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[bookmark: _Toc14498]S1. Materials and general information
[bookmark: OLE_LINK11][bookmark: _Hlk178243808]All chemicals were commercially available and used without further purification, except for N,N´-bis(2-phosphonomethyl)-1,4,5,8-naphthalenediimide (PMNDI). 1,4,5,8-naphthalenetetracarboxylic dianhydride (NDI, 96%, Aladdin), aminomethylphosphonic acid (99%, Rhawn), imidazole (99%, Thermo Scientific), and hydrochloric acid (HCl, 35 %, Dae Jung) were used as received. Crystals of HOFBC-1 were synthesized according to the previously reported procedure1. Powder X-ray diffraction (PXRD) data were collected using a Rigaku MiniFlex 600 diffractometer with Cu/Kα radiation (λ = 1.54406 Å) over the 2θ range of 545° at a scanning rate of 10° min-1 at the Advanced Bio−Interface Core Research Facility at SogangUniversity. Ultraviolet-visible (UV-vis) diffuse reflectance spectra were recorded on a PerkinElmer Lambda 1050 spectrophotometer over the range of 200800 nm with a resolution of 1 nm at room temperature. Elemental analyses of C, N, and H were performed using a Vario MICRO elemental analyzer. Fourier-transform infrared (FT-IR) spectra were recorded in the range of 4000400 cm-1 using a Thermo Scientific Nicolet iS50 FTIR spectrometer. Thermogravimetric analysis (TGA) was carried out using a SCINCO TGA-N 1000 thermal analyzer. Powder samples were loaded into alumina crucibles and heated to 800 ºC at a rate of 10 ºC min-1 under flowing nitrogen. Scanning electron microscopy (SEM) and elemental mapping were performed using a field-emission scanning electron microscope (JSM-7100F).
[bookmark: _Toc32138]S2. Crystal structure determinations
[bookmark: OLE_LINK16]Single crystals of ABC-15 were selected directly from the mother liquid without further treatment, transferred into oil, and mounted on loops for single-crystal X-ray diffraction data collection. Single-crystal X-ray diffraction data for ABC-1, ABC-3, ABC-4, and ABC-5 were collected at RT using a Bruker D8 QUEST diffractometer with Mo Kα radiation (λ = 0.71073 Å). Crystallographic data for ABC-2 were collected using a Hybrid Pixel Array detector equipped with graphite-monochromated Ga Kα radiation (λ = 1.3405 Å). Absorption corrections were applied using a multi-scan method. The structures were solved by direct methods and refined by full-matrix least-squares on F2 using SHELXTL-20152 within Olex23. Non-hydrogen atoms were refined anisotropically, and all hydrogen atoms were located at geometrically calculated positions. Crystallographic data and details of the structure refinements are summarized in the Supplementary Information (Tables S1).
[bookmark: _Toc31301]S3. Birefringence measurements
[bookmark: OLE_LINK17][bookmark: OLE_LINK26]The birefringence of ABC-1, ABC-2, ABC-3, and ABC-4 was measured at 546 nm using a ZEISS Axiolab 5 polarizing microscope equipped with a Berek compensator. The birefringence was calculated according to the following equation:
R = |ne  no| × d = Δn × d      Equation (1)
where R is the optical path difference, Δn is the birefringence, and d is the thickness of the measured crystal. no and ne represent the ordinary and extraordinary refractive indices, respectively.

[bookmark: _Toc9008]S4. Computational details
First-principles calculations of birefringence were performed using CASTEP4, a plane-wave pseudopotential package5, within the framework of density functional theory (DFT)6. The exchange-correlation energy was described using the generalized gradient approximation (GGA) with the Perdew-Burke-Ernzerhof (PBE) functional, as implemented in the CASTEP code.7 Norm-conserving pseudopotentials were employed to model ion-electron interactions for each atomic species with the following valence-electron configurations8: H 1s1; C 2s22p2; N 2s22p3; O 2s22p4; P 3s23p3. A plane-wave cutoff energy of 830 eV was used for ABC-1, ABC-2, ABC-3 and ABC-4. Monkhorst-Pack scheme k-point meshes with a spacing smaller than 0.03 Å-1 in the Brillouin zone were adopted for all calculations9.
Ab initio molecular calculations were carried out using Gaussian 1610. Geometry optimizations of P1, P2, and P3 were performed at the aug-cc-pVDZ level, and the optimized structures were subsequently used to evaluate their polarizabilities and polarizability anisotropy. Wavefunction analyses were conducted using Multiwfn 3.8 (dev)11, and isosurface maps were generated with VMD12.
The anisotropy of the polarizability tensor was defined from the static polarizability tensor according to Equation (2)13. Detailed static polarizabilities and polarizability anisotropies for different groups are summarized in Table S4. Here, the commonly used atomic unit (a.u.) was adopted for polarizability anisotropy.
[bookmark: _Hlk163426488]       Equation (2)
where α represents the static polarizability tensor and δ denotes the anisotropy of the polarizability tensor.
In Figure 3h, the lengths of the three central bidirectional arrows represent the total polarizabilities along the X, Y, and Z directions (αx, αy, and αz, respectively), as defined by Equations (3)(5), where αxy = αyz, αxz = αzx, and αxz = αzx.
αx = αxx + αxy + αxz       Equation (3)
αy = αyx + αyy + αyz       Equation (4)
αz = αzx + αzy + αzz       Equation (5)

[bookmark: _Toc1742]S5. Semi-empirical formula for evaluating birefringence
To evaluate the birefringence of compounds ABC-1 to ABC-5, we introduce a semi-empirical formula to estimate the macroscopic birefringence generated by aromatic -conjugated units:
                Equation (6)
The birefringence is governed by the cooperative interplay between molecular anisotropy and intermolecular coupling. Here, ρ represents the packing density of the π-conjugated units,  is the dihedral angle between adjacent π-conjugated units, and  describes the planarity of the representative conformation. The polarizability anisotropy, δ, corresponds to the intrinsic microscopic anisotropy of the π-conjugated unit, whereas λ describes the contribution from intermolecular electronic coupling, with d representing π···π stacking distance. The coefficient A reflects macroscopic amplification (A ≈ 0.96), λ (9.5 × 105) and k (11.45) describe the strength and decay of π···π coupling, and B represents the intrinsic baseline anisotropy (B ≈ 0.21). Owing to parameter coupling in the exponential term, the effective π···π interaction range is determined by the experimentally observed stacking distances, which fall within 3.43.7 Å. When d is 0 Å, the coupling interaction between π-conjugated units is absent and λ is set to 0.


[bookmark: _Toc19911]S6. Chemical characterization, stability tests, birefringence measurements, and theoretical calculations
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Figure S1. Reversible single-crystal-to-single-crystal transformations of ABC-1 (a), ABC-2 (b), ABC-3 (c), ABC-4 (d), and ABC-5 (e).


Table S1. Crystal data and structure refinement parameters for ABC-1－ABC-5.
	[bookmark: OLE_LINK10]Compound 
	ABC-1
	ABC-2
	ABC-3
	ABC-4
	ABC-5

	Empirical formula 
	C11H10N3O5P
	C10H13N2O5P
	C8H9N2O5P
	C17H17N5O10P2
	C16H14N2O11P2

	Formula weight 
	295
	272.19
	244.14
	513.29
	472.23

	Temperature/K 
	294
	298
	295
	294
	295

	Crystal system 
	monoclinic
	triclinic
	triclinic
	triclinic
	monoclinic

	Space group 
	P21/n
	P-1
	P-1
	P-1
	P21/c

	a/Å 
	9.0258(3)
	4.7632(2)
	4.6371(4)
	8.5601(3)
	8.4004(3)

	b/Å 
	9.8458(3)
	7.8486(3)
	7.4493(6)
	8.7126(3)
	11.4656(4)

	c/Å 
	13.6802(4)
	16.4221(7)
	14.5081(12)
	14.2352(5)
	18.4447(5)

	α/°
	90
	100.767(3)
	88.434(4)
	96.8570(10)
	90

	β/° 
	94.5840(10)
	98.052(3)
	82.786(4)
	95.9470(10)
	100.6270(10)

	γ/° 
	90
	93.767(3)
	77.489(4)
	110.1350(10)
	90

	V/Å3 
	1211.82(7)
	594.51(4)
	485.38(7)
	977.66(6)
	1746.04(10)

	Z 
	4
	2
	2
	2
	4

	ρcalcg/cm3 
	1.618
	1.521
	1.670
	1.744
	1.796

	μ/mm-1 
	0.252
	1.455
	0.292
	0.296
	0.323

	F(000) 
	608.0
	284.0
	252.0
	528.0
	968.0

	Rint 
	0.0712
	0.0594
	0.1524
	0.0558
	0.1086

	Data/restraints/parameters 
	3005/0/182
	2235/0/167
	1725/1/162
	4902/1/313
	4332/1/291

	S 
	1.116
	1.046
	1.149
	1.028
	1.140

	R1, wR2 [I>=2σ (I)]a 
	R1 = 0.0505, 
wR2 = 0.1111
	R1 = 0.0500, 
wR2 = 0.1338
	R1 = 0.0869, 
wR2 = 0.1410
	R1 = 0.0478, 
wR2 = 00.1349
	R1 = 0.0683, 
wR2 = 0.1646

	R1, wR2 [all data]b 
	R1 = 0.0711, 
wR2 =0.1291
	R1 = 0.0561, 
wR2 = 0.1401
	R1 = 0.1478, 
wR2 = 0.1663
	R1 = 0.0562, 
wR2 = 00.1436
	R1 = 0.1147, 
wR2 = 0.1920

	aR1 = Σ(|Fo|-|Fc|)/Σ|Fo|; bwR2 = {Σ[w(Fo2-Fc2)2]/Σ[w(Fo2)2]}1/2. 
	
	
	




[image: ]
Figure S2. Asymmetric unit of ABC-1.
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Figure S3. Hydrogen-bonded layer in ABC-1 formed by phosphonate groups and protonated imidazole cations.


[image: ]
Figure S4. (a) Layer-by-layer three-dimensional hydrogen-bonded supramolecular structure of ABC-1, constructed from hydrogen-bonded and aromatic layers. (b) Intermolecular interactions between adjacent π-conjugated units in the aromatic layer. (c) Dihedral angles between adjacent π-conjugated units with different arrangements. (d) Head-to-head arrangement.



Table S2. Hydrogen-bond lengths (Å) and angles (°) in ABC-1, ABC-2, ABC-3, and ABC-4.
	D-H···A
	d(D-H)/Å
	d(H···A)/Å
	d(D···A)/Å
	D-H···A/°

	ABC-1

	N3-H3B···O5
	0.860(2)
	1.812(1)
	2.670(2)
	175.4(1)

	N2-H2···O1
	0.860(2)
	[bookmark: _Hlk169084971]1.878(1)
	2.726(2)
	161.3(1)

	C6-H6···O5
	0.930(2)
	[bookmark: _Hlk169084992]2.150(1)
	3.056(2)
	164.6(1)

	C11-H11···O3
	0.930(2)
	2.780(2)
	3.413(3)
	126.3(1)

	C7-H7···O2
	0.930(2)
	2.810(2)
	3.680(3)
	156.3(1)

	C11-H11···O3
	0.930(2)
	2.780(2)
	3.413(3)
	126.3(1)

	O3-H3···O1
	0.820(1)
	1.825(1)
	2.618(2)
	162.2(0)

	C8-H8B···O4
	0.970(2)
	[bookmark: _Hlk169091288]2.869(2)
	3.675(3)
	141.2(1)

	C4-H4···O2
	0.930(2)
	2.585(2)
	3.326(3)
	137.0(1)

	ABC-2

	N2-H2A···O2
	0.890(2)
	1.845(2)
	2.726(2)
	169.8(1)

	N2-H2B···O2
	0.890(2)
	1.930(2)
	2.780(3)
	159.0(1)

	N2-H2B···O1
	0.890(2)
	2.486(2)
	2.991(3)
	116.5(1)

	C10-H10A···O1
	0.960(3)
	2.618(2)
	3.190(4)
	118.5(2)

	C9-H9B···O4
	0.960(4)
	2.816(1)
	3.352(3)
	116.1(2)

	C9-H9C···O4
	0.960(4)
	2.935(2)
	3.797(4)
	150.0(2)

	C10-H10C···O4
	0.960(3)
	2.771(2)
	3.647(3)
	152.1(2)

	O4-H4···O5
	0.820(1)
	1.747(1)
	2.536(2)
	160.9(1)

	C5-H5···O3
	0.930(2)
	2.439(2)
	3.190(3)
	137.8(1)

	C7-H7···O3
	0.930(2)
	2.999(1)
	3.464(3)
	112.6(1)

	C6-H6A···O5
	0.970(2)
	2.541(2)
	3.317(3)
	137.0(1)

	C6-H6A···O3
	0.970(2)
	2.634(2)
	3.354(2)
	131.2(1)

	ABC-3

	N2-H2A···O1
	0.917(6)
	1.917(6)
	2.825(7)
	169.9(6)

	N2-H2B···O1
	1.046(1)
	1.789(1)
	2.824(7)
	169.4(1)

	N2-H2C···O1
	0.901(8)
	2.226(7)
	2.960(8)
	138.2(6)

	N2-H2D···O1
	0.859(9)
	2.170(9)
	3.022(8)
	171.0(7)

	N2-H2D···O2
	0.859(9)
	2.532(7)
	3.041(7)
	118.8(6)

	O3-H3···O2
	0.820(2)
	1.754(2)
	2.551(3)
	163.3(2)

	C5-H5···O4
	0.930(3)
	2.445(3)
	3.359(4)
	167.6(2)

	C7-H7···O3
	0.930(2)
	2.581(2)
	3.497(3)
	168.2(2)

	N2-H2A···O5
	0.890(2)
	2.162(2)
	2.882(3)
	137.5(2)

	ABC-4
	
	
	
	

	N1-H1A···O7
	0.860(2)
	1.607(2)
	2.431(2)
	159.3(1)

	N3-H3B···O8
	0.860(2)
	2.135(2)
	2.990(2)
	172.2(1)

	N2-H2B···O4
	0.860(2)
	2.122(2)
	2.924(3)
	155.0(1)

	O5-H5···O10
	0.878(3)
	1.681(3)
	2.553(2)
	171.6(1)

	N3-H3C···O2
	0.860(2)
	2.159(2)
	2.829(3)
	134.6(1)

	N1-H1B···O9
	0.860(2)
	2.219(2)
	3.010(3)
	152.8(1)

	N2-H2A···O9
	0.860(2)
	2.175(2)
	2.970(3)
	153.5(1)






[image: ]
Figure S5. Asymmetric unit of ABC-2.
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Figure S6. Hydrogen-bonded layer in ABC-2 formed by phosphonate groups and protonated dimethylammonium cations.



[image: ]
Figure S7. (a) Layer-by-layer three-dimensional hydrogen-bonded supramolecular structure of ABC-2, constructed from hydrogen-bonded and aromatic layers. (b) Side-by-side arrangement of adjacent π-conjugated units along the b axis. (c) Long-range ordered π···π interactions with a face-to-face arrangement along the a axis. (d) Perfectly aligned π-conjugated units.


[image: ]
Figure S8. Asymmetric unit of ABC-3.
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Figure S9. Hydrogen-bonded layer in ABC-3 formed by phosphonate groups and ammonium cations.


[image: ]
Figure S10. (a) Layer-by-layer three-dimensional hydrogen-bonded supramolecular structure of ABC-3, constructed from hydrogen-bonded and aromatic layers. (b) Side-by-side arrangement of adjacent π-conjugated units along the b axis. (c) Long-range ordered π···π interactions with a face-to-face arrangement along the a axis. (d) Perfectly aligned and densely packed π-conjugated units.


[image: ]

Figure S11. Asymmetric unit of ABC-4.


[image: ]
Figure S12. Hydrogen-bonded layer in ABC-4 formed by phosphonate groups and protonated guanidinium cations.


[image: ]
Figure S13. (a,c) Layer-by-layer three-dimensional hydrogen-bonded supramolecular structure of ABC-4, constructed from hydrogen-bonded and aromatic layers. (b) Hydrogen-bonding interactions in ABC-4 between phosphonate groups, protonated guanidinium cations, and π-conjugated NDI units. (d) Hydrogen-bonding interactions between adjacent π-conjugated NDI units in the aromatic layer.


[image: ]
Figure S14. (a) Hydrogen-bonding interactions and arrangement modes between adjacent π-conjugated units of P1 along the c axis in ABC-4. (b) Hydrogen-bonding interactions and arrangement modes between adjacent π-conjugated units of P2 along the c axis. (c) Hydrogen-bonding interactions within the organic building unit P1. (d) Hydrogen-bonding interactions between the organic building units P1 and P2. (e) Hydrogen-bonding interactions within the organic building unit P2.


[image: ]Figure S15. (a,b) Parallel and uniform arrangement of π-conjugated NDI units; (c) π-conjugated guanidinium cations exhibiting a reduced dihedral angle from 40.28(6)° to 6.416(7)° in ABC-4.

[image: ]
Figure S16. Asymmetric unit of ABC-5.



[image: ]
Figure S17. (a) Perfectly aligned stacking of π-conjugated NDI units through head-to-head and side-by-side arrangements. (b) Aromatic interactions between adjacent π-conjugated NDI units. (c) Dihedral angles between adjacent π-conjugated NDI units.


[image: ]
[bookmark: _Toc31429][bookmark: _Toc3385][bookmark: _Toc15502]Figure S18. Hirshfeld surfaces of ABC-1–ABC-5.  surfaces: ABC-1 (a), ABC-2 (c), ABC-3 (e), ABC-4 (g and h; deprotonated and protonated phosphonate groups), and ABC-5 (k). Shape index surfaces: ABC-1 (b), ABC-2 (d), ABC-3 (f), ABC-4 (i and j), and ABC-5 (l).


[image: ABC-氢键指纹图-1]
Figure S19. Two-dimensional fingerprint plots showing overall and atom-type-specific interactions in the crystal packing of ABC-1.


[image: ABC-氢键指纹图-2]
Figure S20. Two-dimensional fingerprint plots showing overall and atom-type-specific interactions in the crystal packing of ABC-2.


[image: ABC-氢键指纹图-3]
Figure S21. Two-dimensional fingerprint plots showing overall and atom-type-specific interactions in the crystal packing of ABC-3.


[image: ABC-氢键指纹图-4]
Figure S22. Two-dimensional fingerprint plots showing overall and atom-type-specific interactions in the crystal packing of the P1 organic building block in ABC-4.



[image: ABC-氢键指纹图-5]
Figure S23. Two-dimensional fingerprint plots showing overall and atom-type-specific interactions in the crystal packing of the P2 organic building block in ABC-4.


[image: ABC-5-氢键指纹图]
Figure S24. Two-dimensional fingerprint plots showing overall and atom-type-specific interactions in ABC-5.
[image: ]
[bookmark: _Toc12039][bookmark: _Toc6547][bookmark: _Toc8228]Figure S25. Powder X-ray diffraction patterns of ABC-1 (a), ABC-2 (b), ABC-3 (c), and ABC-4 (d).

[image: ]
Figure S26. Powder X-ray diffraction patterns of ABC-5 and HOFBC-1.
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Figure S27. Powder X-ray diffraction patterns showing structural transformations between ABC-1 and ABC-2 (a), ABC-3 (b), ABC-4 (c), and ABC-5 (d), respectively.
[image: ]
Figure S28. Powder X-ray diffraction patterns showing structural transformations between ABC-2 and ABC-3 (a), ABC-4 (b), and ABC-5 (c), respectively.

[image: ]
Figure S29. Powder X-ray diffraction patterns showing structural transformations between ABC-3 and ABC-4 (a) and ABC-5 (b), respectively; (c) PXRD patterns showing the structural transformation between ABC-4 and ABC-5.


[image: ]
Figure S30. SEM image (a), SEM mapping (b), and energy-dispersive X-ray spectroscopy results (c) of ABC-1.
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Figure S31. SEM image (a), SEM mapping (b), and energy-dispersive X-ray spectroscopy results (c) of ABC-2.
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Figure S32. SEM image (a), SEM mapping (b), and energy-dispersive X-ray spectroscopy results (c) of ABC-3.
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Figure S33. SEM image (a), SEM mapping (b), and energy-dispersive X-ray spectroscopy results (c) of ABC-4.
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[bookmark: _Toc21102][bookmark: _Toc31258][bookmark: _Toc26922]Figure S34. Photographs of ABC-1 (a), ABC-2 (b), ABC-3 (c), and ABC-4 (d) crystals exposed to air for different durations; from left to right: original crystals, 1 day, 7 days, and 14 days.


[image: ]
Figure S35. Powder X-ray diffraction patterns of ABC-1 (a), ABC-2 (b), ABC-3 (c), and ABC-4 (d) after exposure to air for different durations; from left to right: original crystals, 1 day, 7 days, and 14 days.


[image: ]
Figure S36. Thermogravimetric analysis curves of ABC-1–ABC-4.

[image: ]
Figure S37. Infrared spectra of ABC-1–ABC-4.
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Figure S38. Diffuse reflectance spectra and experimentally determined band gaps of ABC-1 (a), ABC-2 (b), ABC-3 (c), and ABC-4 (d).
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Figure S39. Calculated refractive index of ABC-1.
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Figure S40. (a) Calculated refractive index of ABC-2. (b) Directions perpendicular and parallel to the π-conjugated unit.
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Figure S41. (a) Calculated refractive index of ABC-3. (b) Directions perpendicular and parallel to the π-conjugated unit.
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Figure S42. (a) Calculated refractive index of ABC-4. (b) Directions perpendicular and parallel to the π-conjugated unit.


Table S4. Static polarizability tensors and corresponding polarizability anisotropies (a.u.) of the P1, P2, and P3 functional modules.
 
	Groups
	Static polarizability (α)
	δ

	
	xx
	xy
	yy
	xz
	yz
	zz
	

	P1
	461.4
	-5.2
	310.0
	-27.0
	-3.8
	179.6
	248.9

	P2
	503.3
	-6.8
	332.6
	-26.5
	-3.4
	202.3
	265.8

	P3
	459.9
	0
	308.3
	0
	21.3
	182.1
	243.7




[image: ]
Figure S43. Dihedral angle between adjacent π-conjugated NDI units in ABC-1.




[image: ]
Figure S44. Dihedral angle between adjacent π-conjugated NDI units in ABC-2.
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Figure S45. Dihedral angle between adjacent π-conjugated NDI units in ABC-3.
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Figure S46. Dihedral angle between adjacent π-conjugated NDI units in ABC-4.
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Figure S47. Dihedral angle between adjacent π-conjugated NDI units in ABC-5.
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Figure S48. Comparison of birefringence values calculated from crystal structures and those predicted by Equation 6 (S5) for ABC-1–ABC-5.
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Figure S49. Calculated band gaps of ABC-1 (a), ABC-2 (b), ABC-3 (c), and ABC-4 (d).
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Figure S50. HOMO and LUMO maps of ABC-1.
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Figure S51. HOMO and LUMO maps of ABC-2.




[image: ]
Figure S52. Two-dimensional electron localization function maps perpendicular to the π-conjugated NDI unit in ABC-2.
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Figure S53. HOMO and LUMO maps of ABC-4.
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Figure S54. Two-dimensional electron localization function maps perpendicular to the π-conjugated NDI units in ABC-4.



Table S3. Comparison of birefringence in phosphate- and phosphonate-based crystals.
	No.
	Crystal
	Space group
	Birefringence
	Wavelength(nm)
	Bad gap (eV)
	Ref

	1
	HOFBC-1 (ABC-5)
	P21/c
	0.763(cal)
	546
	2.93
	1

	2
	ABC-3
	P-1
	0.740(cal)
	546
	2.85
	This work

	3
	ABC-4
	P-1
	0.711(cal)
	546
	2.99
	This work

	4
	Sn2PO4I
	Cmcm
	0.664(exp)
	546
	1.65
	14

	5
	C6N7(NH2)3·H3PO4 
	R3c
	0.609(cal)
	1064
	3.77
	15

	6
	ABC-2
	P-1
	0.600(cal)
	546
	2.94
	This work

	7
	ABC-1
	P21/n
	0.504(cal)
	546
	2.98
	This work

	8
	HgI2HgII(Te2O4)2(HPO4)2 
	P-1
	0.444(cal)
	546
	3.32
	16

	9
	Sn2PO4Br 
	Cmcm
	0.336(exp)
	546
	1.97
	14

	10
	(3CP)(H2PO4)
	Pbca
	0.284(cal)
	546
	4.24
	17

	11
	NaPO2(NH)3(CO)2
	P21/c
	0.280(exp)
	550
	6.5
	18

	12
	(C5H6ON)+(H2PO4)−
	P212121
	0.25(cal)
	1064
	4.69
	19

	13
	K(GeHPO3)2 Br
	P-3m1 
	0.247(exp)
	546
	3.7
	20

	14
	(C4H6N3)+(H2PO3)−
	P21
	0.225(cal)
	589.3
	3.27
	21

	15
	(3AP)(H2PO4)
	Fdd2
	0.209(cal)
	546
	4.24
	17

	16
	(C2N4OH7)H2PO3
	Cc
	0.19(cal)
	589.3 
	4.96 
	22

	17
	Hg2(HTe2O5)(PO4)
	P-1
	0.168(exp)
	546
	3.58
	23

	18
	(C3H5N2)(H2PO4) 
	Pna21
	0.15(exp)
	546
	5.41
	24

	19
	Te3O3(PO4)2
	P21/c
	0.158(cal)
	1064
	4.28
	25

	20
	[(C4H6N3)(H2PO4)]
	P212121
	0.145(cal)
	546
	2.315
	26

	21
	[CN4H7]H2PO2
	P21212
	0.144(cal)
	532
	5.33
	27

	22
	[CN4H7]HPO2(OH) 
	Pna21
	0.144(cal)
	532
	5.05
	27

	23
	CityU-10
	Aea2 
	0.133(exp)
	550
	-
	28

	24
	Sr3Y[PO4][CO3]3
	R3m 
	0.121(cal)
	532
	6.85
	29

	25
	[NH2(CH2COOH)2]H2PO2
	Ama2 
	0.120(cal)
	546
	5.20 
	30

	26
	(C4H7N2)(H2PO4) 
	P21/n
	0.120(exp) 
	546
	5.21
	24

	27
	Y(HPO4)(NO3)(H2O)·2H2O
	Pbcm
	0.09(exp) 
	546.1
	3.87
	31

	28
	(NH4)3B11PO19F3
	R3
	0.088(cal) 
	1064
	6.78
	32

	29
	K[PO2(NHCONH2)2]
	Fdd2
	0.088(cal)
	532
	5.50
	33

	30
	[C(NH2)3]2PO3(OH)
	Pbca
	0.086(cal)
	546
	6.29
	34

	31
	[C(NH2)3]6(PO4)2·3H2O
	Cc
	0.077(cal)
	546
	4.87
	35

	32
	Cs3[(BOP)2(B3O7)3]
	R3
	0.075(cal)
	532
	5.79
	36

	33
	LiHgPO4 
	P4̅21m
	0.068(cal)
	1064
	4.03
	37

	34
	(C2H10N2)[Zn2(HPO4)2Cl2] 
	P-1
	0.066(exp) 
	546
	5.043
	38

	35
	[C(NH2)3]4P2O7·H2O
	P21
	0.065(exp) 
	546
	6.693
	39

	36
	Ag(Te2O3)(PO4)
	Pna21
	0.062(cal)
	546
	1.01
	40

	37
	GeHPO3
	Pna21
	0.062(exp) 
	546
	5.2
	20

	38
	[C(NH2)3]3PO4·2H2O
	Pna21
	0.053(cal)
	546.1
	4.2
	41

	39
	[NH2(CH2COOH)2]H2PO3
	P21/n
	0.038(exp) 
	546
	5.16 
	30

	40
	(C(NH2)3)2Zn(HPO3)2
	Fdd2
	0.03(cal)
	1064
	6.18
	42

	41
	(NH4)2PO3F
	Pna21
	0.027(cal)
	1064
	7.59
	43
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