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1. Illustrative schemes for the First and the Second part of the algorithm 

	1.1 First Part
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	1.2 Second Part
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2. Figures of more diagrams

2.1 Case (a) 
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Supplementary figure 4


Supplementary figure 5
Convergence of (-Rmoduli_sequential and (-Rmoduli_differential in case (a) for the three structures. The (-Rmoduli indices are consistent with the corresponding (-MPE’s.
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Supplementary figure 6
E-MPE in case (a) for the three structures. For the largest strusture (Pn1a) the second part of the algorithm (S eq. coupled with R minimization) is activated for just one iteration cycle to lower the E-MPE value after the 20th iteration cycle. 
2.2 Case (b) 
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Supplementary figure 7


Supplementary figure 8
Convergence of (-MPEsequential and (-MPEdifferential in case (b) for the three structures. For the centrosymmetrical structure ‘Sigi’ the discrete character of the correct phases (0 or () may cause a computational problem which is overcome by a large number of iterations (131).
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Supplementary figure 9


Supplementary figure 10
Convergence of (-Rmoduli_sequential and (-Rmoduli_differential in case (b) for the three structures. 
2.3 Case (c)
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Supplementary figure 11:

Convergence of (-Rmoduli_sequential in case (c) for the three structures.
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Supplementary figure 12

Convergence of (-Rmoduli_differential in case (c) for the three structures.
3. Figures of diagrams showing the convergence for Tcnq structure with decreasing given information (cases(a), (b) and (c))
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4. Data of unpublished Tcnq structrure

Titl TCNQ

cell 8.029 7.323 13.565 96.8 79.1 114.8

symm p 1

unit s 4 n 8 c 29

S1      1   0.00000  -0.20850  -0.54020

S2      1  -0.14962  -0.48465  -0.48097

S3      1  -0.55597  -0.71923  -0.47963

S4      1  -0.16306   0.01878  -0.63372

C25     3  -0.18432  -0.18532  -0.57527

C26     3  -0.35512  -0.34764  -0.55450

C27     3  -0.35625  -0.50526  -0.50908

C28     3   0.07521   0.18909  -0.63247

C29     3  -0.48149  -0.86169  -0.41404

C1      3  -0.86111  -0.48058  -0.16491

C2      3  -0.82707  -0.52169  -0.07235

C3      3  -0.95721  -0.55881   0.01088

C4      3  -1.13452  -0.55701   0.00948

C5      3  -1.16994  -0.51796  -0.08380

C6      3  -1.03882  -0.48105  -0.16756

C7      3  -0.72477  -0.43877  -0.25054

C8      3  -0.75600  -0.39515  -0.34230

C9      3  -0.54680  -0.43452  -0.24949

C10     3  -1.26756  -0.59136   0.09574

C11     3  -1.44629  -0.59368   0.09637

C12     3  -1.22799  -0.61598   0.18946

N1      2  -0.78358  -0.35828  -0.41689

N2      2  -0.40256  -0.42992  -0.24640

N3      2  -1.59036  -0.59689   0.09690

N4      2  -1.19127  -0.63177   0.26483

C13     3  -0.20955   0.00204  -0.10238

C14     3  -0.17950  -0.04151  -0.00863

C15     3  -0.31473  -0.08120   0.07283

C16     3  -0.49073  -0.08032   0.06844

C17     3  -0.51978  -0.03334  -0.02509

C18     3  -0.38585   0.00541  -0.10696

C19     3  -0.07348   0.03770  -0.18645

C20     3  -0.09744   0.07810  -0.28121

C21     3   0.10209   0.03575  -0.18399

C22     3  -0.63293  -0.12716   0.15070

C23     3  -0.80703  -0.12355   0.14699

C24     3  -0.61465  -0.18626   0.24254

N5      2  -0.11349   0.11102  -0.35940

N6      2   0.24483   0.03543  -0.18306

N7      2  -0.94740  -0.12029   0.14521

N8      2  -0.60500  -0.23566   0.31673

REMARK following data: h  k  l and experimentally observed |E|

  -3   1 -16    1.75

  -2   1 -16    1.63

  -1   1 -16    2.25

   0   1 -16    0.54

  -4   2 -16    0.84

  -3   2 -16    1.21

  -2   2 -16    0.48

  -1   2 -16    0.79

  -3   3 -16    0.49

  -2   3 -16    1.21

  -5   1 -15    0.84

  -4   1 -15    0.97

  -3   1 -15    1.89

  -2   1 -15    0.85

  -1   1 -15    1.37

   0   1 -15    1.02

   1   1 -15    0.32

  -5   2 -15    0.92

  -4   2 -15    0.83

  -3   2 -15    1.48

  -2   2 -15    0.98

  -1   2 -15    0.95

   0   2 -15    2.01

   1   2 -15    0.52

  -5   3 -15    0.99

  -4   3 -15    1.15

  -3   3 -15    0.54

  -2   3 -15    0.61

  -1   3 -15    0.87

   0   3 -15    0.84

  -5   4 -15    1.03

  -4   4 -15    0.64

  -3   4 -15    1.20

  -2   4 -15    0.65

  -1   4 -15    0.89

  -6   1 -14    0.60

  -5   1 -14    0.40

  -4   1 -14    0.10

  -3   1 -14    1.12

  -2   1 -14    1.43

  -1   1 -14    0.65

   0   1 -14    0.54

   1   1 -14    0.70

   2   1 -14    0.79

   3   1 -14    0.84

  -6   2 -14    1.26

  -5   2 -14    0.50

  -4   2 -14    1.20

  -3   2 -14    0.87

  -2   2 -14    1.40

  -1   2 -14    1.02

   0   2 -14    0.68

   1   2 -14    1.06

   2   2 -14    0.59

  -6   3 -14    1.13

  -5   3 -14    0.61

  -4   3 -14    1.28

  -3   3 -14    0.64

  -2   3 -14    0.56

  -1   3 -14    0.41

   0   3 -14    0.58

   1   3 -14    0.85

  -6   4 -14    0.85

  -5   4 -14    1.39

  -4   4 -14    0.79

  -3   4 -14    1.42

  -2   4 -14    0.55

  -1   4 -14    0.16

   0   4 -14    1.35

  -5   5 -14    0.80

  -4   5 -14    0.63

  -3   5 -14    1.08

  -2   5 -14    1.32

  -6   1 -13    1.22

  -5   1 -13    0.51

  -4   1 -13    1.23

  -3   1 -13    0.86

  -2   1 -13    0.92

  -1   1 -13    0.34

   0   1 -13    0.41

   1   1 -13    0.61

   2   1 -13    1.10

   3   1 -13    1.16

  -7   2 -13    1.43

  -6   2 -13    0.76

  -5   2 -13    0.62

  -4   2 -13    1.44

  -3   2 -13    1.68

  -2   2 -13    1.37

  -1   2 -13    1.10

   0   2 -13    1.05

   1   2 -13    1.35

   2   2 -13    1.10

   3   2 -13    1.60

  -7   3 -13    0.81

  -6   3 -13    0.67

  -5   3 -13    0.18

  -4   3 -13    0.70

  -3   3 -13    0.30

  -2   3 -13    0.54

  -1   3 -13    0.81

   0   3 -13    0.34

   1   3 -13    1.49

   2   3 -13    0.44

  -7   4 -13    2.62

  -6   4 -13    0.45

  -5   4 -13    1.55

  -4   4 -13    0.85

  -3   4 -13    0.71

  -2   4 -13    1.39

  -1   4 -13    0.59

   0   4 -13    1.22

   1   4 -13    1.16

  -6   5 -13    0.16

  -5   5 -13    0.22

  -4   5 -13    1.12

  -3   5 -13    0.53

  -2   5 -13    1.26

  -1   5 -13    0.24

   0   5 -13    0.65

  -5   6 -13    0.83

  -4   6 -13    1.32

  -3   6 -13    1.29

  -7   1 -12    0.62

  -6   1 -12    0.34

  -5   1 -12    0.70

  -4   1 -12    0.82

  -3   1 -12    1.32

  -2   1 -12    0.62

  -1   1 -12    1.61

   0   1 -12    2.02

   1   1 -12    1.11

   2   1 -12    0.70

   3   1 -12    1.10

   4   1 -12    0.36

  -7   2 -12    1.13

  -6   2 -12    1.26

  -5   2 -12    0.24

  -4   2 -12    1.72

  -3   2 -12    0.92

  -2   2 -12    1.59

  -1   2 -12    1.54

   0   2 -12    0.81

   1   2 -12    0.71

   2   2 -12    1.38

   3   2 -12    1.17

  -7   3 -12    0.71

  -6   3 -12    1.27

  -5   3 -12    0.07

  -4   3 -12    2.22

  -3   3 -12    0.94

  -2   3 -12    0.97

  -1   3 -12    0.08

   0   3 -12    0.58

   1   3 -12    0.54

   2   3 -12    0.79

   3   3 -12    0.72

  -7   4 -12    1.63

  -6   4 -12    1.54

  -5   4 -12    1.33

  -4   4 -12    0.72

  -3   4 -12    0.54

  -2   4 -12    0.89

  -1   4 -12    0.76

   0   4 -12    0.80

   1   4 -12    1.61

   2   4 -12    0.87

  -7   5 -12    0.44

  -6   5 -12    1.22

  -5   5 -12    0.29

  -4   5 -12    0.49

  -3   5 -12    0.26

  -2   5 -12    0.36

  -1   5 -12    0.38

   0   5 -12    0.57

   1   5 -12    1.89

  -6   6 -12    1.15

  -5   6 -12    1.17

  -4   6 -12    1.08

  -3   6 -12    1.87

  -2   6 -12    1.63

  -1   6 -12    1.09

  -7   1 -11    0.72

  -6   1 -11    1.63

  -5   1 -11    0.72

  -4   1 -11    1.37

  -3   1 -11    0.30

  -2   1 -11    0.34

  -1   1 -11    1.10

   0   1 -11    2.05

   1   1 -11    1.22

   2   1 -11    1.07

   3   1 -11    1.02

   4   1 -11    0.73

   5   1 -11    0.53

  -8   2 -11    2.12

  -7   2 -11    0.59

  -6   2 -11    0.52

  -5   2 -11    1.37

  -4   2 -11    0.97

  -3   2 -11    1.79

  -2   2 -11    1.25

  -1   2 -11    0.77

   0   2 -11    1.98

   1   2 -11    0.51

   2   2 -11    1.02

   3   2 -11    0.79

   4   2 -11    0.96

  -8   3 -11    0.33

  -7   3 -11    1.15

  -6   3 -11    0.46

  -5   3 -11    0.73

  -4   3 -11    1.19

  -3   3 -11    1.13

  -2   3 -11    1.33

  -1   3 -11    1.69

   0   3 -11    2.38

   1   3 -11    0.64

   2   3 -11    0.64

   3   3 -11    1.06

  -8   4 -11    2.03

  -7   4 -11    1.45

  -6   4 -11    0.75

  -5   4 -11    0.96

  -4   4 -11    0.89

  -3   4 -11    0.61

  -2   4 -11    0.66

  -1   4 -11    0.37

   0   4 -11    0.79

   1   4 -11    0.89

   2   4 -11    0.83

  -8   5 -11    1.44

  -7   5 -11    0.48

  -6   5 -11    1.22

  -5   5 -11    1.10

  -4   5 -11    2.01

  -3   5 -11    0.95

  -2   5 -11    0.16

  -1   5 -11    1.25

   0   5 -11    1.27

   1   5 -11    1.24

  -7   6 -11    0.67

  -6   6 -11    1.02

  -5   6 -11    0.79

  -4   6 -11    0.93

  -3   6 -11    1.60

  -2   6 -11    0.63

  -1   6 -11    0.95

   0   6 -11    0.66

  -5   7 -11    1.11

  -4   7 -11    1.57

  -3   7 -11    1.13

  -8   1 -10    1.00

  -7   1 -10    0.93

  -6   1 -10    3.60

  -5   1 -10    0.97

  -4   1 -10    1.40

  -3   1 -10    0.66

  -2   1 -10    0.13

  -1   1 -10    0.92

   0   1 -10    1.99

   1   1 -10    0.82

   2   1 -10    1.30

   3   1 -10    0.91

   4   1 -10    0.90

   5   1 -10    1.26

  -8   2 -10    1.69

  -7   2 -10    0.85

  -6   2 -10    0.58

  -5   2 -10    0.70

  -4   2 -10    0.25

  -3   2 -10    1.38

  -2   2 -10    0.18

  -1   2 -10    0.92

   0   2 -10    0.94

   1   2 -10    2.05

   2   2 -10    0.54

   3   2 -10    0.10

   4   2 -10    0.45

   5   2 -10    0.16

  -8   3 -10    1.07

  -7   3 -10    1.51

  -6   3 -10    0.25
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  -3   3 -10    1.19
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  -2   1  10    0.19

  -1   1  10    0.63

   0   1  10    0.71

   1   1  10    1.06

   2   1  10    1.37

   3   1  10    1.13

   4   1  10    1.23

   5   1  10    0.77

   6   1  10    2.87

   7   1  10    1.77

  -6   2  10    1.12

  -5   2  10    0.49

  -4   2  10    0.43

  -3   2  10    0.29

  -2   2  10    0.34

  -1   2  10    2.11

   0   2  10    0.41

   1   2  10    1.59

   2   2  10    0.39

   3   2  10    0.81

   4   2  10    0.42

   5   2  10    1.99

   6   2  10    1.46

  -6   3  10    1.46

  -5   3  10    0.60

  -4   3  10    0.80

  -3   3  10    0.88

  -2   3  10    1.71

  -1   3  10    1.78

   0   3  10    0.56

   1   3  10    0.93

   2   3  10    0.80

   3   3  10    1.85

   4   3  10    1.24

   5   3  10    2.07

  -6   4  10    0.73

  -5   4  10    1.56

  -4   4  10    1.31

  -3   4  10    0.62

  -2   4  10    0.61

  -1   4  10    0.55

   0   4  10    0.29

   1   4  10    0.12

   2   4  10    0.47

   3   4  10    1.11

   4   4  10    0.24

  -5   5  10    0.39

  -4   5  10    0.80

  -3   5  10    0.85

  -2   5  10    0.10

  -1   5  10    0.52

   0   5  10    1.15

   1   5  10    0.78

   2   5  10    1.46

  -4   6  10    0.63

  -3   6  10    0.63

  -2   6  10    0.44

  -1   6  10    1.10

   0   6  10    0.18

  -5   0  11    0.39

  -4   0  11    0.14

  -3   0  11    1.05

  -2   0  11    0.87

  -1   0  11    2.55

   0   0  11    1.83

   1   0  11    0.93

   2   0  11    0.95

   3   0  11    0.57

   4   0  11    1.21

   5   0  11    1.04

   6   0  11    0.97

   7   0  11    0.63

  -5   1  11    1.34

  -4   1  11    0.91

  -3   1  11    0.12

  -2   1  11    0.78

  -1   1  11    0.44

   0   1  11    0.88

   1   1  11    0.87

   2   1  11    1.48

   3   1  11    1.35

   4   1  11    1.33

   5   1  11    0.71

   6   1  11    2.12

  -5   2  11    0.11

  -4   2  11    2.07

  -3   2  11    0.76

  -2   2  11    0.78

  -1   2  11    1.84

   0   2  11    0.34

   1   2  11    1.01

   2   2  11    0.82

   3   2  11    0.85

   4   2  11    0.17

   5   2  11    0.33

  -5   3  11    0.43

  -4   3  11    0.77

  -3   3  11    0.58

  -2   3  11    2.01

  -1   3  11    1.44

   0   3  11    0.83

   1   3  11    0.56

   2   3  11    0.46

   3   3  11    0.93

   4   3  11    1.45

  -5   4  11    0.26

  -4   4  11    1.20

  -3   4  11    1.24

  -2   4  11    1.19

  -1   4  11    1.91

   0   4  11    0.62

   1   4  11    0.95

   2   4  11    0.58

   3   4  11    1.03

  -4   5  11    0.66

  -3   5  11    0.77

  -2   5  11    0.52

  -1   5  11    0.28

   0   5  11    1.70

   1   5  11    0.38

  -4   0  12    0.46

  -3   0  12    0.90

  -2   0  12    1.28

  -1   0  12    1.55

   0   0  12    1.14

   1   0  12    0.55

   2   0  12    0.12

   3   0  12    1.32

   4   0  12    0.84

   5   0  12    1.00

   6   0  12    0.62

  -5   1  12    1.39

  -4   1  12    0.80

  -3   1  12    1.45

  -2   1  12    0.43

  -1   1  12    0.29

   0   1  12    3.19

   1   1  12    0.45

   2   1  12    1.18

   3   1  12    0.92

   4   1  12    0.85

   5   1  12    0.50

   6   1  12    0.46

  -5   2  12    0.74

  -4   2  12    1.14

  -3   2  12    0.23

  -2   2  12    0.25

  -1   2  12    1.37

   0   2  12    1.32

   1   2  12    0.58

   2   2  12    0.42

   3   2  12    0.78

   4   2  12    0.17

   5   2  12    0.40

  -5   3  12    0.78

  -4   3  12    0.40

  -3   3  12    1.75

  -2   3  12    0.90

  -1   3  12    1.30

   0   3  12    1.53

   1   3  12    0.15

   2   3  12    0.50

   3   3  12    0.27

   4   3  12    0.89

  -4   4  12    0.95

  -3   4  12    0.57

  -2   4  12    0.93

  -1   4  12    1.76

   0   4  12    0.19

   1   4  12    0.17

   2   4  12    0.47

  -3   5  12    0.66

  -2   5  12    0.39

  -1   5  12    0.27

   0   5  12    0.71

  -4   0  13    0.65

  -3   0  13    0.99

  -2   0  13    1.22

  -1   0  13    0.88

   0   0  13    1.96

   1   0  13    0.27

   2   0  13    0.30

   3   0  13    1.73

   4   0  13    0.49

   5   0  13    2.11

   6   0  13    0.21

  -4   1  13    0.50

  -3   1  13    1.20

  -2   1  13    0.40

  -1   1  13    0.60

   0   1  13    1.45

   1   1  13    1.10

   2   1  13    0.56

   3   1  13    1.02

   4   1  13    1.11

   5   1  13    0.40

  -4   2  13    0.77

  -3   2  13    0.65

  -2   2  13    0.12

  -1   2  13    0.49

   0   2  13    2.16

   1   2  13    0.97

   2   2  13    1.57

   3   2  13    1.58

   4   2  13    0.92

  -4   3  13    0.25

  -3   3  13    0.51

  -2   3  13    0.42

  -1   3  13    1.02

   0   3  13    2.85

   1   3  13    0.92

   2   3  13    0.66

   3   3  13    0.55

  -3   4  13    1.69

  -2   4  13    1.66

  -1   4  13    2.20

   0   4  13    2.23

   1   4  13    0.88

  -3   0  14    1.38

  -2   0  14    1.44

  -1   0  14    0.95

   0   0  14    1.41

   1   0  14    0.44

   2   0  14    0.11

   3   0  14    0.91

   4   0  14    0.83

   5   0  14    1.98

  -3   1  14    0.98

  -2   1  14    1.48

  -1   1  14    1.17

   0   1  14    0.62

   1   1  14    0.38

   2   1  14    0.53

   3   1  14    0.51

   4   1  14    0.26

  -3   2  14    0.84

  -2   2  14    0.26

  -1   2  14    0.92

   0   2  14    0.30

   1   2  14    1.53

   2   2  14    1.72

   3   2  14    1.05

  -2   3  14    0.47

  -1   3  14    0.40

   0   3  14    0.80

   1   3  14    0.18

   2   3  14    0.61

  -2   0  15    1.33

  -1   0  15    1.13

   0   0  15    0.48

   1   0  15    0.34

   2   0  15    0.71

   3   0  15    1.01

   4   0  15    0.77

  -2   1  15    1.83

  -1   1  15    0.83

   0   1  15    0.44

   1   1  15    0.74

   2   1  15    0.94

   3   1  15    0.78

  -1   2  15    1.62

   0   2  15    0.44

   1   2  15    0.83

   2   2  15    1.39

   0   0  16    1.66

   1   0  16    0.25

   2   0  16    0.83

   3   0  16    0.42

   1   1  16    0.03
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