y 2T, BHE2 ~4nm, HEMHEE 10pm(E = A—
DT % 1 RN THAT A Z L2 BT, 2040 ETRER T /LT U X AORSE
FHED D, Fim, [3DIEMYA b WEDT —Z _XR—2REWEL, FioBHomR+EHT 2,
[3RRE 2] BHEER ) 4 RFHHIRBER

R 22 T8 215 5 72912/ A AR ER M E41T 5, FIEBEA02 KT G, # G & i
LTCHARBRT T AD ) A RKEENN L TE D EEERFHARERZRT 5, @ 3 DM~
Ty N7 F—AICEHBET —HEEDVIAD L OICL, BERIPTHL 74— vrn3Eonb kD
W75,

[3R7E 3] 4 DEMOFRAGETA

EREER ) A Aok n 7T AEFHTIUL. 3 DEABR O ESMEELSRIREIZ 72 5, IRAHEE
72 EODLT NIRRT EIIECERZ D720 GHEAMEE A lpm BREFE T L+ 522 BT,
£/, FEE A02 TR T OB & 28 2 2 REEFHU Gl STl . FEFfh G nz 4
DOBEHANRME LD, LnLRRG, BEN 2 [FI1272 5 ERHEEN 8 5127, Al
SRR 2, WE N2 5 LR HRERICR D, 2SR A0, RKAH RO = —
RBAR 21D 5,

[EE 4] Ar P35 L0F—& BREHT

eI OB P CBMLZRETH D, MESINE R—7R1FAe 77 5057 —% 2045
WX, Ny 7 75 g RIS O RITFEZE BB LT B ER ERITHOMERH D, 2 b
Bt C X D HN A BT 5,

3. WHEDTIL
[BRE 1] St L300t X MOFn 77 LA07 =20 A2 —tfb L THHRILT T v br—2o Y
7 NUZTERET D, Xy NIV arb L, KETART T LARWEE X AR ST A



RED R—=TFRFR0 ST LE T TEX 5 X 9121 5D,
(%%2%@&%@&%@/7%7i7&&%’m¢EML\ﬁ%ITWWLtf?yb7¢—
AETEETZ2X 51295, 2T LD, H SO TR OB O, EHE R B EN TR SN
HRFBICHIET B,

[3RRE 3] ML 2151095 LR EIX 8 Ul Bl En s, Lz~ T, /XY arTlEiRE
DEEL < 720  KRAGHRMES WA & 72 D, REIGHR %ﬁ%ﬂPUm@ﬁLﬂ%/7b%%%¢é
[BRRE 4] N> 7 7T 0 FOPEORIFRRIED PR THE Z L 12T A= NRIp B2, A~
BT DT 4T 0T — XA A BT 5,

4. HWFIERE
WD 3 >OMFFEIRE 3@ 3D fifT 77 » b
. s oo = T —LOREE || TE R, A ZFHRBZE ]
< (4D 22O BB (2N x., FElitiwF T
(e /T L0F—X BT %8000 T
T,
[RFE 1) /51 F o 3D i AeZ i —m
WZATH T2, Y7 T DT T v N7 4—
L 3D-AIR-IMAGE | % f{E L 72(X 1), Ver 0.0.1
MHBMA L, 2019 4 3 A 31 HE/ETIX, Ver
0082iffwﬁ/a/7/7L,HE%“%LKQ
IDTT vy hT7F—AhEIZ WHEFHRa T
74—@mDsw%XﬁTm7774—@nD
DYIalb—arFarssane, Fioikbe

X 1: @75~ b7 4 — A maT T EANSIRTBREFAETDLI I 0T A
EREET L LHICEEH L, £ ETOV
[3D-AIR-IMAGE] Ral—var7us T A(TMSP)OBR% % i

Wi, B AFZER L TIIS ETHOY I 2 b—

/a/fﬁﬁf%@wmﬁf@% BT 7T L0 e %ﬁjw%&ﬁéhéio (AN
MO X LR A EIT T2, BKEIIC *%@IWE&N&kE%@@W%%%%%%A?é
:&?\#ﬁmaw*ﬁ%fﬁﬁﬁﬁ/\;v~ya/ﬁ7 2oty XFH DY I 21—
ayfdﬁﬁf®nﬁ®ﬁ%ﬁﬂl¥ ﬂﬁbtﬂ%%@/\;v~ya/%ﬁzéioab
7o Wt~/ F CPU X CEEIZVI 2L —ygT&DH, YIalb—i g0 ﬂﬁb\éﬁ
T T AKX —DERITEE LT &% THEHESNTWS CIF 77 A NRZ LN ETF— 4
A—X®PDB774w_ﬁELto

3D R AERET,. 7— U A #i— 2@ Barton %, kT ho B—& I L-EHEE
(SPEA-MEM)» 6, S HICHFSE 2D T, B8 oM (Lasso) i L7z SPEA-L1 % %
L72, Barton iEIZZ ET R LX—DR N XBAa 7T 7 4 — LR a 777 4 —TEVME
FEHE CR Y EZFHETE A0, IKFHEND, I ThRETFRR S 77 4 —RH -z x L
X—DJRTRRER 7 T 7 4 —IIIEHTE 2, £9°, m@Bmmn%®7w:)xA%%
L, BHEOTAITY ZLLYD HFHEARM AR 100 FEEstAcE X olcLz1l, Zhic
VXY arT1KRUNIZR AR HEOND K DT, RIZ SHMLl%%%Lto_h
A7Vl FTHRIILEEET LI LIk > TORERTE R HAETH S, SPEA-
L1 i3/ 3k & s Tl D Lasso i~ 7-HERTH Y . [R BN BRETHD &
HPERE A S [2,8]1(% 2), 7277 L. Hifffi/e A 8\—2FEF Y o 7 TIEEIE 4 T X 9. Threshold
scaling &> Z LT, B~ R X—DEn 7 L05 THEBNFEAETEL L)k,
CTHIHREBTARR T T 7 4 —0u XA u /7 74—/ —</LE— ROFNTICFIH T,
DFETIETER» 2 BisTes 1O Mn F—/30 OIS LS 2N TE ML, b
HMREAZFHTE2 Y7 b7 7Ty b7 4—24 3D-AIR-IMAGE (3¢ E R0 7 J A #X
WA a 7T A, PSR n 7T A E 2L OFEROT — X WUEICRA ST,

Fm, 20Tl T AATEEYA T2 RX—2AB8H Y | ”ﬁ%%a%XﬁTD77A®#
HFERZFEM L7z, 2OV T =2z, ~==2 7 /b L TR Lo WO BB 25K
TWb,

[BREE 21K/ 4 XCRIEEDOAR 1 7 AOFHA - HlE% 2 HEE U 7-, gk @ [3D-AIR-IMAGE |
ETEMET DT /A8 LCHEOE X MR, S, HREFEA T T AONENAIREIZ/2 > TU
b, XA T 7 4 —OET Y E— X —FRE)C ié@ﬁmME/XTA®%%%m%L




o X AR ST 7 40— ) —< LE—
ROFRT 7 7T N800 UT-, FR 2 A
— UNBRE SN DB CIE, R OB S
CINEEEZ DB LRET S & &2 AhE
W2 U7, £7, NHFHEE D 2 T AT L&
L, o7 eSSt e S b 2 REEO N
X o7,

[325E 3] (3D-AIR-IMAGE| Ta&EfRfgrE7e
[ 2 Barton {AIC & %475 4:(/2) & SPEA- | 3D JRTROMAELLTS Z LalfBIc L7, Al
WD X D IZEE Barton 507 V3 X A%
L2 X 2B HECH) BI%E LT, & BICv LT a7 RS E1TVE
WEETE S L9 LT, 21 oot X #
A 7T LG 1018 DEFEBOR Y 2 — AEGZ AT 2012, XeonX5660 3.8GHz1 =277
X 2 REEIT 196483 BT ~7-78, PC 7 7 2% (Xeon X5660 3.8GHz6 =7 X8 /— F)T
2200 7 & 89 fizm b L7=, =Dk, Barton 51X GPU LHMENEL, kv EHICHAETE S
:&ﬁbﬁoto:VV;v—@GHM%MRMHXm%ﬁ+Ommm®%@%LT BN
5T 106 #(1853 D) F) EIEFICEEICFIRETE S Z E N o Tz, H&&IIZIE NVIDIA
TESLAV100 ## A L, fFHEEFHE T 120 HREIC @0\96:7%ﬁ®Pcmmmrf®i
FISEATIZEE N 56 %, BHFE D CPU 12~ 4,200 56 OF#b AR THZ ENTE L, Tk
D% ORB YT LEERFRTUETEX 5 K9k oT,

Artifact

z(nm)

[BRRE 4] UL FICBR%E L7 HEREZ f 514
HE, EUOFRa T T DN T TT
7 N, XFH @ ) —</)LE— KD
WET —X O, w7 T A0k
*EUD?E/—&\ KEFOE—T T 4T 4

CRDYHA Mool xR HALT
#Méhﬁfu&7A@Mﬁ%o@%
AR T 1 HOFa s T ALIT m#a
LR 3D-AIR-IMAGE & Python S5&
HEOCT T ) r—var A —Tx
— AR ETHDH, ThEMHAL TCHRE
TR s 77 —PrlEEL, U3
RGO As R—/R0 kOt A iR
<z emcxzlb (% 3),

180 <

160 -

Intensity (a.u.)

140 -

1204

O 2L ICHERDFIETHLNRD
Kot gy (1) S BRI T 2R
K 3SiHHDAs R—R2 NOWEFFa T T A LCYZ7 b7 2L, MO

PEICIRE T 2 2 L TEL DR ESS
ZENTET,

5. FaRER

(MERERmsC) (BH451F) (EHADY)

1. Fast Calculation Algorithm Using Barton’s Method for Reconstructing Three-Dimensional Atomic
Images from X-ray Fluorescence Holograms, T. Matsushita, A. Kubota, N. Happo, K. Akagi, N
Yoshinaga, K. Hayashi, Z. Phys. Chem. 230, 449-455 (2015). DOI: 10.1515/zpch-2015-0652

2. Algorithm for Atomic Resolution Holography Using Modified L1-Regularized Linear Regression and
Steepest Descent Method, T. Matsushita, Phys. Status Solidi B, 1800091-1-6 (2018). DOL:
10.1002/pssb.201800091

3. Atomic Image Reconstruction from Atomic Resolution Holography Using L1-Regularized Linear
Regression, T. Matsushita, e-J. Surf. Sci. Nanotechnol. 14, 158-160 (2016). DOL:
10.1380/ejssnt.2016.158

4. Local structural analysis of In-doped Bi2Se3 topological insulator using X-ray fluorescence holography,
K. Kimura, K. Hayashi, L. V. Yashina, N. Happo, T. Nishioka, Y. Yamamoto, Y. Ebisu, T. Ozaki, S
Hosokawa, T. Matsushita, H. Tajiri, Surf. Interface Anal. 51, 51-55 (2018). DOI: 10.1002/sia.6544

5. Individual Atomic Imaging of Multiple Dopant Sites in As-Doped Si Using Spectro-Photoelectron
Holography, K. Tsutsui, T. Matsushita, K. Natori, T. Muro, Y. Morikawa, T. Hoshii, K. Kakushima, H.
Wakabayashi, K. Hayashi, F. Matsui, T. Kinoshita, Nano Lett. 17, 7533-7538 (2017). DOI:
10.1021/acs.nanolett.7b03467

(3R] (B 170 14)

1. F2 FF#R, Three-dimensional atomic imaging of dopants using atomic resolution holography,



ICESS2018,2018 4 10 7 8 A ,W[EH - Ll (FBFFRETH).

I T, T fRReARn s 77 4 —OFBER —/ N SOSTARKEE OB, FEE R E O
WG - YEF R DL TR — R BRI RO BB ~ OIS —, B A2 v
VIRV al A 2018 43 A 24 B AL B S vo A (FRAFRRR).

TR, AN—2AE TV IR A RREAR Y T 7 4 — OSLARRG i4E, ARART
HTRME(T) MR OPEZEE LR DHIERET /A A~ SR B ORI 7 7RE G 5 6 [l
JE AR 2L — A PRERIZE S, 2017 4F 12 H 22 A R 72—F v —kr ¥
—Z B —/L (FFEH).

T. Matsushita, Principles of Atomic Resolution Holography and New Atomic Image
Reconstruction Algorithm, 11th International Symposium on Atomic Level Characterizations for
New Materials and Devices '17 (ALC' 17), 2017 4= 12 A 5 H, Kauai, Hawaii, USA ({Af5:#15H).
T. Matsushita, 3D atomic image reconstruction algorithm for photoelectron holography and x- ray
fluorescence holography, Sth International Symposium on Kumamoto Synchrotron Radiation
(ISKSRS5): Data Analysis and Data-Driven Science, 2017 4 11 A 29 H, Kumamoto Univ. (}3%F
Rl 5.

(XE Gt 1 10

L PREEMSIERM AR KFISE - 2 AR BEfE, AR (2016) p9-26.

(PEZEY PERE)
Ok Gt 1 )

L FR

P S 1 v

AL - B, BTEHR

FHERIFE « ANREEN  mEE R st v 7 —
FE¥E - HHFEF

&2 - PCT/JP2016/051742

HIREAE 2016 4F

EWNAOR] - BN, B

(& D)
R L U
http://www. 3d-activesite. jp/

6. MFFCRLRE

(1) Brgesr iR

Moy E A4 - I\ EA

1 —~F K4 : Naohisa HAPPO
B S E RN LT
R4 R SR

W - WEHGR

et de (8H1) : 30285431

e K4 - Bl B

o —< 74 : Atsushi Kubota

AT B AP FERERE4 « I BT N R
R4 EHEEA SR

W4« Bh#

et Ee 8H1) : 60305787

(2) W5t 14
st hFE R4 - HH GRS
o —~ K4 : Kengo NAKADA



