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LT, BRDWEE IREOMEZRVED Z L 2T, WEVE HIREIIEIEZ T A —4—L
L THATZEBF NIV =T VOEARETH Y, ZOEAHMENRT 2 2Rt ihm I IWiER T
Vv Vil EFEEIN D . FEWTBERS 1T EICHEVR T o v Ll O A (1 kot CEEIE] U R
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Zhu—Nakamura BiGal3 1 RO 2 REDR T > v vy VR ZERBEZ R SO Biwm TH VD, #R 20T
BEKRT e W EEFED | IRBIER, B ERE G &2 BE & &7 LTz & % O Schrodinger 2D fEHT
fif % 52 H[4-7]. BEAZE%E 1 L@ L7z & & OIEWBGERER P 1L, BEIJIT= 2L X0/ E
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ZEiE T G EIIILL FOME AKX THEET 5 2 LN TE S,
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F - F 1 i ) [? e |- i
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1 1
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b9 1 SEBEAR AL, BBHMORETH D, Zhu S 1L, Q)R HEB H A RK TER L.

A “4)

surface hopping £ TIE, By 7OHIE TR 7V =7 MY DORT ¥ ¥ /LR F— 0N R 21l
TLHLDT, TNEMET L L) ICEH = X — (EHE) 2RE LR TUIRLRV. 5 [THEE
IREEN R IIAE L L, ATRER R I e VX —E, ORGFRI Z 7T L ) IS 5.
Pk U7z Zhu—Nakamura BiiFf %235 A L 7= surface hopping 5% 3235325 LTI, Fl(i), Fz(i) , V2, Ex
EEAALFHED DG ONAWEART >y VL EZOAED RIED D UENH 5. Vi & ExIZB
LTI, RZERITIBWTLL T OBIRAD B ISR T 5.

U,-U U, +U_
S E, = (5)

Vo=

Usk URIRBVET v v (Ui>U) %K. B0 E) & B ot chs.
22 BRRTUIVIAERDOHEE

Zhu D DOPERIETIE, RO X 5 (THBAABRL 2 $EAMIH T 5 2 & TERER TOBEAEL 2 3§
5.

-1 oU. (t,)

()= R (t;)-R" (¢, ){ OR“ [Rm (6)-R" (4 )] h a;e"“ [Rm (1) =R (s )]} ©

RO iIFHDORERTOBIEE (a=x,y,2) THDH.J=1DLEIHELLFITNEN+E-ITHHIEL, T
=21 LTIz s £ 5. EOK 2 13X(6)XZHXR LEEERTH S, K 2)D &L D
WA 6 & 6 B3I TV D (BRI AT » 708K &) HAEICIE, SAAEE L R < Tl
TE5. oL, H2b)D X SRR T » 70N E L, WK T > o v VRN & 03725512
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o°U, U

8
o or ®

AG-R =

@) RUITWER T o v v L ORERICEET 5 2 B BRBN TV D, DFE D, RIEICET 25HE
HELOREEITIE, WiBART > v v VOHE OA TR MEOFERLEETN TV D, #KZ, X 2(b)D
£ O NTHAHIFNC B S <TERIEN KRN T 256 CHOEBMER AU R T 2 LN TX 5.

4 F') [b}

Potential energy
Potential energy

ty Ly ty  Time t; tz t3 Time
2 Zhu b OPERIEIZBIT DBEAAEHEE BIEMR) OBESX. EZIIIMEVR T v v L, i

BUTBER T v X v RIS J= 1, B J=2) |, RENIRT > ¥ v VAR E KT (a) K
BT 254, (b) KT 254,

3. HERELBRBAEDHR

TERIE & W RIEZR 2 DO D5y RICHT L2 BUEF RO R A T 5.1 DHDORITT Y
NR U OFRMACSOR, 2 DEDRITIE T 20 O EHEREN KIETH 5.

31 PYRVEUREREIERE

TR ANT2 OORCEBUBEATVHE (N=N) T Q Q Q
EAELESFTHD (K3) . ¥ ARITERF L OISR FEIC -
KV FEEEN LR, N T AR E EATHEZIC L
HEEAD/NE N, T RPN BMALR ST < 2
6@&6:@?%%%, BT R RN h?‘/x‘ﬁm@ﬁ\ 3 TN D B
AL (A~ b T U R BMAL) 137 = & MY, ZOWS (B
T AV ARMAL) X a O A r— L CH#EITT D 2 E NI BTV S12]. 7 o Bk
{EIISIZBE L C, Zhu S I3HERIED IR O EERE A2 LT 2 L s L72[3]. Fex X BiES A
BRICT Y RN N BMEAC S DERT — 7 BB TE L0 EERT 50O EEZFIT L.
AFaTIE, VAT U ABMICES 2K > TEORRERT.

Zhu %13 surface hopping {EDREM 725 7' 1 777 L Newton-X[13-15\ZHERIE &2 #LAGA A TR
D, x0T v s T AORMEZ T CTHRRBIELBMIELE Lz, THBUCH - T, 7Y X8
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Y OWENER T v VB L OWBVARL ORI 2 13 B LS5 H N~ 77— Molpro[16,17] &\, 6
A6 7 THIE D O R D IEPEZE M 2 5% E L7 IRRE T2 AL E B O 5 55 (SA-CASSCF) 14[18,19]
B L7z, 5 FiE OFLRITIT A ¥ 2 BJEBIECR 6-31G[20]% HV 72, Newton-X (21T EE D &1
(EFEHE R r—DITHIS LA v 2 — 7 = — AR SN TV D23, BLRF S T Molpro (2133t
i Td» 5728, Molpro D H ) Z Gt A 5 K 512 Newton-X DY — A a— RE{EIE L7z, BT K
R So D v ARITAR Y - 2 IRENILJEOIR BE & SO U 72 Wigner 021 EARGE L, 7/ XB o &4
%3 A KR T OWIEINLE & FIHEEE 2 T o 2 MSARR U CE | B TR RE S| I TRE FhAD L7tk
REZBZ =0 L L7z, LT V27 MU ZELERNDL, WiEBVRT vy LD (AU) DO/
mEmH L. Z20RICB T2 BN L2 O)XE 71Xt > THE L TOH)ROEBMHERE
BHL, 0005 1 O—ERELEE OKRNBHRN SR > T ORWT 21T o 72, BEMERNELE L K&
L S D So~h TV =7 b &Ry 7S TR TEH 2 HNTES T O ER By 4 R
L, BRHERNEEL D /NS TNEEDEE SI ORT o v vihm A iEs) 87, AT
X051 ERERE L.

4 1306k E LW BEDFNENNSESNT S OOMERTH D, MEFIZELS —H LT3
ZENDD. F1TIE N7 ARORETINRE S| OFhEHam O R R 2 FEBRIE & i LT 5.
INHDFERERMNS, TRV U EMALSITR T B IERE L M BEOHREREEIXIZIER T &
25, LnL, ETICEOFEMITERIE —H L TV 2D, ik Ha O M B,
ZORMZE L TIE, EIREFE O FIESCEIEBAER /AR —THIE, WERIEIL fewest
switches 7 /LT Y AL Z WG E EITWRERE 525 2 EDRENTVDH[3]. £ I T, fewest
switches 7 /L = U R L CHLH S AU72 b F54n O STk 2 38 2 1207 ~ 7. B IRREEH R O k% SA-
CASSCF £ b RpHE A FE LB %L (TDDFT) {EICE 2D L ERELEEH LTS, ZoZ &
O, FhEFGOFBMENMENER O 1 DI, FEWEGER T LT Y XA TIER < EFREFE O
Bl n s, MOERE LT, EBRIMWEFEF TIThizollxt L CEHRITEMEZE L
T ENEEBEL WD AREELEZXLND

1 - # 1 EFNER L RGO RS L OFERE.
0.8 PN . FEBRAE[12]
Sy E N e
- PERIE WEESR (vl o)
.E D 6
s N ENVE 167 170
o |
S 0.4 = 0.48 0.51 0.41-0.56
- Jahike Ffn (fs) 40.05 40.76 100-170
0.2
0 , 7 2 fewest switches 7 /L3 U X A CTRHE S hiEL 7
& =0 1000 . SA3-CASSCF(10,8) 10 %1 8 Bl OIFHEZER T4 2

Time / fs BT RIRRRRE S, b & te 3 R HE A T4 L7~ SA-CASSCF 1.
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Fig. 1 Schematic illustration of Si nanopowder mass-production using Ar thermal plasma jet.
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(IREY X~ Dk
277: |V----- > DO J=J1,32
278: ||V----> DO I=I1(J),I2(3)
279:
280: AS IF(X(I,J).LT. ©.5 .OR. X(I+1,3) .LT. 0.5
281: s & .OR. X(I,J+1) .LT. 0.5) THEN
282: ||| s IF(Is1(I,J).EQ.T_ISL .OR. Isl(I+1,]) .EQ. T_ISL (StEMEEZIRE : dbiEHE)
283: s & .OR. Isl(I,J+1) .EQ. T_ISL ) THEN
284: s OUTMN=0.0
285: s IF(M(I-1,3) .LT. ©.0) OUTMN=OUTMN-M(I-1,3)
286: s IF(M(I,J) .GT. ©.0) OUTMN=OUTMN+M(I,3J)
287: s IF(N(I,J-1) .LT. ©.0) OUTMN=OUTMN-N(I,J-1)
288: s IF(N(I,J) .GT. ©.0) OUTMN=OUTMN+N(I,J)
289: S OUTD=OUTMN*DT/DX/GV(I,J)
290: s IF(OUTD .GT. D(I,J)) THEN
291: s IF(M(I-1,3) .LT. 0.8) M(I-1,3)=M(I-1,3)*D(I,J)/0UTD
292: s IF(M(I,J) .GT. ©.9) M(I,J)=M(I,J)*D(I,])/0UTD
293: S IF(N(I,J-1) .LT. 0.8) N(I,J-1)=N(I,J-1)*D(I,J)/0UTD
294: s IF(N(I,J) .GT. @.8) N(I,J)=N(I,J)*D(I,J)/0UTD
295: ENDIF
296: ENDIF
297: ENDIF
298: ||V---- ENDDO
299: |V----- ENDDO

(AVNRAIVREEX v £— Y DR

277 vec ( 2): L—TD—EENRY MNUET B,
278 vec ( 2): IL—TO—EERY NULT B,
285 opt (1037): ERZEVERULCRA—DRIIERETEER/SRLTWS,
287 opt (1036): ERZEVRULTERINIMEEZSRBELTWSHEEMENH D, (nosync/nodepEIEE T NIERBE(LETTD)
291 vec ( 20): micRY NMUERAIOEREREFENH %,
292 vec ( 20): micRY MUERTDIKEFEEFRENS %,
4 FIHa—K
(IREEY X b DIk
60: REAL*8 OUTD_(IG,JG)
(&ER)
322: |V----- > DO J=11,32
323: ||V----> DO I=T1(3J),I2(3)
324: ||| A IF(X(I,J).LT. 8.5 .OR. X(I+1,]) .LT. 0.5
325: ||| & .OR. X(I,J+1) .LT. @.5) THEN
326: ||| A IF(Is1(I,J).EQ.T_ISL .OR. Isl(I+1,]) .EQ. T_ISL (EtEMEEZIRE : ibiEHE)
327: & .OR. Isl(I,J+1) .EQ. T_ISL ) THEN
328:
329: OUTMN=0.0
330: A IF(M(I-1,] ) .LT. ©.0) OUTMN=OUTMN-M(I-1,3 )
331: A IF(M(I ,J ) .GT. ©.0) OUTMN=OUTMN+M(I ,J )
332: A IF(N(I ,3-1) .LT. @.0) OUTMN=OUTMN-N(I ,3-1)
333: A IF(N(I ,J ) .GT. ©.0) OUTMN=OUTMN+N(I ,J )
334:
335: A OUTD_(I,3)=OUTMN*DT/DX/GV(I,3J)
336:
337: ENDIF
338: ENDIF
339: ||V---- ENDDO
340: |V----- ENDDO
344: |V----- > DO J=11,32
345: ||V----> DO I=I1(3),I2(3)
346: ||| A IF(X(I,J).LT. 8.5 .OR. X(I+1,]) .LT. @.5
347: ||| & LOR. X(I,J+1) .LT. @.5) THEN
348: ||| A IF(Is1(I,J).EQ.T_ISL .OR. Isl(I+1,]) .EQ. T_ISL (StEMEEZIRE : ibiEHE)
349: & .OR. Isl(I,J+1) .EQ. T_ISL ) THEN
350:
351: A IF(OUTD_(I,J) .GT. D(I,J)) THEN
352: 0UTD=D(I,3)/0UTD_(I,3)
353: A IF(M(I ,J ) .GT. @0.0) M(I ,J )=M(I ,J )*OUTD
354: A IF(M(I-1,] ) .LT. @.0) M(I-1,] )=M(I-1,] )*OUTD
355 A IF(N(I ,3-1) .LT. ©.8) N(I ,3-1)=N(I ,J-1)*OUTD
356: A IF(N(I ,J ) .GT. @.@) N(I ,3 )=N(I ,J )*OUTD
357: ENDIF
358:
359: ENDIF
360: ENDIF
361: ||V---- ENDDO
362: |V----- ENDDO

(AVRAILBERBELX v E—Y Dk
322 vec (  1): IL—T2@FEERY NS S,
323 vec (  1): IL—T2HFERT NS 3,
344 vec ( 1): L—T2EFEEXRY MNUET B,
345 vec ( 1): IL—T2HFEEXRY NS S,

5 R MUk a—R
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#3 ¥#Ha—Fo FTRACE ¥k

[#1890— K]
PROC.NAME FREQUENCY EXCLUSIVE AVER.TIME MOPS
TIME[sec]( % ) [msec]

total 5 3395.405(100.0) 679081.09 14618.7

MFLOPS V.OP AVER.
RATIO V.LEN TIME MISS MISS CPU PORT NETWORK

flood100 1 3395.271(100.0)3395270.83 14618.1 6206.6 97.83 198.2 1665.816 0.022 163.245 27.664 229.810 53.30
init 1 0.134( ©0.9) 134.439 29316.9  3580.7 99.75 255.9 0.134 ©0.000 ©0.000 0.004 0.004 0.01
output 3 0.000( 0.0) 0.064 160.2 0.0 1.92 74.0 0.000 0.000 0.000 0.000 0.000 0.00

6206.5 97.83 198.2 1665.950 0.023 163.245

VECTOR I-CACHE O-CACHE BANK CONFLICT ADB HIT

ELEM.%

27.668 229.814 53.29

#F4 N7 b2 — RO FTRACE 1E#

[RT MBI —R]

PROC.NAME FREQUENCY EXCLUSIVE AVER.TIME MOPS  MFLOPS V.OP AVER. VECTOR I-CACHE O-CACHE BANK CONFLICT ADB HIT

TIME[sec]( % ) [msec] RATIO V.LEN TIME MISS MISS CPU PORT NETWORK ELEM.%
flood100 1 1850.736(100.0)1850736.14 27222.3 11498.7 99.53 198.6 1706.915 0.013 0.211 26.722 243.202 52.91
init 1 0.135( 0.90) 134.952 29205.6 3567.1 99.75 255.9 0.135 0.000 0.000 0.006 0.005 0.01
output 3 0.000( ©0.0) 0.065 158.2 0.0 1.92 74.0 0.000 ©0.000 ©0.000 0.000 0.000 0.00
total 5 1850.871(100.0) 370174.25 27222.5 11498.2 99.53 198.6 1707.049 0.014 0.211 26.729 243.207 52.91

#5 IF XHEEa— RO FTRACE 1H#

[TF3CEEZO— K]

PROC.NAME FREQUENCY EXCLUSIVE AVER.TIME MOPS  MFLOPS V.OP AVER. VECTOR I-CACHE 0-CACHE BANK CONFLICT ADB HIT

TIME[sec]( % ) [msec] RATIO V.LEN TIME MISS MISS CPU PORT NETWORK ELEM.%
flood100 1 9946.668(100.0)9946668.215 27367.2 12425.3 99.60 202.2 9232.460 ©0.225 0.547 327.191 932.144 55.50
init 1 0.273( ©0.9) 273.275 29229.4 1762.1 99.44 255.9 0.273 0.000 ©0.000 0.031 0.014 0.00
output 3 0.116( 0.0) 38.760 26325.1 1.0 98.29 256.0 0.116 ©0.000 ©0.000 0.006 0.019 0.00
total 5 9947.058(100.0)1989411.554 27367.2 12424.9 99.60 202.2 9232.849 0.225 ©.547 327.227 932.178 55.50

6 Mhmetbi (WMo — R, X7 bEOXS - diEE

IF 3G E#a— FOXL : HA2T)

B [sec]

HHVERE [GFlops]

FATRER (%] EERT FUEE (%] EEXRI PVE

a— K 3,395 6.21 9.0 97.83 198.2
N7 pUERa - R 1,850 11.50 16.7 99.53 198.6
IF &g a—F 9,947 12.42 18.0 99.60 202.2

ERTRE “S” BMEhTnwd, Rt Ay -
25 291 47H B KO 292 17 H QMBI HRAZBILR D B 5
728, DO V=T EEDRT ML RAT & 72 - T W
B2 nb,
FAEEDONRY ML ERRHET 27212, 1. KIFR
RO D ZEAENEF DEHE, 2. )L— T 4E L AR5 O
WA, BiFolz, H5IZRZ MLBEa— FOfHEY
A bDO—ERT,
HAFBRIZE D R MVEAIRAITH - 72, 291 17
HoOEB %212, 292 7HOWHEZHTIZIT D & 51T
R % ZH (FhEh 354 f7H & 353 4THIZ) L7z,
WIZ, V=T 3E %4752 TDONV—THD IF X
X DM EDOEBAERS L. 3280 IBRT b
WALD I %2175 Z e WA[fE L o Tze V— T HE%
175 7201280 DO L — 7 TRE 2 R B % Bk
D DO N— T THRAFT % 7= DIEZERS] OUTD_%
AUTz,

33 IFXDHEEICLZEEL

SX-ACE Tl DO V=D IF XIZ2W\WTik, &
P HEDNTRYZ MV A Y ZERR L. BHEIZDOWT
WEARKD IF XOEEIZh Db S5 THAZ2/TS, DO
W— TOEFKTHRIZIF XEBELZRT V< A
20Z&0, IF PELBRLEAEFEROAEZANTTEZ
TR MVEEAREE LTWS, ZOZehs, K
5028 WT DO IV— T TR L T 5 HBEMEEZ BE
THIF X (326 f7HB XU 348 17H) 2MET 5, T
nbhbHARTENEE UTHET S Z & THEIMERE
DWEVIATFTE 5,
3.4 MERELLER

~RZ7 MU 3 — RO FTRACE #% £ 412, %t
KREeTHAHEHBERET S IF XEHEL, HAR
Tz oWTHEZ2FT>72 2 D FTRACE [E#H%z2% 5
WY, 2, I — R, R Mg a—- N &
O IF O ERBO 3 — KoM E £ 6 12K,
A2 — R TIEH R MR 97.83% TH -



[EEKIBEREFIEE D720 O 2 KITLERE] - Fo

SX-ACE [l s# b3 & O MPI 3E511b

Tedd, V—TE L EHBNET DEEIZ L BT Mk
&0 99.53% i B Uz, F7z, EHESEEERET
% IF XERHELZZ LT, HREPEHLILEEH S H
ARe 17 o 72 - DI HEBERFFIIR L T W3 5, 5
FhRIZ 16.7% 25 18.0% 2 ELAZZ 05, H
AetrzyIal—rard a5kl FXEEeg
DI—RDO/DBEETHDZ B0 h5, AHa—F
S B MERE I BIGIZEBE VRO K b, EhE
N1.8f%5 2052 EKT 5N TEL,

4 MPIS473VIC&BHFE

4.1 WHMEHE

Wz, R MUEB KO IF X #E U - fodfka—
RO MPI 7477 VI & 25tz fT> 72, 5EIA
EHEE 3 2R U7z J AEIZDWT 1 IRGTEDE 21T,
B7O L ATHEINZHEHRIZOWTHREZIT- 72
BT, MO T - XEEET S, T XEEICTIX
MPI_SENDRECV % ffif U7z, HEMERIIAKR T
2K Tk A5 MPLLGATHERV % H\WT%%
BU. XM FIV RO 7 74 v LTEHEEHLEIT,
4.2 WHMEI— N OEBERFELLLE

MPI 94 7 Vi k2 MF{b & To7za— F&5%E
FTURRERER TITRT,

SX-ACE iZB\WTIE, 128 I 7 & H\W /-5 E T IX
BIRFEAT & IR U CE AR I TR 78 A5 o MERE Mk
SNz, W T T HUT K T B M F M RE IXIRAE D
68% FETH 2D T, WEMSOEEZEIZED X
572 2 EREM LE2HAAD FETH S,

F 72 LX406Re-2 1IZH T 120 a7 2 W\ 72415
FTRBERFELT L IR L T 8 73 (50 MERER EAYA S 1
7zo SX-ACE (128 27) & LX406Re-2 (120 27) ®
PR A RELLIZHY 3.8 5 TH B 05, AR TIX
#1585, SX-ACE OFEXMMREDE X BRI iz,

T R EH N B R Y 1 B C Y T 5
14,400 A5 v FTir->7=D T, BRI 4 Ho2
Y35 1,382,400 A5 v T OHEHE 21T > 54 DR
Rk, SX-ACE (128 2 7) 128 \WTIZH 3.4 KrfE
LHEIND,

5 F&ob

AT TREPOKUEE R EZHEE D7D 2 oG
B L 3 — N SX-ACE [ fuifk B & O MPI
WFAE D HEHZ DN TR AT,

S FERL 2R PIEB X O IF X&HET 5K
WALz & b, SX-ACE iI28WTH 9% TH - 7= FE47%

7 WHHba— FOEERRLE (N4% : HAzL)

GIRCE iRl HE 2 T TSR] [sec]
SX-ACE =L 1 9,946
SX-ACE Flat MPI  128(32 / —F) 128

LX406Re-2 U 1 53,901
LX406Re-2  Flat MPI 120(6 / — k) 739

REMNIS% FTEENT AN TE=, £/2, MPI
T4 T IV & BAEHAIZ LD 128 2T & W75
FIT TR, BIREITOR 78 £ DVERER LAE 5 Nz,
REOMFTIZBETZ 7V Y Ry 1 X
lkmx1lkm TH > 720, ZOREE T, W &
(ZE 72 R K R D BEARIR IR & & T KT B
EINTEIE o7z, SEl Y 250mx 250m DR A
EHAMRRETRITTEDL L DIl 2722 2T, #iE
HOM TR ROZYYEN W LY 25 L FAFIC, Rt
FHREIZOWTHMHANT HZ LW gEe o7z,
FHEHE D) EIZ & D Bx RS E T DR R B HEE
TITBILEWBB L7205, SRIEBKED
a0 HE LA K BRI LI K BB A FE L 72
figir (3], KT Z SR A AR, INRRAR T
L BEEREDY 2L OME [4] & SR E TEIET
5FETH S,

S #1% MPL@EE O bz 2z oW m#fh %17
W, MHAFOWIEEEONEZ L BT 25 TFETH 5,
BAN—Y A TV ALV R —DKREBRIFEE Y 2
F LN, FIAEOMEREO TR =012, 5
& EE AL HEERT 2R B B D MO FrfE CdH B,

SE Xk

(1] [t 2@ AR KRR A~ = 2 7L (%),
2005.

(2] FHHt, NEFEES, BEURIER, NEROKH - MR
Y, R EE D S PUKBEHEE B L O DRk
Zib, TARFEFSCE, Vol.70, No.4, pp.1501-
1506, 2014.

(3] MYEZR—BB, JIDEGER, R, JURIER, BIR
Mo, Rk, HERIRBEAL I S 2 E DR K
WEAAAL, HIBRBRBEY VR YD ARG SUE,
vol.15, pp.155-160, 2007.

(4] PREPREZE, IR, IesE, ANEROKHEE, 1B,
LM%, FR/NGEE W72 8 G K S E R
HHONRHEE, EARZRHRCE BL OKLY),
Vol.73, No.4, 1.139-1.144, 2017.
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