(AILER#RERTHITELEIRHESSR)
HFIEER

BT EA Gk TR

(WG 7RI Tl K2 CGRYID 3K B8 5K A58 B X E s ie s FE24BE, | RIRYI 518055)

A FEME BAF AR (NI TR T WAL AR s 5 w2, SRBER T
PP SCHESC TR S50 5 73 #r i) Python J5ACHY . & FERA CR BT FC R 0w W LB @ W B2, O v
BRPIRNEMR AT T 55 FIRSC O S A PRURE I BARA Y o el 2, AR R R o

TN TR REBOAR LT 5 T 5L 2 SER ) 45 S 3R

CNEHE A= R B R R it 5 N ) e a8 Be ik, R B

TR SO R (S S S SRS . AR EE M L, e O — RIZ ARSI . ThRESRSL AR

Be, Wi CIARRCE . BT R R O ALY

IR T Kot Ab 35 m] WAL S5 S B 4 1l i

KRB ARSI AT 0 ZE R REAN SO B, A TR H BEAR . B SCRiE—BIF RAI

Table S1 - FL&EHIMEK

from pyscf import gto, scf

# 5\ PySCF JEH ] gto (/3T 45K Fl scf (H
BTHED B

mol = gto.M(atom='O 0 0 0; HO0 1 0; HO 0 1,
basis='ccpvdz")

# AN TG, 8T B LR B ANk
H

# X B e T —ANKS T (O-H-H) , AR FIER
o PIANERT AT y B z Bl b

# 1] cc-pvDZ F:41

mf = scf. RHF(mol)

# f17 RHF (FR#(: Hartree-Fock) 8% %, H
TiITEBRIE

from  pyscf.geomopt.geometric_solver  import

optimize

# AU AR (0 LT AL SR A 5%

mol_eq = optimize(mf, maxsteps=100)

# A5 LA SR g 2 6 o0 11847 T LT A4k
# maxsteps Z 535 & S KA AP ECH 100

print(mol_eq.tostring()) 4= A A0 BE 2= A2 BRI 1]

# TR E I 2 1 LA A 7Y

mol_eq.tofile('optimized_structure.xyz')

# KA A 7 T S5 R DR AF D XY Z 1 X0

Table S2 & FHi#

from pyscf import gto, scf

[ # S\ PySCF FEtif) gto (53 F45H6) Al sf (F1 |

W RVE Tl KR YA X 5 i TR H (RS HE 20 i i ) (W H %5 : HITSZERP22009)
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“JE4E, Email: jiazhou@hit.edu.cn



WA B

from pyscf.tools import cubegen

# M pyscfitools 13 N\ cubegen #ibk, FFERK
SEOTARSCAE CHH T AIRAL 70 FHUE 5545 2D

mol=gto.M(atom="optimized_structure.xyz,

basis='ccpvdz')

# EX T, MUEER XYZ SO s
45

mf = scf. RHF(mol).run()

—

# 1247 RHF (PRI Hartree-Fock) 1%

homo_index = sum(mf.mo_occ > 0) - 1

lumo_index = homo_index + 1

# HOMO & 55 — ANl b HiE i i
#LUMO J& 2 — MR # b H fhiE

cubegen.orbital(mol, 'homo.cube', mf.mo_coeff]:,

homo_index])

# £ HOMO [R)57 77 k&% s S04

cubegen.orbital(mol, 'lumo.cube', mf.mo_coeff[:,

lumo_index])

# AR LUMO 5L )5 ¥ s S

print(f"HOMO index: {homo index}")
print(f"LUMO index: {lumo_index}")

# TRV S 47 THUE (HOMOD [ 5]
# ATEVRARA L9 > TH10E (LUMO) [IZ 5]

Table S3 HEEH

import numpy as np
import matplotlib.pyplot as plt

# S\ NumPy &, FH5H Ay
%N np.

# 5 N Matplotlib JE (¥
pyplot #idk, FH¥gHixa A
plt.

from pyscf import gto, scf

# M PySCF EH SN gto 5
PeCH T Lo F 45D A sef
B CHHFRHMT BB 5D

def scan_oh _bond_lengths():

#oE X — N & A
scan_oh_bond lengths ) B
ﬁo

angle = 104.5 # € H-O-H # 1N

angle rad = np.deg2rad(angle) 104.5 & OKIBEA) I
NN

bond lengths ohl = np.linspace(0.8, 1.2, 10) bond lengths oh2 = | # WE M O-H #K[MiE

np.linspace(0.8, 1.2, 10) i, AN A

energies=np.zeros((len(bond lengths ohl), len(bond lengths oh2)))

ohl values=1]]

oh2 values=1]]

# TEflRE A

for 1, bll in enumerate(bond lengths ohl):
for j, bl2 in enumerate(bond lengths oh2):

# WP O-H KAS

hl x=0.0
hl y=0.0

# ORI M H
J5 [ A8 AR




hl z=bll # SR T E 7R B (0, 0,

0)

# FE - H ETAE z #i b
h2_x =bl2 * np.sin(angle rad/ 2) # N H R xz Tl
h2 y=0.0 W, 5 z #ifRMAN 104.5
h2_z=-bl2 * np.cos(angle rad/2) 553
mol = gto.M( # F TR

atom=f'O 0 0 0; H {h1_x} {hl y} {hl z}; H {h2 x} {h2 y}
{h2_z}",
basis='ccpvdz')
mf = scf. RHF(mol).run() # I B %775 (RHF) i
energies[i, j] = mf.e_tot HiesE
ohl values.append(bll) # {PfitRE &
oh2_values.append(bl2)
With open("potential energy surface 2d.txt", "w") as f: # R AF AR B fE & B
f.write("O-H1(A) O-H2(A)  Energy(Hartree)\n") A

for bll, bl2, e in zip(oh1_values, oh2_values, energies.flatten()):
fowrite(f" {bl1:.3f} {bl2:.3f} {e:.8f}\n")

X, Y = np.meshgrid(bond lengths ohl, bond lengths oh2) # 2| ERE R
plt.contourf(X, Y, energies, levels=50, cmap="viridis')
plt.colorbar(label='"Energy (Hartree)')

plt.xlabel("O-H1 bond length (A)")

plt.ylabel("O-H2 bond length (A)")

plt.title("2D Potential Energy Surface for O-H Bond Lengths")
plt.show()

scan_oh_bond_lengths() # PAT R R

Table S4 #8853

import numpy as np # FA NumPy E, FF¥H 4744 np.
import pandas as pd # 3 Pandas JE, FHI¥H A4 N pd.
import matplotlib.pyplot as plt # 5\ Matplotlib /& H 1] pyplot F L, FHKf
from sklearn.model_selection import train_test split HAr 4N plte
from sklearn.preprocessing import StandardScaler # M Scikit-learn &£ H1 5 A\ train_test_split bR
from tensorflow.keras.models import Sequential o
from tensorflow.keras.layers import Dense # M TensorFlow FEH'I#] Keras fHF A
from tensorflow.keras.optimizers import Adam Sequential 2.

# M Keras FEH1 3 A\ Dense )z o

# M Keras FEH1 3N\ Adam {4625
Z 0=38 # ER TP
Z H=1 # AR TP




def
bond length oh2, angle degrees):

calculate_coulomb matrix(bond length ohl,

# THE AR HERE

angle rad = np.deg2rad(angle degrees)

# KB RO IR

hl x=0.0
hl y=10.0
hl z=Dbond length ohl

# TR T AR
# AR FIEEEE (0,0, 0)
# BE—ANAETFE 2 #i b

h2 x =bond length oh2 * np.sin(angle rad/?2)
h2 y=10.0
h2 z=-bond length oh2 * np.cos(angle rad/?2)

# I OANRETE xz2 FEN, 5 z ik
f1’N angle degrees

R_O =np.array([0.0, 0.0, 0.0])
R_H1 =np.array([hl_x, hl_y, h1 z])
R_H2 =np.array([h2 x, h2 y, h2 z])

# JR AR

dist_ohl = np.linalg.norm(R_O - R _H1)
dist_oh2 = np.linalg.norm(R_O - R_H2)
dist h1h2 = np.linalg.norm(R_H1 - R_H2)

# TR T A ER R

M = np.zeros((3, 3)) # R A
M[0, 0] =0.5*Z O **2.4 # AR TR TR
M[1,1]=0.5*%Z H**2.4 # H—ADEET AT ER
M[2,2]=0.5*%Z H**2.4 # AR TR TR
M[0, 1]=Z O *Z H/dist ohl # AR — A BAEH
M[1, 0] = M][0, 1]
M[0,2]=Z O *Z H/dist_oh2 # SRS AN A ELAE
M[2, 0] = M[0, 2]

[

M[1,2]=Z H*Z H/dist_ h1h2
M[2, 1]=M[1, 2]

# PI A EAE

return M

# MR EPIRE AR E M OE

try:
data= pd.read_csv("potential energy surface 2d.txt",

sep="\s+')

print("SCAFELHUR T ! )

print("%1 %", data.columns)
except Exception as e:

print("SCAFEEBURIMG, TR A SO F AR B 3.
®ELE: " e)

exit()

# I

required_columns = ["O-H1(A)", "O-H2(A)",

"Energy(Hartree)"|

if not all(col in data.columns for col in required _columns):
print("F A AVLHES, IERE A4 )
print("4H %1 44", data.columns)

print(" 7% Z 151 44", required_columns)

# KAESIA AR ILA




exit()

X=T]
for _, row in data.iterrows():
bond length ohl = row["O-H1(A)"]
bond length oh2 = row["O-H2(A)"]
M = calculate coulomb matrix(bond length ohl,
bond length oh2, angle degrees=104.5)
X.append(M.flatten())
X = np.array(X)

# THEPEARIERE I T R

y = data["Energy(Hartree)"].values

# SRR

X train, X test, y train, y test = train_test_split(X, vy,
test_size=0.2, random_state=42)

# R EEE SR NI ZREE AT 1 AR

scaler = StandardScaler()
X train = scaler.fit_transform(X_train)
X _test = scaler.transform(X _test)

# PRAEALH ARFE

model = Sequential([
Dense(64, activation="relu', input_shape=(9,))
Dense(64, activation="relu'),

Dense(64, activation="relu"),

# KT L X AR TR

#OINE, 9 MFE (3x3 FEABHEFER)
# [FRIZE

# BRBZ

Dense(1) # Mz, 1AM (BRED
D

model.compile(optimizer=Adam(learning_rate=0.001), # YA Y

loss="mse")

history = modelfit(X train, y train, epochs=200, | # IIZxix T

batch_size=32, validation_split=0.2)

test_loss = model.evaluate(X test, y_test)
print(f'Test Loss (MSE): {test loss}")

# VEREH

x1 = np.linspace(0.8, 1.2, 100) #O-HI K JEH
x2 = np.linspace(0.8, 1.2, 100) # O-H2 #KJu
X1, X2 = np.meshgrid(x1, x2)

X grid=T]
for bll, bl2 in zip(X1.ravel(), X2.ravel()):
M = calculate coulomb matrix(bl1, bl2,

angle degrees=104.5)
X _grid.append(M.flatten())
X grid = np.array(X_grid)
X grid scaled = scaler.transform(X_grid)
y_pred=model.predict(X grid scaled).reshape(X1.shape)

# A AR TN 4 Be 1

plt.figure(figsize=(10, 8))
plt.contourf(X1, X2, y_pred, levels=50, cmap="viridis')
plt.colorbar(label="Predicted Energy (Hartree)')

# il %Ee




plt.xlabel("O-H1 bond length (A)")

plt.ylabel("O-H2 bond length (A)")

plt.title("Neural Network Fitted Potential Energy Surface
(Coulomb Matrix Descriptor)")

plt.show()

plt.figure(figsize=(8, 6))

plt.plot(history.history['loss'], label="Training Loss'")
plt.plot(history.history['val loss'], label="Validation Loss")
plt.xlabel('Epochs')

plt.ylabel('Loss (MSE)")

plt.title("Training and Validation Loss')

plt.legend()

plt.show()

# LI Zrdi ok i 2

Table S5 %88 T K FIHE B XS B (0¥

0-H1(A) 0-H2(A) Energy(Hartree)
0.8 0.8 -75.95386365
0.8 0.844 -75.97178784
0.8 0.889 -75.98098876
0.8 0.933 -75.98369829
0.8 0.978 -75.98160356
0.8 1.022 -75.97598569
0.8 1.067 -75.96781973
0.8 1.111 -75.95784831
0.8 1.156 -75.94663713
0.8 1.2 -75.93461708
0.844 0.8 -75.97178784
0.844 0.844 -75.9898456
0.844 0.889 -75.99918025
0.844 0.933 -76.00202401
0.844 0.978 -76.00006379
0.844 1.022 -75.99457992
0.844 1.067 -75.98654638
0.844 1.111 -75.97670461
0.844 1.156 -75.96561912
0.844 1.2 -75.95371973
0.889 0.8 -75.98098876
0.889 0.844 -75.99918025
0.889 0.889 -76.00864905
0.889 0.933 -76.01162737




0.889 0.978 -76.00980152
0.889 1.022 -76.00445092
0.889 1.067 -75.99654843
0.889 1.111 -75.98683432
0.889 1.156 -75.97587205
0.889 1.2 -75.96409052
0.933 0.8 -75.98369829
0.933 0.844 -76.00202401
0.933 0.889 -76.01162737
0.933 0.933 -76.01474019
0.933 0.978 -76.01304803
0.933 1.022 -76.00782932
0.933 1.067 -76.0000558

0.933 1.111 -75.99046673
0.933 1.156 -75.97962465
0.933 1.2 -75.96795769
0.978 0.8 -75.98160356
0.978 0.844 -76.00006379
0.978 0.889 -76.00980152
0.978 0.933 -76.01304803
0.978 0.978 -76.01148803
0.978 1.022 -76.00639894
0.978 1.067 -75.99875153
0.978 1.111 -75.98928417
0.978 1.156 -75.97855862
0.978 1.2 -75.96700243
1.022 0.8 -75.97598569
1.022 0.844 -75.99457992
1.022 0.889 -76.00445092
1.022 0.933 -76.00782932
1.022 0.978 -76.00639894
1.022 1.022 -76.00143631
1.022 1.067 -75.99391135
1.022 1.111 -75.98456168
1.022 1.156 -75.97394846
1.022 1.2 -75.96249879
1.067 0.8 -75.96781973
1.067 0.844 -75.98654638
1.067 0.889 -75.99654843
1.067 0.933 -76.0000558




1.067 0.978 -75.99875153
1.067 1.022 -75.99391135
1.067 1.067 -75.98650446
1.067 1.111 -75.97726787
1.067 1.156 -75.96676232
1.067 1.2 -75.95541455
1.111 0.8 -75.95784831
1.111 0.844 -75.97670461
1.111 0.889 -75.98683432
1.111 0.933 -75.99046673
1.111 0.978 -75.98928417
1.111 1.022 -75.98456168
1.111 1.067 -75.97726787
1.111 1.111 -75.96813933
1.111 1.156 -75.95773643
1.111 1.2 -75.94648566
1.156 0.8 -75.94663713
1.156 0.844 -75.96561912
1.156 0.889 -75.97587205
1.156 0.933 -75.97962465
1.156 0.978 -75.97855862
1.156 1.022 -75.97394846
1.156 1.067 -75.96676232
1.156 1.111 -75.95773643
1.156 1.156 -75.9474309

1.156 1.2 -75.93627205
1.2 0.8 -75.93461708
1.2 0.844 -75.95371973
1.2 0.889 -75.96409052
1.2 0.933 -75.96795769
1.2 0.978 -75.96700243
1.2 1.022 -75.96249879
1.2 1.067 -75.95541455
1.2 1.111 -75.94648566
1.2 1.156 -75.93627205
1.2 1.2 -75.92519987
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